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FOREWORD

In the field of basic research on materials pertinent to high-temperature and neutron irradiation
tests, great international interest exists concerning the study of irradiation effects, notably on advanced
ceramic and metallic materials and on the development of in-core instrumentation.

For this reason, the Nuclear Science Committee (NSC) of the OECD Nuclear Energy Agency
(NEA), dong with the Japan Atomic Energy Research Institute (JAERI), organised the Second
Information Exchange Meeting on Basic Studies in the Field of High-temperature Engineering.
The meeting was held in Paris on 10-12 October 2001, and attended by 43 participants from eight
countries and two international organisations. A total of 28 papers were presented, including 26 orally,
dealing with recent progress in the following research domains:

» overviews of high-temperature engineering research in each country and organisation;
e improvement in materia properties by high-temperature irradiation;
» development of in-core material characterisation methods and irradiation facilities;

e basic studies on the behaviour of irradiated graphite/carbon and ceramic materials including
their composites under both operation and storage conditions;

» basic studies on high-temperature, gas-cooled reactor (HTGR) fuel fabrication and performance.

The final session was dedicated to discussing possible co-operative works to be undertaken within
the framework of the OECD/NEA Nuclear Science Committee. It was recommended that a further
information exchange meeting, dealing with possible international collaboration as well as some of the
topics addressed here, should be planned to be held in Oarai, Japan in 2003.
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EXECUTIVE SUMMARY

Co-organised by the OECD Nuclear Energy Agency and Japan Atomic Energy Research Institute,
the Second Information Exchange Meeting on Basic Studies in the Field of High-temperature
Engineering was a great success. It was held in Paris on 10-12 October, 2001, and its main topics
were:

» The exchange of information with regard to the latest activities for studying high-temperature
irradiation-induced damage/effects in advanced materials and fuels.

e The discussion of the possibility of co-operative studies in the field of high-temperature
engineering using the HTTR and other research reactors for irradiation research programmes
in the framework of international co-operation organised by the OECD/NEA/NSC.

e The development of a framework of possible international co-operative activities concerning
topics of interest.

» The proposal/recommendation of possible co-operative works to be undertaken within a
framework or under the auspices of the OECD/NEA/NSC.

Forty-three participants gathered together from eight countries and two international organisations.
Twenty-eight papers were submitted, of which 26 were oral presentations dealing with recent progress
and national/international programmes in the field of high-temperature engineering. The papers were
presented in five sessions as follows:

e Session I: Overviews of high-temperature engineering research in each country and
organisation (Six papers).

e Session |l: Improvement in material properties by high-temperature irradiation(four papers).

e Session Il1: Development of in-core material characterisation methods and irradiation facilities
(six papers).

e Session 1V: Basic studies on the behaviour of irradiated graphite/carbon and ceramic materias
including their composites under both operation and storage conditions(eight papers).

e Session V: Basic studies on HTGR fud fabrication and performance(two papers).

In Session 1, the current status of high-temperature engineering research in the EC, Japan, the
Netherlands, France, Germany and the United Kingdom were summarised.

In Session Il, examples of improvement in material properties through high-temperature
irradiation, the effects of superplastic deformation on thermal and mechanical properties of 3Y-TZP
ceramics and the development of an innovative carbon-based ceramic material and carbon dioxide
partia condensation cycle were presented.



Session |11 was dedicated to the development of in-core material characterisation methods and
irradiation facilities. New irradiation equipment for the HTTR, optical diagnostic system for the
high-temperature gas-cooled reactor, in-core neutron and gamma-ray distributions measurement with
scintillator optical fibre detector and self-powered detector, in-core test capabilities for materia
characterisation in the OECD Halden reactor, work function measuring technique to monitoring/
characterisation of materia surfaces under irradiation, and materialsirradiation tests at high temperatures
in IMTR were some of the topics presented.

In Session 1V, presentations were made on the subjects of finite-element analyses of the
mechanical behaviour of graphite cores, mesoscopic analyses for mechanical properties of graphite,
graphite oxidation models, irradiation creep in graphite, and planning for disposal of irradiated
graphite and database on irradiated graphite properties are presented.

Session V is related to the basic studies on HTGR fuel fabrication and performance. Fission
product release from ceramic materials and reactor test technique of HTGR fuel elements were also
discussed.

In the last session of the meeting, the floor was open for discussion on possible activities in the
framework of OECD/NEA/Nuclear Science Committee for each session. In addition to the topics
discussed in this meeting, it was recommended to include topics relevant to fission product behaviour
and safety issues of HTGR in next meeting. It was proposed that a further information exchange
meeting, dealing with possible international collaboration using HTTR and other irradiation facilities,
be held in autumn of 2003 at Oarai, Japan.
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OPENING SESSION






WELCOME ADDRESS

Carol Kesser
Deputy Director-General, OECD/NEA

Good morning, ladies and gentlemen.

It isagreat pleasure for me to welcome you, on behalf of OECD Nuclear Energy Agency (NEA),
to this Second Information Exchange Meeting on Basic Studies in the Field of High-temperature
Engineering. | would like to thank the members of the Organising Committee and of the Scientific
Advisory Board for all their efforts in preparing this meeting and | am sure it will be a successful one.
This meeting was also co-organised by the Japan Atomic Energy Research Institute.

The first such information exchange meeting was held September 1999 in Paris and proved quite
successful. At this meeting some topics were recommended for further development and we will be
focusing today on those recommendations. | understand that the subjects of these recommendations
have been revised dlightly, but the point is we now know where we want to head and this meeting will
take us along the next steps. | understand there is a desire to meet again in two years time based on the
progress made in this meeting.

My personal experience is that these kinds of information exchange meetings are very useful for
building an overall picture of ongoing and planned research activities in a specific area. They aso
provide the opportunity to meet and discuss issues with others with similar interests.

The meeting’ s focus on high-temperature gas-cooled reactors (HTGR) meets the growing interest
of many OECD and non-OECD member countries. | am sure many of you are aware that while we are
meeting, another part of the international community is meeting in Florida in the US to discuss the
next steps in the Generation IV International Forum. This forum is moving towards decisions in the
late 2002 timeframe on possible research projects needed to confirm the viability of truly advanced
reactor designs. They will have an explicit need for an improved knowledge of materials that can be
used in different high-temperature nuclear applications. For example, | understand this meeting will
have a discussion about further international collaboration using irradiation facilities. This collaboration
can play an important role in future study in this research field.

This meeting is also timely for the NEA and especially the Nuclear Science Committee. The NEA
has a biennial programme of work and will soon start to prepare the programme for 2003-2004. This
new programme will be discussed for the first time by the NEA Steering Committee in their spring
2002 meeting. Thus any recommendations from this meeting today can be taken into account as we
plan for the next two years programme of work.

In fact, there are a number of ongoing projects within the Nuclear Science Committee that could
benefit from your discussion and recommendations. | am thinking primarily about two possible

13



activities, one within the field of radiation-induced material damage and the other, the setting up of an
expert group on the nuclear production of hydrogen.

| would like to thank the Japan Atomic Energy Research Institute (JAERI) for co-organising this
meeting and especially Dr. Toshiyuki Tanaka and Dr. Y ukio Sudo, the former and present directors
general of the Oarai Establishment for their support of this information exchange meeting.

| wish you all avery interesting and productive meeting.

Thank you for your attention.

14



OPENING ADDRESS

Shori Ishino
Tokai University, Japan

Good morning, ladies and gentleman.

On behalf of the Organising Committee, | cordially welcome all of you to the Second Information
Exchange Meeting on Basic Studies in the Field of High-temperature Engineering.

It was in November 1997 at the workshop on High-temperature Engineering Research Facilities
and Experiments held in Petten, the Netherlands, that the first recommendation for this meeting was
made. The proposal for the meeting was made after consultation with experts from Japan, the
Netherlands and Germany, and was then discussed and approved at the OECD/NEA/NSC meeting in
June 1998.

The information exchange meetings' background was briefly summarised by Mrs. Kesder in her
welcome address, so | would like to concentrate my speech on its purpose and meaning.

This is a follow-up to the First Information Exchange Meeting on Basic Studies in the Field of
High-temperature Engineering, which was held in Paris, on 27-29 September 1999. We are here, as al
of you know, to exchange information on the latest methods of understanding high-temperature
irradiation-induced phenomena in the field of high-temperature engineering and for improvement of
propertiesin advanced materials and fuels using high-temperature irradiation.

Possible international collaboration, using HTTR and other research reactors for irradiation
research programmes in the field of high-temperature engineering, the framework of co-operation
activities organised by OECD/NEA/NSC and some related topics, recommended for further
development at the first meeting, will be discussed at this meeting. For this reason, a fina summary
session will be held on the last day for discussion and preparation of recommendations.

It is my great pleasure that more than 40 participants have gathered together here today to take
part in these six plenary sessions, during which 28 papers will be presented. These numbers are more
than expected, and have greatly encouraged the Organising Committee. This level of interest is,
| believe, due to the importance of basic studies in high-temperature engineering.

In the present situation, HTGRs are developed as a new generation-type gas-cooled reactor
including inherent safety. Some of the papers submitted concern feasibility studies on HTGR; all of
these have been included in the program. These current topics concerning the development of HTGR
have received great interest among researchers, and this will be a driving force for us to undergo basic
studies and to promote international collaboration within the framework of the NEA/NSC.
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The Organising Committee hopes that this information exchange will present a good opportunity
to elucidate the basic research subject of high-temperature engineering, and to develop international
co-operative works under the auspices of the OECD/NEA/NSC.

Finaly, | would like to express my sincere gratitude to the Scientific Advisory Members for their
support, the NEA Secretariat for the preparation of this meeting and the Japan Atomic Energy
Research Ingtitute as a co-organiser for the technical support to this meeting. Also, |1 would like to
thank all of you, the participants, especially those who have come from countries outside Europe.
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Overviews of High-temperature
Engineering Research in Each
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RESEARCH ACTIVITIESON HIGH-TEMPERATURE GAS-COOLED
REACTORS(HTRS) IN THE 5™ EURATOM RTD FRAMEWORK PROGRAMME

Joaquin Martin-Bermejo
European Commission, DG RESEARCH, Brussels, Belgium

Michel Hugon, Georges Van Goethem
European Commission, DG RESEARCH, Brussels, Belgium

Abstract

One of the areas of research of the “nuclear fission” key action of the 5" EURATOM RTD Framework
Programme (FP5) is the safety and efficiency of future systems. The main objective of this areais to
investigate and evaluate new or revisited concepts (both reactors and alternative fuels) for nuclear
energy that offer potential longer term benefits in terms of cost, safety, waste management, use of
fissile material, less risk of diversion and sustainability. Severa projects related to high-temperature
gas-cooled reactors (HTRS) were retained by the European Commission (EC) services. They address
important issues such as HTR fuel technology, HTR fuel cycle, HTR materials, power conversion
systems and licensing. Most of these projects have already started and are progressing according to the
schedule. They are the initia core of activities of a European Network on “High-temperature Reactor
Technology” (HTR-TN) recently set up by 18 EU organisations.
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I ntroduction

The 5" Framework Programme sets out the priorities for the European Union’s research,
technological development and demonstration activities for the period 1998-2002 [1]. These priorities
have been identified on the basis of a set of common criteria reflecting the major concerns of
increasing industrial competitiveness and the quality of life for European citizens.

The 5™ Framework Programme differs considerably from its predecessors. It has been conceived
to help solve problems and to respond to major socio-economic challenges facing Europe. To maximise
its impact, it focuses on a limited number of research areas combining technological, industrial,
economic, social and cultural aspects. Management procedures have been streamlined with an emphasis
on simplifying the process and systematically involving key playersin research.

The 5" Framework Programme has two distinct parts: the European Community framework
programme covering research, technological development and demonstration activities, and the
EURATOM framework programme covering research and training (RT) activities in the nuclear
sector. A budget of euros14 960 million has been agreed for the period up to the year 2002 of which
euros 13 700 million is foreseen for the implementation of the European Community section of the
5™ Framework Programme and eurosl 260 million have been allocated to the EURATOM programme.

In practice, this Programme is implemented either viaindirect actions co-ordinated by Directorate
General RESEARCH of the European Commission (EC) or via direct actions under the responsibility
of the Joint Research Centre (JRC) of the EC. The indirect actions consist mainly of research
co-sponsored by DG RESEARCH but carried out by external public and private organisations as
multi-partner projects. The direct RTD actions normally comprise research of an institutional character
that is carried out directly by the JRC using their unigque expertise and facilities.

The5" EURATOM Framework Programme (1998-2002)
Overview

The strategic goal of the 5" EURATOM Framework Programme (FP5) for research and training
activities is to help exploit the full potential of nuclear energy in a sustainable manner by making
current technologies even safer and more economical and by exploring promising new concepts.
The specific programme (indirect actions) comprises two “key actions’, controlled thermonuclear fusion
and nuclear fission, generic research on radiological sciences and support for research infrastructure.

The budget breakdown of the 5" EURATOM specific programme is as follows:

Key action 1. Controlled thermonuclear fusion euros 788 million
Key action 2: Nuclear fission euros 142 million
Generic R&D activities on radiological sciences  euros 39 million
Support for research infrastructures euros 10 million
Joint Research Centre (direct actions) euros 281 million
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Thekey action “ nuclear fission”

The main objectives of this key action are to enhance the safety of Europe’s nuclear installations
and improve the competitiveness of Europe’s industry. Within these broader objectives, the more
detailed aims are to protect workers and the public from radiation and ensure safe and effective
management and final disposal of radioactive waste, to explore more innovative concepts that are
sustainable and have potential longer term economic, safety, health and environmental benefits and
to contribute towards maintaining a high level of expertise and competence on nuclear technology
and safety.

Research focuses on issues that currently hinder the fuller exploitation of nuclear energy (e.g. cost,
safety, waste disposal, public attitudes) and aim to demonstrate the availability of practical solutionsto
the outstanding scientific and technical problems and public concerns. It should bring together at the

research stage different stakeholders sharing common strategic objectives. It covers four principa
areas of research:

» Operational safety of existing installations.
» Safety of the fuel cycle.

» Safety and efficiency of future systems.

» Radiation protection.

Their objectives and main priorities are briefly described below.

Operational safety of existing installations

The objectives are to provide improved and innovative tools and methods for maintaining and
enhancing the safety of existing installations, for achieving evolutionary improvements in their design
and operation and for improving the competitiveness of Europe’ s nuclear industry. Three top research
priorities have been identified:

» Plant life extension and management.

e Severe accident management.

* Evolutionary concepts.

Safety of the fuel cycle
The objective is to develop a sound basis for policy choices on the management and disposal of
spent fuel and high-level and long-lived radioactive wastes and on decommissioning and to build a

common understanding and consensus on the key issues. Three top research priorities have been
identified:

»  Waste and spent fuel management and disposal.
e Partitioning and transmutation.

»  Decommissioning of nuclear installations.

21



Safety and efficiency of future systems

The objective is to investigate and evaluate new and updated concepts for nuclear energy that
offer potential longer term benefits from the points of view of cogt, safety, waste management, use of
fissile materia, less risk of diversion and sustainability. Innovative or revisited reactor concepts, and
innovative fuels and fuel cycles have been identified as the top research priorities.

Radiation protection

The objectives are to help operators and safety authorities to protect workers, the public and the
environment during operations in the nuclear fuel cycle, to manage nuclear accidents and radiological
emergencies and to restore contaminated environments. Four top research priorities have been identified:

» Governance (assessment and management) of risk.

» Monitoring and assessment of occupational exposure.

» Off-site emergency management.

* Restoration and long-term management of contaminated environments.

Selection of projectsin FP5

Proposals for “indirect” actions under the Framework Programmes are normally invited by the
EC via calls for proposals with fixed deadlines. The eligible proposals are evaluated by independent
experts who gave their advice to the Commission services, which takes it into account when selecting
the portfolio to be negotiated. Up to date there have been three of these calls for proposals with
deadlines 17 June 1999, 4 October 1999 and 22 January 2001 with atota funding of euros 153 million.
The details of the research areas and priorities are given in the Work Programme, which is updated
annually and is available on the CORDIS website (www.cordis.|u/fp5-euratom).

After the evaluation of the proposals received, a number of research contracts covering the
objectives of the above-mentioned areas has been successfully negotiated by the EC and different EU
organisations (see Table 1).

Table 1. Results of thefirst three callsfor proposals of EURATOM FP5

Eligible Projects | Commission funding
Research area 10
proposals | accepted (million eur os)

Operational safety of existing installations 152 66 39

Safety of fuel cycle 102 57 57

Safety and efficiency of future systems 22 15 12
Radiation protection 49 19 9.5
Radiological sciences 97 44 29

Support for research infrastructures 24 19 6.5

Total 446 220 153
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The research is implemented through: shared-cost actions (the main mechanism for the key
action), support for networks and databases, training fellowships, concerted actions and accompanying
measures. These indirect actions are managed and co-ordinated by Unit J4 (Nuclear fisson and
radiation protection) of Directorate J (Preserving the ecosystem I1) within DG RESEARCH. The actua
work is carried out by laboratories, research centres, universities, regulatory authorities, utilities,
engineering companies and consulting firms. The principal end-users of the results are nuclear power
plants, national regulatory authorities and the industry sector in general.

Safety and efficiency of future systems

Thisis anewly identified research area for FP5 with the objectives of assessing new and updated
concepts for nuclear energy that offer potential longer term benefitsin terms of safety, economy, waste
management, use of fissile material, less risk of diversion and sustainability. It covers two sub-areas,
namely “Innovative or revisited reactor concepts’ and “Innovative fuels and fuel cycles’. Relevant
work had been previously undertaken, in particular in the cluster of projects “INNO” of AreaA
(“Exploring innovative approaches’) of the specific programme on Nuclear Fission Safety in the
EURATOM 4" Framework Programme (1994-1998).

The mgjority of research projects selected for funding in this area are related to high-temperature
reactors (HTR) and are grouped in a cluster. They address the main technical issues to be solved
before using the HTRs at the industrial scale to produce energy: fuel technology, fuel cycles, waste,
reactor physics, materials, power conversion systems and licensing. Therest of the projectsin this area
are ng the sate of the art and R& D needs of other reactor concepts and of other applications of
nuclear energy, such as supercritical pressure light water reactors, gas-cooled fast reactors, molten salt
reactors and sea water desalination. Finally, athematic network is addressing the competitiveness and
sustainability of nuclear energy in the European Union.

The list of HTR-related projects co-sponsored by the EC is shown in Table 2. Four of them
(HTR-F, HTR-M, HTR-N and HTR-C) were accepted in the call of proposals of 4 October 1999
whereas the rest (HTR-F1, HTR-M1, HTR-N1, HTR-E and HTR-L) were accepted in the call of
22 January 2001.

Research on HTRsin EURATOM FP5

A number of HTRs were developed throughout the 1960s and 1970s (i.e. Peach Bottom and
Fort St. Vrainin the US, AVR and THTR in Germany, and Dragon in the UK) but then abandoned.
However, its inherent safety features, its potential for use in high-temperature industrial processes and
the possibility of using direct cycle gas turbines has kept the concept alive. In fact, there is renewed
interest in other parts of the world (Japan, China, South Africa, Russia) and their potentia for
deployment later on in Europe is now being re-considered. However, a full development programme
will require a large, fairly long-term effort for which a more proactive public R&D strategy might be
necessary.

Current EC-sponsored projects

The nine HTR-related projects sdected by the EC form a consistent and structured cluster
covering both fundamental research and technological aspects. They were selected after two calls for
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Table 2. Ongoing HTR-related resear ch projectsin EURATOM FP5

Acronym Subject of research Co-ordinator |Number of | Duration E_C_funding
(country) partners | (months) | (million euras)
HTR-F HTR fuel technology CEA (F) 7 48 | 17
HTR-F1 0.8
HTR-N  |HTRreactor pnysicsand  |FZJ(D) 14 54™ 1.0
______________ fuel cycle
HTR-N1 0.55
HTR-M  |[HTR materias NNC Ltd. (UK) 8 547 | 11
HTR-M1 (UK) 0.7
HTR-E Innovative components and |[FRAMATOME 14 48 19
systemsin direct cyclesof |(F)
HTRs
HTR-L HTRslicensing safety Tractebel (B) 8 36 05
approach and main licensing
issues
HTR-C HTR programme FRAMATOME 6 48 0.2
co-ordination (F)

" Duration of combined projects HTR-F and HTR-F1.
“ Duration of combined projects HTR-N and HTR-N1.
™" Duration of combined projects HTR-M and HTR-M 1.

proposals with deadlines 4 October 1999 and 22 January 2001. The latter targeted on complementary
R&D activities on HTRs with emphasis on issues which it was not possible to address in the former
due to budget and scheduling constraints.

This section describes the objectives as well as the main experimental and analytical activities
foreseen within the above-mentioned projects. Around 25 different organisations, representing research
centres, universities, regulators, utilities and vendors from nine EU member states and Switzerland are
involved.

ProjectsHTR-F and HTR-F1

These projects are “ shared-cost” actions to be carried out by a consortium of seven organisations
(CEA, FZJ, JRC-IAM, JRC-ITU, BNFL, FRAMATOME and NRG) under the co-ordination of CEA.
The duration foreseen for the combined projectsis 48 months.

The objectives of HTR-F are: (i) to restore (and improve) the fuel fabrication capability in Europe,
(i) to qualify the fuel at high burn up with a high rdiability and (iii) to study innovative fuels that can
be used for applications different from former HTR designs. The project started in October 2000 and
its work programme includes the following activities:

* To collect data from the various types of fuels tested in the past in European reactors
(e.g. HFR, THTR, DRAGON, OSIRIS, SILOE, etc.) and to analyse them in order to better
understand the fuel behaviour and performance under irradiation.

» To define experimental programmes (in-pile and out-of-pile) in order to qualify the fuel particle

behaviour under irradiation and high temperatures. A first irradiation test is planned in the
HFR reactor on pebbles from the last German high quality fuel production with the objective
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to reach a burn-up of 200 000 MW(d/t. Concerning the heat-up tests, the Cold Finger Furnace
(KUFA) facility, in which temperatures can reach up to 1 800°C, was transferred from Jiilich
(FZJ) to Karlsruhe (JRC/ITU) where it will be commissioned after having tested one irradiated
pebble.

» Tomodd the thermal and mechanical behaviour of coated fuel under irradiation and to vaidate
it against the experimental results available. The models in existing codes (e.g. PANAMA,
FRESCO, COCONUT, etc.) will be used to develop a common European code.

» Toreview the existing technologies for fabrication of kernels and coated particles, to fabricate
first batches of U-bearing kernels and coated particles, to characterise them and to study
alternative coating materials (e.g. ZrC and TiN). Kernels and particles will be fabricated in
different laboratories (two at CEA and one at JRC/ITU) and the first coatings tests will be
performed on simulated and depleted uranium kernels.

The programme of HTR-F1, which should start in November 2001, is fully complementary to
HTR-F. It will enable to complete the irradiation of the German pebbles in the HFR in Petten, to carry
out their post-irradiation examination (PIE) and to perform heat-up tests under accident conditions in
the modified KUFA facility at JRC/ITU. Also, the code developed in HTR-F for modelling the thermal
and mechanical behaviour of the coated fuel particles should be validated. Finaly, the production of
coated particles and kernels should start at CEA and JRC/ITU.

ProjectsHTR-N and HTR-N1

These projects are “shared-cost” actions to be carried out by a consortium of 14 organisations
(FZJ, Ansaldo, BNFL, CEA, COGEMA, FRAMATOME ANP SAS and GmbH, NNC Ltd., NRG,
JRC-ITU, Subatech, and the Universities of Delft, Pisa and Stuttgart) under the co-ordination of FZJ.
The duration foreseen for the combined projectsis 54 months.

The main objectives of HTR-N are: to provide numerical nuclear physics tools (and check the
availability of nuclear data) for the analysis and design of innovative HTR cores, to investigate different
fuel cycles that can minimise the generation of long-lived actinides and optimise the Pu-burning
capabilities, and to analyse the HTR-specific waste and the disposal behaviour of spent fuel. The project
started in September 2000 and its work programme includes the following activities:

e Tovalidate present core physics code packages for innovative HTR concepts (of both prismatic
block and pebble bed types) against tests of Japan’s high-temperature test reactor (HTTR) and
to use these codes to predict the first criticality of China's HTR-10 experimental reactor.

* To evaluate the impact of nuclear data uncertainties on the calculation of reactor reactivity
and mass balances (particularly for high burn-up). Sensitivity analyses will be performed by
different methods based on today’ s available data sets (ENDF/B-V |1, JEFF-3, JENDL 3.2/3).

* To study selected variations of the two main reactor concepts (i.e. hexagonal block type and
pebble-bed) and their associated loading schemes and fuel cycles (i.e. the static batch-loaded
cores and continuoudly loaded cores) in order to assess burn-up increase, waste minimisation
capabilities, economics and safety.

e Toanaysethe HTR operational and decommissioning waste streams for both prismatic block
and pebble bed types and to compare them with the waste stream of LWR.
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e To perform different tests (e.g. corrosion, leaching, dissolution) with fuel kernels such as UO,
and (Th,U)O, and coating materials of different compositions (e.g. SiC, PyC) in order to
evaluate and generate the data needed to model the geo-chemical behaviour of the spent fuel
under different final disposal conditions, i.e. salt brines, clay water and granite.

The HTR-N1 project proposes to: extend the nuclear physics analysis of HTR-N to the hot
conditions of low-enriched uranium (LEU) cores with data from HTTR and HTR-10; to investigate the
potential to treat or purify specific HTR decommissioning waste (e.g. structural graphite) on the basis
of samples taken from the AVR side reflector and to continue the leaching experiments for disposed
spent fuel with irradiated fuel (instead of dummies) for initial commissioning of the test rigs.
The project is due to start in October 2001.

ProjectsHTR-M and HTR-M1

These projects are “shared-cost” action to be carried out by a consortium of eight organisations
(NNC Ltd., FRAMATOME, CEA, NRG, FZJ, Siemens, Empresarios Agrupados and JRC-IAM) under
the co-ordination of NNC Ltd. The duration foreseen for the combined projectsis 54 months.

The objectives of HTR-M are to provide materials data for key components of the devel opment of
HTR technology in Europe including: reactor pressure vessel (RPV), high-temperature areas (internal
structures and turbine) and graphite structures. The project started in November 2000 and its work
programme consists of the following basic activities:

* Review of RPV materials, focusing on previous HTRs in order to set up a materials property
database on design properties. Specific mechanical tests will be performed on RPV welded
joints (FRAMATOME facilities) and irradiated specimens (Petten HFR) covering tensile,
creep and/or compact tension fracture.

e Compilation of existing data about materias for reactor internals having a high potentia
interest, selection of the most promising grades for further R& D efforts, and development and
testing of available alloys. Mechanical and creep tests will be performed at CEA on candidate
materials at temperatures up to 1 100°C with focus on the control rod cladding.

e Compilation of existing data about turbine disk and blade materials, selection of the most
promising grades for further R&D efforts, and development and testing of available aloys.
Tensile and creep tests (in air and vacuum) from 850°C up to 1 300°C and fatigue testing at
1 000°C will be performed at facilities at CEA while creep and creep/fatigue tests in helium
will be performed at JRC.

* Review the gtate of the art on graphite properties in order to set up a suitable database and
perform oxidation tests at high temperatures on: (i) a fuel matrix graphite to obtain kinetic
data for advanced oxidation (THERA facility at FZJ) and (ii) advanced carbon-based materias
to obtain oxidation resistance in steam and in air respectively (INDEX facility at FZJ).

The HTR-M1 project complements HTR-M, as it concentrates on the long-term testing of the
materias for the turbine and irradiation tests for the HTR graphite components. Specia attention is
placed on the fact that previous graphites are no longer available because the coke used as the raw
material has either run out and the manufacturer's experience lost, or production techniques and
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equipment no longer exist. The work programme includes verification of models describing the graphite
behaviour under irradiation and screening tests of recent graphite qualities. The project should start in
November 2001.

Project HTR-E

This project is a “shared-cost” action to be carried out by a consortium of 14 organisations
(FRAMATOME ANP SAS, Ansaldo, Backe Dirr, CEA, Empresarios Agrupados, FRAMATOME
ANP GmbH, FZJ, Heatric, Jeumont Industrie, NRG, NNC Ltd., S2M, University of Zittau and Von
Karman Institute) under the co-ordination of FRAMATOME ANP SAS. The duration foreseen for this
project is 48 months and the expected commencement date is December 2001.

This project addresses the innovative key components, systems and equipment related to the
direct cycle of modern HTRs. These include turbine, recuperator heat exchanger, active and permanent
magnetic bearings, rotating seals, dliding parts (tribology) and the helium purification system.
The programme contains both design studies (e.g. computer fluid dynamics and finite eement analyses)
and also experiments (e.g. magnetic bearing tests at Zittau facility, validation tests of the recuperator at
CEA’s CLAIRE loop or tribological investigations at FRAMATOME's Technical Centre).

Project HTR-L

This project is a “shared-cost” action to be carried out by a consortium of eight organisations
(Tractebdl, Ansaldo, Empresarios Agrupados, FRAMATOME ANP SAS, FRAMATOME ANP GmbH,
FZJ, NRG, and NNC Ltd.) under the co-ordination of Tractebel. The duration foreseen for this project
is 36 months and the commencement date is October 2001.

The project proposes a safety approach for a licensing framework specific to modular
high-temperature reactors and a classification for the design basis operating conditions and associated
acceptance criteria. Specia attention will be put on the confinement requirements and the rules for
system, structure and component classification as well as a component qualification level being
compatible with economical targets.

Project HTR-C

Thisisa“concerted action” to be carried out by a consortium of six organisations (FRAMATOME,
FZJ, CEA, NNC Ltd., NRG, and JRC) under the co-ordination of FRAMATOME. The duration
foreseen is 48 months.

This project, which started in October 2000, is devoted to the co-ordination and the integration of
the work to be performed in al the above-mentioned projects. Moreover, HTR-C should organise a
world-wide “technological watch” and develop international co-operation, with first priority to China
and Japan, which have now the only research HTRs in the world. In order to promote and disseminate
the achievements of the EC-sponsored projects, HTR-C will organise presentations in international
conferences.
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The“High-temperature Reactor Technology Network” (HTR-TN)

In the beginning of 2000, 15 EU organisations signed a multi-partner collaboration agreement to
set up a European Network on “High-temperature Reactor Technology” hereinafter referred to as the
“HTR-TN”. The agreement does not involve cash flow between the members and all contributions are
made in kind. The operating agent and the manager of this network is the JRC-IAM (Petten) and the
rest of the partners are: Ansaldo (1), Belgatom (B), BNFL (UK), CEA (F), Empresarios Agrupados
(E), FRAMATOME (F), FZJ (D), FZR (D), IKE (D), University of Zittau (D), Delft University (NL),
NNC (UK), NRG (NL) and Siemens (D). Many of these organisations had already been working
together inthe “INNOHTR” Concerted Action of the EURATOM FP4 (contract FI41-CT97-0015).

The general objective of this network is to co-ordinate and manage the expertise and resources of
the participant organisations in developing advanced technologies for modern HTRs, in order to
support the design of these reactors. The primary focus will be to recover and make available to the
European nuclear industry the data and the know-how accumulated in the past in Europe and possibly
in other parts of the world. The network should also work on the consolidation of the unique safety
approach and of the specific spent fudl disposal characteristics of HTR, providing data, tools and
methodologies which could be available for the safety assessment of European safety authorities.
The EC-sponsored projects mentioned in the previous section are the initial “kernel” from which the
HTR-TN has departed.

The activities of this network started officialy in April 2000 at the kick-off meeting held in
Petten (The Netherlands). During this meeting the Steering Committee of the network was constituted
and different task groups were set up in order to implement the agreement. Six technical task groups
were created to address the following areas. components technology, system and applications studies,
materia performance evaluation, safety and licensing, fuel testing, physics and fuel cycle including
waste. In addition to these technical task groups some “horizontal” task groups were also formed to
cover aspects such as strategies for future common projects, internal and external communications,
and international relationships.

At the second Steering Committee meeting of the HTR-TN held in Brussels on November 2000
three new organisations, Balcke-Durr (D), COGEMA (F) and VTT (FI) joined HTR-TN. The network
remains open for further partners or associates from Europe and elsewhere. An HTR-TN web page has
been set up by the network members using the CIRCA server of the JRC (http:/www jrc.nl/htr-tn).

Conclusions

At present, there is renewed interest in different countries of the world (Japan, China, South Africa,
Russia) in high-temperature gas-cooled reactors (HTRs). Their potential for deployment later on in
Europe is also being re-considered. Its inherent safety features, its potential for use in high-temperature
industrial processes and the possibility of using direct cycle gas turbines has made of HTRs a very
attractive concept in the current socio-economic and political environment. However, afull development
programme will require a large, fairly long-term effort for which a more proactive public R&D
strategy might be necessary.

The EC is supporting a number of research projects on HTRs in its 5" EURATOM Framework
Programme. They are aimed at investigating and evaluating the potential of this type of reactor in
terms of safety, economy, waste management, use of fissile material, less risk of diverson and
sustainability. These projects address important issues such as HTR fud technology, HTR fud cycle,
HTR materials, power conversion systems and licensing.
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The research activities, implemented mainly through shared-cost actions, concerted actions and
networks, are managed by Unit J4 (Nuclear fisson and radiation protection) of Directorate J
(Preserving the ecosystem I1) within DG RESEARCH. The actual work is carried out by laboratories
and research centres, utilities, engineering companies, regulatory authorities and universities. This
enforced collaboration of organisations of different EU member states contributes to improve the
consistency of the research fabric within the EU so that optimal use can be made of the available
resources in the present and the future EURATOM Framework Programmes.

A European Network on “High-temperature Reactor Technology (“HTR-TN") has been set up by
18 EU organisations with the JRC-IAM (Petten) as the operating agent. The primary objective will be
to recover and make available to the European nuclear industry the data and the know-how accumulated
in the past in Europe and possibly in other parts of the world. The EC-sponsored projects in
EURATOM FP5 mentioned above are theinitial core of activities from which the HTR-TN departed.
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UPDATE ON IAEA HIGH-TEMPERATURE GAS-COOLED REACTOR ACTIVITIES

J. Kendall, M. Methnani
International Atomic Energy Agency
P.O. Box 100, A-1400, Vienna, Austria

Abstract

IAEA activities on high-temperature gas-cooled reactors are conducted with the review and support
of Member States, primarily through the Technical Working Group on Gas-cooled Reactors
(TWG-GCR). This paper provides an update on related IAEA activities in recent years with a focus on
Co-ordinated Research Projects (CRPs). In particular, the status of the ongoing CRP on the evaluation
of high-temperature gas-cooled reactor performance is presented. Information on IAEA gas-cooled
reactor activities and relevant technical documents are also available on the Internet at the following
address: http://www.iaea.org/inis/aws/htgr/index.html.
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I ntroduction

International interest in HTGR technology has increased in recent years due to its potential design
characterigtics featuring inherent safety and high efficiency. Industry-supported concept devel opment
and future deployment feasibility studies have been initiated in South Africa with its PBMR project,
Japan with its HTTR, China with its HTR and the collaboration of Russia, the US and France on their
GT-MHR project. The European Commission has also increased its support for modular HTGR
technology development through the 5" Framework Research and Development Programme.

In line with this surge of global activity, the IAEA has played a leading role as a catayst,
facilitating international collaboration and information exchange among Member States on issues
related to this technology. The activities have mainly focused on organising Technical Working Group
(TWG-GCR) meetings and Co-ordinated Research Projects (CRPs). The TWG-GCR currently includes
participants from 12 countries: China, France, Germany, Indonesia, Japan, the Netherlands, Poland,
the Russian Federation, South Africa, Switzerland, the United Kingdom and the United States. It is
currently set to meet every 18 months to exchange information related to gas-cooled reactor
technologies in the Member States and to advise the IAEA regarding future plans. CRPs, on the other
hand, are developed in relation to a well-defined research topic on which a number of institutions
agree to collaborate, and represent an effective means of bringing together researchers to solve a
problem of common interest.

A CRP is typically 3 to 5 years in duration and involves 5 to 15 participating Member States.
The scope and schedule of a CRP is established by IAEA staff based on expressed interest and
recommendations from Member States. The participants provide a substantial majority of the
resources required to conduct the CRP, organising and performing the work and documenting the
results. Typically, the IAEA contributes staff time for facilitating the CRP, support for travel to
periodic Research Co-ordination Meetings (RCMs), and in some cases a small funding contribution to
participants from developing countries.

Recently-completed CRPs
CRP on Validation of Safety-related Physics Calculationsfor Low-enriched HTGRs

This CRP was formed to address core physics aspects for advanced gas-cooled reactor designs.
It focused primarily on development of validation data for physics methods used for core the design
of HTGRs fuelled with low-enriched uranium. Experiments were conducted for graphite-moderated
LEU systems over a range of experimental parameters, including carbon-to-uranium ratio, core
height-to-diameter ratio and ssimulated moisture ingress conditions, which were defined by the
participating countries as validation data needs. Key measurements performed during the CRP provide
validation data relevant to current advanced HTGR designs including measurements of shutdown rod
worth in both the core and side reflector, effects of moisture on reactivity and shutdown rod worth,
critical loadings, neutron flux distribution and reaction rate ratios. Countries participating in this CRP
included China, France, Germany, Japan, the Netherlands, Poland, the Russian Federation, Switzerland
and the United States of America. Work under the CRP has been completed and documented in the
form of an IAEA TECDOC [1].

CRP on Heat Transport and Afterheat Removal for Gas-cooled Reactors Under Accident Conditions

Within this CRP, the participants addressed the inherent mechanisms for removal of decay heat
from GCRs under accident conditions. The objective was to establish sufficient experimental data at
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reaistic conditions, and validated analytical tools to confirm the predicted safe thermal response of
advanced gas-cooled reactors during accidents. The scope included experimental and analytical
investigations of heat transport by natural convection, conduction and thermal radiation within the
core and reactor vessel, and afterheat removal from the reactor vessel. Code-to-code comparisons and
code-to-experiment benchmarks were performed for verification and validation of the analytical
methods. Countries participating in this CRP included China, France, Germany, Japan, the Netherlands,
the Russian Federation and the United States of America. Work under the CRP has been completed
and documented in the form of an IAEA TECDOC [2].

Ongoing CRP on Evaluation of HTGR Performance
CRP abjective

Modular HTGRs rely on the integrity of ceramic fuel elements of the core as a main barrier for
confining fission products. A combination of a strongly negative temperature coefficient, alow power
density, a large core thermal capacity and a passive decay heat removal path promise to assure fuel
integrity under al postulated severe accidents. The CRP is intended to validate the calculation codes
used by the Member States for this type of analysis by comparing results of several benchmark
problems to available experimental results.

CRP scope

The CRP, initiated in October 1997 and scheduled to be completed in October 2004, has the
following Member States as participants. China, France, Germany, Indonesia, Japan, the Netherlands,
the Russian Federation, South Africa and the United States The following scope has been defined for
the project:

» Reactor physics benchmark analysis.
e Thermal hydraulic transient benchmark analysis.
e Demonstration of HTGR safety characteristics.

Benchmark problems have been defined for the purpose of comparing analytical results with
experimental data from HTR-10, HTTR and PBMR projects. In addition, a code comparison problem
has been defined by the GT-MHR project. The primary activities of the CRP include the specification
of experimental benchmark problems and the exchange of data necessary to conduct analyses of the
problems and compare results. The scope of the CRP centres around problems identified for research
reactors and power plant designs as summarised below. In each case the participant specifying the
problem was responsible for providing the necessary facility data, defining the problem in detail and
compiling and comparing the analysis results.

Reactor physics benchmark problems

Four sets of reactor physics benchmark problems have been defined for the HTTR, HTR-10, the
GT-MHR and the PBMR (viathe ASTRA critical facility).
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HTTR

Thefollowing six benchmark problems were defined for the HTTR facility:

HTTR-FC (Phase 1, first criticality). The first core loading of HTTR was conducted by
initially loading the reactor with graphite blocks, then replacing the graphite blocks with fuel
blocks one column at a time. The outer ring of fuel was loaded first, then successive inner
rings. The problem involved prediction of the number of fuel columns required to achieve the
first criticality, including the excess reactivity when the column resulting in criticality was
fully loaded.

HTTR-FC (Phase 2, first criticality). The initial results generally underpredicted the number
of fuel columns required, thus a second phase of calculations was conducted. This involved
the following adjustments to the data used in the original calculation:

— Allowance for air in the graphite voids.

— Revised impurity contentsin theinitialy loaded graphite blocks.

— Aluminium in the temporary neutron detector holders.

HTTR-CR (control rod worth). Evaluation of the control rod insertion depths at the critical
condition for the three cases listed below. All control rod insertion levels to be adjusted on the
same level except three pairs of control rods in the outermost region in the side reflectors,
which were assumed to be fully withdrawn.

— 18 columns (thin annular core).

— 24 columns (thick annular core).

— 30 columns (fully loaded core).

HTTR-EX (excess reactivity). Determination of the excess reactivity for the three cases
mentioned above, assuming moderator and fuel temperatures of 300°C and one atmospheric

pressure of helium as the primary coolant condition.

HTTR-SC (scram reactivity). Scram reactivity for a 30 column core fully loaded with fresh
fuel for the following two cases:

— All reflector CRs are inserted at the critical condition.
— All CRsin reflector and core are inserted at the critical condition.
HTTR-TC (temperature coefficient of reactivity). Isothermal temperature coefficients for a

fully loaded core should be evaluated from 280 to 480°K, assuming a fixed control rod position
based on critical conditions at 480°K .
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HTR-10
The following benchmark problems have been defined for the HTR-10 facility:

* HTR-10FC (first criticality). Amount of loading (given in loading height, starting from the
upper surface of the conus region) for the first criticality: Kes = 1.0 under the atmosphere of
helium and core temperature of 20°C, without any control rod being inserted.

« HTR-10TC (temperature coefficient of reactivity). Effective multiplication factor K of full
core (5m°) under helium atmosphere and core temperature of 20°C, 120°C and 250°C
respectively, without any control rod being inserted.

e HTR-10CR (control rod worth). The following sets of conditions are defined:

— Reactivity worth of the ten fully inserted control rods under helium atmosphere and core
temperature of 20°C for full core.

— Reactivity worth of one fully inserted control rod (the other rods are in withdrawn
position) under helium atmosphere and core temperature of 20°C for full core.

— Reactivity worth of the ten fully inserted control rods under helium atmosphere and core
temperature of 20°C for aloading height of 126 cm.

— Differential reactivity worth of one control rod (the other rods are in withdrawn position)
under helium atmosphere and core temperature of 20°C for a loading height of 126 cm,
when the lower end of the control rod is a the following axia positions: 394.2 cm,
383.618 cm, 334.918 cm, 331.318 cm, 282.618 cm, 279.018 cm, 230.318 cm.

GT-MHR
The following code comparison problems are defined for the GT-MHR design with plutonium fuel:
» Cadll calculations:
— Dependence of K for unit cell versus burn-up.
— Content of the main isotopes vs. burn-up.

e Reactor calculations:;

— Isothermal reactivity coefficients versus temperature at the beginning and at the end of
fuel cycle.

— Control rod worth in the active core.

— Control rod worth in the side reflector.
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PBMR-ASTRA

The PBMR benchmarks are defined with respect to the ASTRA critical facility, which is being
used to provide reactor physics for the PBMR design.

Core height for criticality. The requirement for this task is to determine the height at which
the ASTRA facility will achieve criticality, assuming that no control rods or shutdown rods
areinserted.

Control rod worth. This task involves the determination of the worth of control rods with the
pebble bed raised to a height of Hy, = 268.9 cm.

— The worth of control rods depending on their position in the side reflector. This task
requires the determination of the control rod worth for six distances from the core boundary
to the axis of the control rod.

— Interference of a system of control rods. Control rods worth are to be determined for single
control rods as well as for combinations of two and three rods. For these combinations it
is necessary to determine the worth as well as the interference coefficient.

Control rod differential reactivity. This task requires the evaluation of the differentia
reactivity of the CR5 and MR1 control rods as a function of depth of insertion.

Investigation of critical parameters with varying height. For this task it is required to
determine the change in reactivity due to an increase in the height of the ASTRA critical
assembly pebble bed.

Thermal hydraulics benchmark problems

Thermal hydraulics problems have been defined for the HTTR facility asfollows:

HTTR-VC (vessel cooling). Participants should predict heat removal by the vessel cooling
system (VCS) and temperature profile on the surface of the VCS side panel at 30 MW power
operation. The analytical results will be compared with measured heat removal and temperature
profile. Conditions for this benchmark problem such as power distribution, mass flow rate of
coolant, reactor inlet temperature, etc., are given by JAERI.

HTTR-LP (loss of off-site electric power). This benchmark problem requires evaluation of the
transient response of the HTTR to a loss of off-site eectric power from initial steady-state
operation at 15 and 30 MWt. During normal operation, called parallel loaded operation, the
intermediate heat exchanger and the primary and secondary pressurised water coolers are
operated simultaneously, removing heat from the primary system in parale. The following
problems are defined:

— HTTR-LP (15 MW). Analytical simulation of the transient behaviour of the reactor and plant
during aloss of off-site electric power from normal operation at 15 MW thermal power.

— HTTR-LP (30 MW). Analytical simulation of the transient behaviour of the reactor and plant
during aloss of off-site electric power from normal operation at 30 MW thermal power.
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In both simulation cases, the items to be estimated on a time dependent basis are as follows:
(1) hot plenum block temperature, (2) reactor inlet coolant temperature, (3) reactor outlet
coolant temperature, (4) primary coolant pressure, (5) reactor power, (6) heat removal of the
auxiliary heat exchanger. Estimation duration is for 10 hr from the beginning of the loss of
off-site electric power.

Demonstration of HTGR safety characteristics

Participants in the CRP will review the definition, conduct and data gathering plans for safety
demonstration tests to be conducted with the HTTR and HTR-10 facilities. Representatives from each
facility will provide information on planned tests for review by the CRP. Specific aspects of some of
the tests may be identified as benchmark problems for the CRP (e.g. HTTR-LP).

CRP schedule

The CRP schedule is centred around the RCMs, which serve as forums to present and discuss
information benchmark problems, including problem definition as well as experimental and analytical
results. Sufficient contractual agreements with participating Member States were in place to initiate
the CRP by October 1997, with afive-year duration ending in October 2002. In 2000, the International
Working Group on Gas-cooled Reactors recommended that the CRP be extended two additional years.
This recommendation was reviewed and approved by the IAEA, resulting in extension of the CRP to
October 2004. The results of the first three RCMs are briefly summarised below.

First Research Co-ordination Mesting

The first RCM was initially scheduled to be held in Japan in March 1998, but administrative
difficulties required rescheduling, and the meeting was held in Viennain August 1998. CRP participants
at the time of the first RCM included representatives from China, Germany, Indonesia, Japan, the
Netherlands, the Russian Federation and the United States. Information exchanged in advance of the
RCM allowed for presentation and discussion of results on the HTTR-FC, HTTR-CR and HTTR-EX
benchmarks. Also, initial discussions were held regarding the definition of the HTTR-SC, HTTR-TC,
HTR-10 SC, HTR-10 TC and HTR-10 CR benchmark problems. Participants gave indications of
intent regarding participation in the active benchmarks, and the date and location of the second RCM
were tentatively agreed upon.

Second Research Co-ordination Meseting

The second RCM was held in Beijing, Chinain October 1999. Participants included the Member
States attending the first RCM plus representatives from South Africa and France. Discussions were
held regarding HTTR-FC, HTTR-CR and HTTR-EX, including calculational results completed after
the first RCM and consideration of data from the HTTR initia criticality, which had been achieved in
November 1998. Results were also presented and discussed for HTTR-SC, HTTR-TC, HTR-10 SC,
HTR-10 TC and HTR-10 CR benchmarks. Additional benchmarks tentatively defined included
HTTR-FC (Phase 2), HTTR-VC, HTTR-LP, GT-MHR code comparisons and PBMR/ASTRA
benchmarks. Initial indications of intent to participate in the additional benchmark problems were
provided by the meeting participants, and the third RCM was tentatively scheduled for March 2001 in
Oarai, Japan.

37



Third Research Co-ordination Mesting

The third RCM was held in Oarai, Japan in March 2001. Participants included China, France,
Germany, Indonesia, Japan, the Netherlands, the Russian Federation, South Africa and the United States.
Presentations and discussions at the meeting addressed analytical and experimental results for the core
physics and thermal hydraulic benchmarks previously defined. Additional benchmarks were also
proposed by the Chief Scientific Investigators (CSls).

Futurework

A fourth RCM is planned in Viennain October 2002 to evaluate the status of the CRP and review
new results. Two TECDOCS are a so planned to document these resullts.
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Abstract

The high-temperature engineering test reactor (HTTR) of JAERI aims at establishment and upgrading
the HTGR technologies as well as the innovative basic research in the field of high-temperature
engineering. It is now under commissioning tests and will soon achieve the rated power of 30 MW.
This paper presents a brief overview concerning the innovative basic research in the following fields:

* New materias development of high-temperature oxide superconductors (HTSC), high
performance silicon carbide (SIC) semiconductor, and heat-resistant ceramic composite

materials.

» High-temperature radiation chemistry research on polysilane decomposition into SiC fibres,
and high-temperature radiolysis of heavy oils and plastics, as well as in situ measurement of

property changes of solid tritium breeding materials under irradiation.

* High-temperature in-core instrumentation development of a heat- and radiation-resistant
optical fibre system and of devices for monitoring neutron and gamma-ray spectra.

JAERI is preparing for the first HTTR irradiation in 2003 and will then proceed to the international
collaboration phase on high-temperature irradiation test for development of the new materials in the

field of high-temperature engineering.
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I ntroduction

The HTTR is the first high-temperature gas-cooled reactor in Japan. It is currently in the
commissioning stage at the Oarai Research Establishment of the Japan Atomic Energy Research Institute
(JAERI). The construction of the HTTR was decided to establish and upgrade HTGR technology and
to develop an irradiation test for innovative basic research in the field of high-temperature engineering
(Figure 1). For the establishment of HTGR technology, basic data concerning HTTR performance isto
be accumulated on the focus of fuel integrity, helium gas leakage and so on during the long-term rated
power operation. For the upgrading of HTGR technology, several research and development activities
are to be performed in the field of evaluation of reactor performance on core physics and thermal
analysis, etc., safety demonstration tests under simulated accident conditions, development of a
process heat application system and so on. For the innovative basic research preliminary studies have
been started since 1994 under the direction of the Utilisation Committee chaired by Prof. S. Ishino.

The construction of the HTTR was initiated in 1991. The reactor achieved first criticality on
10 November 1998 and the full core loading in December 1998. It is now at the stage for commissioning
tests through a medium power of 20 MW (spring 2001) up to the full power of 30 MW (autumn 2001)
with an outlet coolant temperature of 850°C. The maximum outlet coolant temperature of 950°C will
be attained in 2002. The HTTR operational schedule is shown in Figure 2.

Irradiation fieldsin HTTR [1,2,8]

Major components such as a reactor pressure vessel, primary cooling system component, etc., are
al installed inside a steel containment vessel. A vertical section of HTTR is shown in Figure 3, and
major specifications of the HTTR are listed in Table 1. Special types of the prismatic fuel eements
using hexagonal graphite blocks are used for HTTR irradiation. The blocks are 580 mm in height, and
their facing surfaces are 360 mm apart. The maximum irradiation space corresponds to a cylinder which
is about 300 mm in diameter and about 500 mm in height.

Figure 4 indicates the locations of the HTTR irradiation regions. The rig for the first HTTR
irradiation, after completion, will be loaded into one of the three holes, 123 mm in diameter, of a
graphite block of the control-rod insertion type, which is located in the replaceable reflector region A.
In these regions, maximum fast neutron flux (E > 0.18 MeV) and thermal neutron flux (< 2.38 eV) are
2 x 10" and 2 x 10 m™ s, respectively, and gamma ray intensity is 30 Gy s*. Additionaly, the
attai nable temperature in the He gaseous environment is below 850°C.

Recent activities of theinnovative basic research [1,2,5,9]
HTTR utilisation research committee

The innovative basic research concerns basic science and technology to be associated with
high-temperature irradiation environments. The research directions involve novel and bold challenges
both in nuclear and non-nuclear fields. This innovative basic research on high-temperature engineering
is one of the key subjects usng HTTR and research reactors and concerns with basic science and
technology to be associated with the field of high-temperature irradiation.

JAERI organised the HTTR Utilisation Research Committee in 1993 to promote basic research.
The HTTR Utilisation Committee consists of three subcommittees in the field of new materials
development, high-temperature radiation chemistry and high-temperature in-core instrumentation.
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Proposed research themes spanning a wide variety of scientific and technological interests were
discussed from the viewpoint of the evaluation on functional characteristics, eectrical, magnetic,
dynamical and mechanical, chemical and physical properties as shown in Figure 5.

At the beginning of the programme, a maximum of 66 subjects were proposed over a wide range
of research fields. Only eight tasks have been finally selected for preliminary tests using out-of-pile
facilities and currently available irradiation facilities such as accelerators, research and testing reactors.
The sdection was made through helpful and critical comments and discussion by the Utilisation
Committee. The purpose of the preliminary testing is to examine and demonstrate the scientific and
technical feasibility and effectiveness of the tasks selected.

Outlines of preliminary tests of three ongoing research subjects are summarised in Table 2 [11].
These are briefly described below.

Recent results of innovative basic research
New materials development

Scientific and technologica significance and method have been investigated for three research
subjectsin the field of new materials development. Thisresearch field isin atechnical level deserving
concrete investigations for the HTTR irradiation. Mgjor results obtained are summarised in Table 3.

Neutron transmutation doping (NTD) of high-temperature semiconductor

The decreases in impurities of silicon carbide (SiC), which can be applied to the field of
high-temperature, high power and high speed switching devices, is a very important issue to be solved
with regard to the practical application of SIC. SiC is not readily permeable to impurity elements by
conventional diffuse method. On the other hand, phosphorus (P) transmutation doping (NTD) of P using
thermal neutrons is recognised as a promising method. The *Si (natural abundance 3.1%) is transmuted
into *'Si (half life 2.62 h) by a thermal neutron capture reaction, followed by B decay to *'P (stable)
which acts as a shallow electron donor in SiC.

As a preliminary test, after implantation with N, P and Al ions at temperatures ranging from
1073K to 1473 K and subsequently annealing at higher temperatures ranging from 1773K to
1873 K, residual defects of 3C-SiC (cubic) and 6H-SIC (hexagonal) films have been annealed out by
increasing the implantation temperature up to 1 473 K. This anneal-out is explained as the formation
of an amorphous idand-like structure. Amorphous island-like structures in SIC after room
implantation contain impurity P atoms as well as point defects. The island structures are not readily
recovered during annealing at high temperatures and even after the annealing. In contrast, such
amorphous island structures are not formed in high-temperature implantation, and therefore
radiation-induced defects are amost perfectly recovered by the post-implantation annealing at higher
temperatures. Almost 100% activation of the impurity atoms, therefore, can be achieved by the
high-temperature implantation or neutron irradiation with subsequent annealing.

Several kinds of apparatuses for post-irradiation examinations (PIES) of SiC semiconductors are
under preparation in JAERI’s IMTR Hot Laboratory. The Hall effect apparatus and annealing furnace
up to 1973K is under installation in a hot experimental room. After preparation, the first
post-annealing data will be obtained on SIC samplesto be irradiated in IMTR as a preliminary neutron
irradiation test.
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Irradiation modification of high-Tc superconductor

As for the irradiation-induced modification of an oxide high-temperature superconductor,
Bi-2212 (Bi,SroCaCu,0,) with a high critical temperature (Tc), its main purpose is to increase the
critical current density (Jc). In this field, neutron irradiation is utilised as an important device to
introduce and effectively control the size and the space distribution of lattice defects, which act as trap
sites of external magnetic fluxes that are going to invade the superconductor and lead to degradation of
the superconductivity [13]. After irradiation with a neutron fluence of 5 x 10?m~? (E > 1 MeV) in
JMTR, the critical current density of irradiated Bi-2212 sample revealed the drastic increase in Jc
value (measured at 40 K) to be a tenth as large as that of an irradiated specimen by post annealing at
673 K for 86.4 ks (1 day) as reported elsewhere [13] and as shown in Figure 6.

Research on radiation damage in ceramic composite materials

This research subject is aimed at a mechanistic understanding of the radiation damage of
heat-resistant ceramic composites, carbon- and SiC-composite materials, and is focused on the
mezzoscopic approach in order to clarify the relationship between microstructures and dynamical and
mechanical properties[14].

High-temperature radiation chemistry

Elaborate studies have been undertaken to utilise radiation-induced chemical reactions at high
temperatures, in production of SiC fibres from a macromolecule compound of polysilane aswell asin
decomposition of heavy oils and plastics.

Radiation—enhanced thermal deposition of heavy oils and plastics at high temperatures

The purpose of this research is to clarify the mechanism of the high-temperature radiation-induced
decomposition reactions of heavy oils and plastics and to seek their application. From a viewpoint of
reformation of heavy oils and decomposition and recovery of wasted plastics by means of high
efficiency thermal decomposition in radiation environments, model compounds of normal hexadecane
(n-Cy6H34) and polyethylene were selected for gamma-ray exposure experiments and recent studies are
focused on the usage of supercritical water as a powerful tool for decomposition of toxic wastes.

Elucidation of singular chemical reactions in high-temperature radiation fields and their application
to process development

This subject deds with radiation-assisted precursor curing of carbon and SiC fibres at high
temperatures. Some radiation-induced chemical reactions accelerate much higher decomposition rates
even at temperatures around 473 to 573 K than at room temperature. It is aso recognised that some
reactions can take place effectively at high temperatures. If we elucidate the mechanisms of these
complicated reactions, we can develop new chemical processes as applications of these reactions.
In the preliminary studies, gamma-ray irradiation experiments have been performed to clarify the
effect of the exposure on the decomposition behaviour of SiC-based polymers including polycarbosilane
to form SiC fibres.
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Preliminary test on surface and functional properties of solid tritium breeder under irradiation

Elaborate studies have been made to enable in situ measurement of irradiation-induced property
changes of solid tritium breeding materials under irradiation [15]. This subject is concerned with
physicochemical properties of lithium oxide ceramics for the fusion reactor blanket. In the present test,
in situ measurement of a contact potential difference (CPD) on the surface and of the bulk electrical
conductivity of oxide ceramic materials can first be measured by using experimental apparatus.
Reasonable results are obtained by in situ measurement of work function on surface reaction. This
sophisticated system is useful in quantifying the irradiation-induced surface and bulk damages in
lithium oxides as candidates of the tritium breeding materials and can be applied to nuclear and
non-nuclear field by using the effective cut of irradiation-induced noise.

High-temperature in-core instrumentation

Efforts have been made to develop optical fibres with the heat- and radiation-resistance system as
well as other devices for detection of neutron and gamma-ray spectra at high temperatures.

Development of a heat- and radiation-resistant optical fibre system

The optical fibres to be doped fluorine (F) or hydroxyl group (OH) were newly developed with
radiation resistance. In these fibres, optical loss reveals quite a lower value through the media rather
than that of the conventiona type of SO, fibre. From the recent irradiation experiments, the effect of
neutron irradiation on optical fibre system with the light emitting source made of high-purity alumina
(sapphire) was investigated in IMTR. The testsreveal a high potential for this method to be a sensitive
and effective tool for real-time detecting of optical transmission at temperatures up to 1 273K and
intensity of gammaray of 5 x 10°Gys™. In the present stage, radioluminescence phenomena of several
kinds of ceramics including the rare earth elements are systematically investigated by the IMTR
irradiation test.

Devel opment of detection methods of neutron and gamma-ray spectra in high-temperature reactor core

New types of neutron and gammearray detectors are being developed for use at temperatures up to
1 273 K on the high-temperature in-core instrumentation. A polycrystalline boron nitride (BN) sensor
is afirst candidate for a neutron detector, which is based on athermal neutron absorption, *°B(n,a)Li.
Several neutron detectors with different configurations and dimensions have been tested for measuring
the magnitude of electric currents induced either by a thermal mechanism or by thermal neutron
reactions. A new measurement system composed of high quality BN ceramics as sensor materials and
optical fibre as transmitting materials, is investigated on the in-core response of gamma-ray and
neutron spectra.

JAERI is dso investigating and preparing the PIE apparatuses [5], as described above. In the NTD
research for the high-temperature SiC semiconductor, somewhat advanced plans have been made for
installation of a set of special apparatuses for the specific resistance/Hall effect measurement, together
with a post-irradiation annealing furnace. As for the research on high-temperature superconductor
materials and ceramic composite materias, programmes have been tentatively set up to install some
general apparatus such as mechanical and thermal property test devices for the post-irradiation
examination in the Hot Laboratory.



Future plansfor innovative basic research

JAERI is now making great efforts to prepare for the realisation of HTTR irradiation in the field
of innovative basic research.

The first task is selection of candidate research subjects for the initial stage of the HTTR
irradiation. The above-described research subjects in the new materia s development field are expected
to provide favourable and definitive results through further preliminary tests for an additional few
years.

The second task isto clarify the HTTR irradiation methods including requirements for the HTTR
irradiation capsule and reveal the steady progress for practical use.

Recent efforts[11] to carry out these tasks have led to a plan for the first HTTR irradiations to be
started in 2003 (Figure 2). JAERI is now preparing the HTTR irradiation and the activities in thisfield
will shift to the international research collaboration phase, including Japan materials testing reactor
(JMTR). The HTTR is amed at the COE for HTGR development through the internationa
contribution to HTGR development in the world.

Concluding remarks

The HTTR is now in the stage of commissioning tests up to 30 MW. Preliminary tests of the
innovative basic research are ongoing in the following fields:

* New materials devel opment.

e High-temperature radiation chemistry research.

* In-core measurement of property changes of solid tritium breeders.
» High-temperature in-core instrumentation development.

Interesting results which revea the effectiveness of high-temperature irradiation has been obtained
on R& D status of the high-performance SiC semiconductor and high-temperature oxide superconductor.

JAERI will proceed to an international collaboration phase on the HTTR irradiation for
development of new ceramic materials and for development of the basic upgrade HTGR technology,
and is now preparing for the HTTR irradiations (2003).
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Table 1. Major specificationsof HTTR

Thermal power 30 MW

Outlet coolant temperature | 850°C/950°C

Inlet coolant temperature 395°C

Fuel Low enriched UO, (ave. 6%EU)
Fuel element type Prismatic block

Direction of coolant flow Downward

Pressure vessel Steel

Number of cooling loop 1

Heat removal IHX and PWC (parallel loaded)
Primary coolant pressure 4 MPa

Containment type Stedl containment
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Table 2. Summary of preliminary tests

Research Field and Title Experimental Method Measurement
< New Materials Development >
- High temperature SiC semiconductor - Sample: SiC single crystal - Residual defects by ESR

by neutron transmutation doping

- Improvement of high-Tc superconductor
by neutron irradiation

- Mechanistic radiation damage studies on
ceramic-based structural composites

- Hot implantation of P ions and annealing

- Sample: Bi-2212 single crystal
- Fast neutron irradiation in JMTR/ annealing

- Sample: SiC/SiC and C/C composites etc.
- Fast neutron irradiation in IMTR

- Electron concentration (Hall effect)

- Critical current density at 4-60K

- Microstructural features by SEM
- Thermal & mech. properties

< High Temperature Radiation Chemistry >
- Radiation-assisted precursor curing for SiC
and carbon fibers

- Radiation enhanced thermal decomposition
of heavy oils and plastics )

- Sample: SiC containing polymers etc.
- Gamma-ray irradiation at RT - 400°C

- Sample: n-hexadecane & polyethylene etc.
- Gamma-ray irradiation at RT - 400°C

- Mass spectrum by EPR
spectrometry

- Gas chromatography
- Photo-ionization detector

< Fusion-related Research >
- Measurement of physicochemical properties
of lithium oxides under irradiation

- Sample: LiOy, LisSiO4, LipTiO3, LipZ1O3

etc.

- Contact potential difference and
electric conductivity

<High Temperature In-core Instrumentation>
- Development of a heat- and radiation-resistant
optical fiber system

- Development of ceramic-based neutron/gamma
detectors including SPNDs

- Preparation of OH and F doped silica
- performance tests under irradiation in JIMTR

- Sensor: polycrystalline BN etc.
- Performance tests under irradiation in KUR

- Optical transmissivity by optical
power and spectrum analyses

- Electrical current induced by
neutrons and gamma-rays

Table 3. Major results obtained on new material development

SUbJeCt ObJeCt|Ve Countermeasure ReSUItS
Post annealin
High Temperature 1373Kg>T>1773K
Semiconductor | Enhancement of _ _ Enhancement
SiC carrier concentration | Hot implantation 100%
I 1473K>T>1073K
Decrease in residual defects
High Temperature Post annealing
Superconductor| Enhancement of J¢ at 673K Enhancement
. 102m-2 )
Bi,Sr,CaCu,0, Je :critical current density| (Df' 10*m > Ten times
Rearrangement of (at 40K)
residual defects
Ceramics
; Mechanistic approach
Composite F?p Under way Under way
C-. SiC- (Mesoscopic)
I
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Figure 1. Research and development using HTTR
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Figure 3. Vertical section of HTTR reactor pressure vessd
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Figure5. Organised HTTR Utilisation Research Committee
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PRESENT STATUSIN THE NETHERLANDS OF RESEARCH RELEVANT
TO HIGH-TEMPERATURE GAS-COOLED REACTOR DESIGN

J.C. Kuijper, A.l. van Heek, J.B.M. de Haas
NRG, P.O. Box 25, NL-1755 ZG Petten, The Netherlands

R. Conrad, M. Burghartz
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Abstract

Research relevant to the design of high-temperature gas-cooled reactors (HTR), is performed in the
Netherlands at NRG Petten/Arnhem, JRC-IE Petten (previously JRC-IAM) and IRI-Delft University
of Technology, Delft. These present as well as past HTR activities in these organisations fit into an
international — European and world-wide — framework.

An important role in these activitiesis played by the JRC’s high flux reactor (HFR) in Petten. Because
of its favourable design and operational characteristics and the availability of dedicated experimental
equipment, the HFR has been used extensively as atest bed for HTR fuel and graphite irradiations for
more than 30 years. Since the First Information Exchange Meeting in 1999 new HTR-related irradiation
experiments are being planned in the HFR irradiation programme, e.g. HFR-EU1 (irradiation of fuel
pebbles as part of the “HTR-F" project in the European 5" Framework Programme) and HFR-EU2
(irradiation of General Atomics fuel compacts).

Besides computationa support for the irradiation experiments mentioned above, e.g. design calculations
and prediction of sample composition after irradiation, more genera HTR-related computational
analyses and auxiliary investigations have been and still are being carried out by the organisations in
the Netherlands. Examples include the INCOGEN study, investigations on the ACACIA combined
heat and power concept, the South African PBMR, the Chinese HTR-10 and the Japanese HTTR and
also the implications of Pu incineration in HTR systems and innovative burnable poison concepts.
These analyses comprise computational HTR core physics, thermal hydraulics and shielding anaysis,
HTR system safety related transient analysis and also the development, improvement, verification and
validation of software for performing these types of analyses.

Auxiliary investigations in the INCOGEN framework covered e.g. plant layout, design of the energy
conversion system, control philosophy, inspection and maintenance, licensing, economics and market
potential. Presently, auxiliary supporting experiments and studies are being carried out on chemical
aspects of HTR fuel under final repository conditions and the compilation of a database of properties
of potential HTR vessel materials, as part of the “HTR-N” and “HTR-M” projects in the European 5"
Framework Programme, respectively.
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I ntroduction

The high-temperature gas-cooled reactor (HTR) has been atopic of interest for research institutes
in the Netherlands for a number of years. Research relevant to the design of such reactors has been and
still is being performed in the Netherlands at NRG Petten/Arnhem (a merger of the former nuclear
departments of KEMA Arnhem and ECN Petten), the JRC Ingtitute for Energy (JRC-IE) Petten
(previously JRC-IAM) and IRI, Delft University of Technology, Delft. The HTR activities in these
organisations comprise irradiation of HTR fuel and structural materids in the HFR, including
calculational support, auxiliary supporting experiments, model calculations and software devel opment
and auxiliary studies.

This paper briefly describes the past and ongoing HTR activities in these organisations, aso
indicating the international — European and world-wide — framework, in which irradiation experiments
in JRC's high flux reactor (HFR) at Petten play an important role.

HFR characteristics

The HFR is a multi-purpose materials testing reactor of the tank-in-pool type. It is light-water
cooled and moderated, and operated at a power of 45 MW with highly enriched uranium (~93% in
#5) as a fuel (Al + U dloy). The reactor tank being part of the closed primary coolant circuit is
immersed into a water-filled pool. The core latticeis a9 x 9 array containing 33 fuel assemblies, six
control members, 19 experimental positions and 23 beryllium reflector elements (Figure 1). The useful
height of the core is 600 mm. With the control rods inserted from below the tank, the top lid provides
easy access for the in-vessdl irradiation positions. In addition to the 19 in-vessel irradiation positions,
there is one pool side facility (PSF). This PSF is used for materials and fuel irradiation experiments
and for the production of radioisotopes. Larger objects such as graphite blocs can be tested as well.

The HFR has a present annual operating schedule composed of 11 cycles and 25 operating days;
two prolonged stops of several weeks each are used for maintenance and related activities. Reactor
start-up from 0 to 45 MW takes one to afew hours, depending upon on the experimental requirements.
An important feature of the HFR isits high rdiability and annual availability. More than 270 operation
days have consistently been achieved since the start-up of the reactor in 1961. The maximum achievable
annual fluence level is 10 dpa for graphite. Comprehensive information on the HFR and on local
radiation field characteristics and itsirradiation facilitiesis givenin [1].

Presently, the HFR is in the process of changing over from highly-enriched uranium (HEU) to
low-enriched uranium (~20% in ?*U) (LEU) fuel. The impact on the reactor behaviour and on the
attainable neutron flux in the experimenta positionsis expected to be limited.

HFR irradiation experimentsand calculational support

One argument for the continuous involvement of HFR in R&D for HTR is the fact that it is
embedded into the infrastructure of alarge nuclear research centre (JRC-IE Petten and NRG). With its
high and consistent annual availability of more than 270 operating days, the HFR has an outstanding
performance record. High variety in irradiation positions covers the entire required range of nuclear
characteristics for HTR fuel testing. The infrastructure at the Petten site provides the entire range of
high-level services, which isrequired for cost effective irradiation testing. These services are provided
by different on-site organisations:
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e Computational studies are provided by NRG; thermal-hydraulic and mechanical computations
and modelling by means of finite dement (FE) computer codes such as ANSYS 5.4 and
MARC; nuclear modelling by means of computer package WIMS and MNCP codes are used.
Predictive pre-irradiation calculations are verified by follow-up calculations and either on-line
or PIE measured data sets.

» Design of entireirradiation facilitiesis provided by JRC-IE and NRG.

» Fabrication and quality control (ISO 9001 certificate) of facilities are provided at ECN.
* NDE laboratory for neutron radiography and X-rays are available at JRC-IE and NRG.
* Neutron metrology services are provided by NRG.

» Post-irradiation examinations in dedicated hot cell laboratories are provided by NRG. The hot
cells have extensive facilities for non-destructive and destructive PIE. The PIE includes visua
inspection, dimensional measurements, gamma spectrometry, ceramography, EPMA, SEM,
TEM, mass spectrometry, X-ray with image analysis, chemical analysis of HTR fuel
components, €tc.

» Waste disposal istaken care of by NRG.

The joint management structure between JRC-IE and NRG and the entirety of on-site services
makes the HFR an effective instrument in HTR fud testing.

Past experienceswith HTR fuel and graphiteirradiation experiments (JRC-I1E, NRG)

The HFR has been used extensively for fuel and graphite irradiation experiments to support R&D
for the German modular HTR and the US HTGR. A more extensive description can be found in [2].

Fuel and fuel element structures are the first barriers against fission product release. The assessment
of fission product retention under normal and off-normal operating conditions is therefore the primary
goal of HTR fuel irradiation experiments. Starting from screening tests of experimental coated particle
fuel embedded in coupons or compacts, large irradiation programmes concentrated in the 80s and 90s
on performance testing of reference coated fuel particles and reference fuel elements. In particular, the
UO;, low-enriched uranium (LEU) fud cycle for the German concepts of HTR-Modul and HTR-500 [7]
and the LEU fissile/ThO, fertile fuel system for former US HTGR have been extensively investigated
at the HFR, see Table 1. The programmes on fuel testing were terminated in 1994.

The protection of spherical HTR fuel elements by means of a corrosion-resistant SiC-layer has
been proposed for concepts of inherently safe HTRs. On behaf of FZJ and within their R&D
Programme on Innovative Nuclear Technology, CVD-based SiIC coatings on graphite spheres have
been irradiated at HFR Petten under specific operating conditions of a modular HTR [3]. Three in-pile
tests were performed between 1995 and 2000 (see Table 1).

The major test objectives of the in-pile tests that are mentioned in Table 1 were the demonstration
of the integrity and the retention capability of the particle coating against fission product and fission
gas release and the irradiation stability of full-size spherical fuel elements fabricated on a production
scale under power plant conditions with respect to temperature history, correlation of fast fluence and
burn-up and power history. The irradiations were not only conducted at normal, but also at off-normal
operating conditions, e.g. simulating core water ingress and temperature transients.
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Unique irradiation facilities have been developed by JRC-IAM, and the design has continuously
evolved to meet the extensive range of requirements for HTR fuel testing [1,2,5]. Typical for all HTR
fuel testing rigs at HFR are the multi-capsule designs, which alow loading of independent experiments
into one core position. Small samples with diameters up to 30 mm can be loaded in rigs (type TRIO or
QUATTRO) that provide three or four parallel and independent channels. The inserts of each channel
can independently be loaded and unloaded. Larger samples with diameters of up to 64 mm can be
loaded in multi-capsule rigs (type BEST or REFA) that can accommodate up to four independent
superposed capsules. Each individual capsule is connected with an independent sweep loop that
enables automatic control of temperature, gas pressure and purge gas mass flow. Surveillance of gas
quality and the release of volatile fission products are provided as well. Furthermore, the capsules are
fully instrumented with thermocouples, fluence detector sets, gamma scan wires and self-powered
neutron detectors. Those containments, which contain fuelled specimens, are continuously purged with
pure helium.

The irradiation temperature can be controlled between 870 and 1 770 K with an accuracy of less
than 10 K by means of gas mixture technique and vertical adjustment of capsules in the flux profile.
Modelling by means of FE computer codes enable the design of required temperature fields by
tailoring the appropriate dimensions of capsule components. The downstream of the purge gas of each
capsule is continuously monitored on-line on the release of gaseous fission products. The fractional
fission gas release R/B (release rate to birth rate) can be determined by means of intermittently taken
gas samples. The release rate is measured and the birth rate is calculated.

The multi-capsule design features the possibility to perform parametric studies at identica
nuclear conditions with a large variety of specimens. The required burn-up-fluence correlation can be
adjusted by flux tailoring, by which the material of the direct environment of the in-pile sections can
be adequately selected.

Present activitiesin HTR fuel irradiation experiments (JRC-IE, NRG)

Presently, two HTR fuel-related irradiation experiments in the HFR are being set up: HFR-EU1,
concerning the irradiation of fuel pebbles, and HFR-EU2, concerning the irradiation of fuel compacts.

The HFR-EU1l irradiation at HFR Petten isthe first fud test that will be conducted within the new
European network HTR-TN as the Shared Cost Action project “HTR-F” of the EU 5" Framework
Programme [6]. A consortium of six contractors participates in work package 2 of the HTR-F project,
i.e. CEA asco-ordinator and FRAMATOME, NRG, FZJ, JRC-ITU and JRC-IE.

The HFR-EUL1 irradiation experiment will be carried out at the high flux reactor (HFR) Petten in
close co-operation between FZJ, NRG and JRC-IE. Post-irradiation examinations (PIE) will be
performed both at NRG Petten and at JRC-ITU. Accident simulation tests will be done at JRC-ITU.

The main objective of the HFR-EU1 irradiation test is the demonstration of the feasibility of high
burn-up for the existing German LEU fuel with TRISO coated particles. It will includein particular:

» Theirradiation up to aburn-up of 20% FIMA, to be achieved within two years.

» Theevauation of fuel performance at such ultra-high burn-up to explore the real limits of the
existing CP that have formerly been designed for operational conditions of the HTR-Modul.

54



e The extension of the existing database for the EOL metallic fission product release, particularly
the silver isotope *°™Ag for an improved assessment of the particle choice for the gas turbine
HTGR concept.

e The demongtration of the ahility of the LEU-TRISO coated particle for fission product
retention at accident scenarios, e.g. post-irradiation heating beyond 1 600°C. These PIE tests,
which will be performed in the KUFA facility at JRC-ITU, are the main goa of the HFR-EUL.

The irradiation samples of the HFR-EU1 test will be four spherical fuel elements (FEs) of
German production with 60 mm outer diameter. These spheres exist and are of the type AVR GLE-4
(AVR reload 21-2) with 16.7% **U enrichment. These type of FEs have been irradiated earlier in the
AVR. They have reached a calculated average burn-up of 8.6% FIMA with a maximum burn-up of
about 20% FIMA. No particle defects were observed during the on-line gas release measurements.
This excellent result indicates a certain potential of the LEU-TRISO particles for the application in
FE’ s with a prospective extreme high burn-up.

Excellent results have also been obtained from a large variety of tests on LEU-TRISO fuel at the
HFR Petten. As mentioned before, these tests (Table 1) have been conducted under conditions beyond
nominal conditions of HTR concepts. These tests comprised spherical fuel elements and a large
variety of compacts and loose coated particles. The experience of three decades of fuel testing resulted
in optimised design and instrumentation of the facilities and irradiation under well-controlled conditions.

The proposed facility for the HFR-EU1 test will be designed for the simultaneous irradiation of
five spherical fuel elements. The in-pile section will consist of a sample holder with two independent
and superposed capsules, which will be inserted into a thimble that forms the second controlled
containment. The thimble is a standard facility, code-named REFA-172. The useful diameter of the
REFA is 72 mm. The upper capsule will contain three spheres and the lower capsule will contain two
spheres. They are held in position by cylindrical half-shells. The capsules will be instrumented with
thermocouples, fluence monitors and flux detectors. Each capsule and the second containment will be
connected with an independent sweep loop circuit that allows continuous purging with an inert carrier
gas under controlled conditions. The purge gas of the second containment will be composed of an
adjustable helium-neon gas mixture and serves for automatic temperature control. The purge-gas of
the two capsules will basically be pure helium and serves for continuous surveillance of the fission gas
release rate of the specimens. The fractional release of the main Kr and Xe isotopes will be determined
guasi on-line. Further features of the HFR-EUL1 test are the feasibility to tailor the neutron spectrum
for a proper burn-up/fluence correlation, and a vertical displacement unit, which allows fine tuning of
fluence/burn-up and temperature, and the cycle-wise turning by 180° to realise a homogeneous azimuth
fluence/burn-up distribution in the large specimens. Design of the structura part of the capsules
ensures that the total amount of solid fission product released from the fuel elements can be measured
by leaching these parts after irradiation. The required burn-up level should be reached after irradiation
of about two yearsin a periphera in-core position of the HFR (see Figure 1).

The HFR-EUL1 test shall be conducted such that the central temperatures of all fuel specimens be
held constant at about 1 100 C. This will require a gradual increase of the initial surface temperature
of 800°C to compensate for the reduction of the fuel central temperature with increasing burn-up.
The procedure involves for the accompanying calculation inherent uncertainties such as power profile
and material properties as a function of temperature and fluence. Temperature transients will not be
performed. The fission power of a single particle should remain < 250 mW. The irradiation shall be
conducted until a maximum burn-up of the highest loaded FE of approximately 20% FIMA is achieved.
Fast neutron fluence shall not exceed 6.5*10” m™ (E > 0.1 MeV).
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A similar test programme, the HFR-EU2 project, is being set up to irradiate General Atomics
HTR fuel compactsin a TRIO facility.

Present activities regarding irradiation of HTR structural materials (JRC-1E, NRG)

In the EU 5™ Framework Programme project “HTR-M”, an experimental programme will be
established and performed to verify selected materials. This will include the procurement of
representative welded test pieces and the machining of tensile, creep and/or compact tension fracture
specimens to determine representative properties. The irradiation experiment will concentrate on the
properties of arelevant weld material, both in the as-fabricated state and after irradiation to end-of-life
neutron fluence conditions. NRG will perform preparatory work on the test facilities and test specimens.
After test weld procurement, creep tests (including cross weld creep and fatigue) and toughness
properties of a welded joint representative of HTR vessel welds will be carried out. The irradiation
tests are performed on selected plate and weld materials under relevant HTR conditions using the
LYRA facility in the pool side of the HFR with post irradiation examination carried out in the NRG
hot cell facilities. Results from this work will be reviewed when completed and included in the
materials database. The synthesis for design and defect assessment applicability will be performed
towards the end of the project taking account of information available at the time. A further review
and synthesisis planned on completion of theirradiation test work and examination.

The work on vessel materials will yield the following results:
» Database on pressure vessel steel plate and weld material relevant for HTR RPV applications.

* Recommendations for HTR RPV feasibility, choice of material, defect assessment and
|eak-before-break applicability.

« Evaluation of factors for defect tolerance assessment for HTR relevant welds.

e Irradiation data for HTR RPV relevant irradiation conditions (temperature and fluence) on
selected properties of the HTR steel and weld.

Graphite irradiation data for new graphitesis needed for HTR feasibility assessments. It isalso an
important consideration for future decommissioning activities This work will look at suitable graphites
for future European HTRs and initiate an irradiation programme on a European test facility as a basis
for continuation and extrapolation to higher doses. Numerous grades of reactor graphite have been
produced in different countries as part of the development of HTR and gas-cooled reactors, however
much of this specialist information and experience has disappeared. The most recent European graphite
reactors went into operation in 1989 (Torness, UK) and 1990 (Smolensk 3, Russia). Many graphites
used in previous core designs are no longer manufactured commercially. New data is needed on present
day candidate grades for comparative assessments with existing graphites to provide a provisional
assessment and identification of candidate graphite grades that may offer potential long-term benefits
in terms of cost, safety, waste management, use of fissile materials and safeguards. The NRG and
JRG-IE activities on this subject are part of the EU 5" Framework Programme project “HTR-M1".
An HFR irradiation experiment will be set up and performed in the period 2001-2005.
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Auxiliary experiments
HTR-PROTEUS reactivity effects (IRI)

Experimental and calculationa studies have been performed on various reactivity effects in the
HTR-Proteus facility of the Paul Scherrer Institute (Switzerland) [7]. Several methods to measure
(changes in) the reactivity were reviewed including the pulsed-neutron source method, the inverse
kinetics technique and noise analysis techniques. New expressions were derived that better represent
the expectation values of the experimental quantities. Inserting CH2 rods into the core and/or the
reflector simulated the local ingress of water. The measurement of the safety and shutdown rods worth
showed significant spatial effects, which made necessary the use of calculated correction factorsin the
analyses. Both Monte Carlo and deterministic codes have been used to analyse the experiments and to
calculate the kinetics parameters and the reactivity worth of the rods.

HTTR start-up core physics (NRG, IRI)

Both NRG and IRI take part in the benchmark of start-up core physics of the high-temperature
engineering test reactor (HTTR) [8], which is part of the IAEA Co-ordinated Programme “Evaluation
of HTGR Performance’. To compare the performance of the SCALE-based IRl code package with
that of the WIMS/IPANTHER code package of NRG, a calculationa intercomparison has been
performed. In Phase 1 of the HTTR benchmark NRG and IRI used the Monte Carlo code KENO Va
(3-D) and the diffusion theory codes BOLD VENTURE (2-D) and PANTHER (3-D) to calculate kg
for different configurations and also to calculate the critical control rod insertion. On the level of cell
calculations a good agreement has been obtained between the cross-sections and the spectra as
prepared by the SCALE system and as prepared by WIMS. Calculations with detailed geometry
converged to very good agreement between the results of PANTHER and the results of KENO with an
exact geometrical model. The results are summarised in Table 2, in which the measured values are
aso listed.

In Phase 2 of the benchmark, only KENO calculations are performed to calculate the scram
reactivities of the core and reflector control rods and the isothermal temperature coefficients for which
measured data are also available. KENO results efficiently provided the measured values of the scram
reactivities as well as the estimation of the isothermal temperature coefficient within the requested
temperature interval. Therefore, we can conclude that the benchmark calculations of the start-up
physics cal culations were successful and in agreement with the results of the reactivity measurements.

NRG/IRI aso participated in the start-up measurements of reactivity and reactor noise. During
the start-up phase of the HTTR at different core configurations, reactivity and the reactor noise
measurements were carried out in paralel with measurements of the HTTR physics group. For these
measurements two temporary compensated ionisation chambers were used. During the on-line
reactivity experiments, measured DC signals were digitised and the reactivity is calculated from these
signals using the inverse kinetics (IK) method.

Long-term behaviour of disposed spent HTR fuel (NRG)
One of the activities in the EU 5" Framework Programme projects “HTR-N" and “HTR-N1" is
the investigation of the long-term behaviour of disposed spent HTR fuel. Although the behaviour of

HTR fuel elementsin a salt environment has been experimentally investigated for along time, thereis
till a considerable lack of reliable experimental data. It has been shown that no radionuclides can be
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released from the fuel kernels as long as the coating layers are intact. As a small fraction of the coated
particles might fail dependent on burn-up, it can be expected that the long-term source term of HTR
spent fuel elements will be controlled by the retention capabilities of the intact particles. After failure
of the coatings due to chemical or mechanical interaction, fuel dissolution and the interaction of the
radionuclides with the graphite become the dominant factor. NRG is performing leaching experiments
on SIC and fuel kernels of different compositions. Whereas the experimental work of the “HTR-N”"
project will be performed only with un-irradiated materials, the main focus of the “HTR-N1" project
will be the investigation and prediction of the behaviour of irradiated spent HTR fuel in different
aquatic phases on the basis of experimental data from un-irradiated material and the experimental
validation of the predictions.

Model calculations and softwar e development

Besides in the HFR irradiation and other experiments and measurements, the organisations in the
Netherlands are involved in model calculations and the development of software for the simulation of
several aspects of HTR systems. These moddl calculations mainly concern the PBMR and the ACACIA.

The PBMR is seen as the typical pebble bed nuclear power plant for utilities. In 2000, eectric
utility EPZ and NRG conducted a design review of the heating, ventilation and air conditioning
(HVAC) system of the PBMR demonstration module [9]. NRG conducted calculational analyses for
PBMR on four areas: simulator validation [10], pipe rupture in the PBMR reactor cavity [11], core
physics[12], radiation shielding [13] and system dynamics [36-38].

Forecasts concerning the future consumption and production of energy indicate an expanding world
market for the combined generation of heat and power. This market for energy efficient combined heat
and power (CHP) with an overal capacity of 10-150 MW is particularly well developed in the
Netherlands. In 1998, decentralised units and auto producers generated 27% of the total electricity
supply in the Netherlands. Another 26% was generated by large natural gas fired power plants. Given the
expected further depletion of the indigenous resources of natura gas (the fuel for CHP), a potentia
market could emerge for an aternative primary energy source within the next two decades. Nuclear
energy could be one of the substitutes, if competitive prices and public acceptance for this new nuclear
application can be achieved. The ACACIA unit [14], asmall 40 MWth pebble bed HTR, is designed for
this sector of the energy market. It could also find its way to regions in the world, which are deprived
from reliable natural gas networks.

A selection of these activities is presented below. A more elaborate presentation of the
computational analyses performed on PBMR and ACACIA can befound in [15].

PBMR core physics (NRG)

The PANTHERMIX code system [16,17] has been under development at NRG for a number of
years. This code system, which combines the 3-D core simulation code PANTHER [18] and the 2-D
R-Z HTR thermal hydraulics code THERMIX [19], can be used to simulate the steady-state, burn-up
and transient behaviour of a pebble-bed HTR core.

Recently, the reactor physics code PANTHERMIX has been extended in such a way that pebble
bed reactors with fuel re-circulation can be analysed with it [12]. For a cylinder symmetric reactor
model, power per pebble, power density, solid structure temperature, gas temperature, thermal flux,
fast flux and mean burn-up throughout the core in equilibrium fuelling condition have been calculated
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for the PBMR. A possible burn-in scenario was also investigated, simulating the transition from the
initial core loading until equilibrium composition of the core. It was found that, in order to attain areal
equilibrium composition, i.e. constant distribution of burn-up throughout the core, the fuel must have
circulated at least 10 times through the core, which takes approximately three years[12].

PBMR shidding (NRG)

Dose rate caculations on several selected locations in and around the PBMR primary system
have been performed. Radiation sources were direct fission, decay within the fuel, plate-out and
activation. As PBMR specified radiation sources and geometries, we built models of reactor, primary
system and building in the codes MCNP and FISPACT. As intermediate results flux spectra and
nuclide activities within activated components were calculated. As an dternative design, the outer
carbon reflector layer was borated with B4C. As a result, neutron fluxes and even more the gamma
fluxes directly outside the reactor vessel decreased significantly, and thus the radiation dose rates.
Whether the PBMR design will be adapted this way remains to be seen. Follow-up activities concentrate
on detailed reactor design and the fuel handling system.

PBMR CFD analysis of primary pipe rupture (NRG)

For the structural design analysis of the PBMR reactor building the analysis of a rupture of a pipe
directly connected to the reactor pressure vessel was needed. This pipe rupture would give rise to
pressure build-up in the building containing the reactor pressure vessel. NRG has determined detailed
information of the pressure load on the walls of this building resulting from considered potential pipe
ruptures. Because of the high pressure and high temperature in the system, a supersonic jet escapes
from the leak opening and almost immediately reaches a wall of the building. CFD calculations have
been performed in order to determine the largest pressure and thermal 1oad on the walls of the reactor
cavity resulting from direct jet impingement. It was found that immediately following the pipe rupture,
ahigh speed jet escapes and amost immediately hits the ceiling of the reactor cavity.

ACACIA safety analysis (NRG)

For the ACACIA plant, both normal operation/control, and incident conditions have been analysed.
In the first case, operation of the entire cogeneration plant has been modelled in detail, whereas the
reactor model has been limited to a point kinetic one [20,21]. Thisis a dedicated code, implemented in
the simulation tool Aspen Custom Modeler (ACM). For the second case, detailed anaysis of reactor
behaviour becomes important; the analysis was thus performed time dependent in 3-D, whereas the
energy conversion model has been limited to the primary helium cycle [22,23]. For these analyses the
pebble bed core ssimulation code PANTHERMIX and the thermal hydraulic code RELAPS for the
energy conversion system have been coupled. However, for the andysis of loss of cooling incidents
(LOCI) and loss of flow incidents (LOFI) the transient simulation of the core by PANTHERMIX is
sufficient. Simulation calculations for both un-irradiated and irradiated graphite (difference in heat
conductivity) have been performed and it was found that the maximal fuel temperatures will exceed
the 1600°C (or 1873 K) temperature limit for the irradiated LOFI scenario and reach 1 900K.
The irradiated LOCI scenario reaches exactly 1873 K. The maxima fuel temperature for the
un-irradiated scenarios remains under the 1 600°C limit.

Besides these well-established incident situations the question remains as to whether fuel

temperatures remain within acceptable limits during all operational transients. This can be answered
by systematically calculating the final states for a large number of load following transients. In the
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case of aload reduction, the fina states of the transient will represent the worst-case scenario in terms
of fuel and coolant outlet temperature. High fuel temperatures must then compensate the decrease of
the negative xenon reactivity.

Two important conclusions can be drawn from these analyses: firstly, the LOCI and LOFI do not
represent a situation where the maximal fuel temperature is reached, and secondly, according to this
ACACIA design the reactor must be prevented from operating in the region below mass flow rates of
1.0 kg/s as the 1 600°C limit will then be exceeded. The fact that the maximal fuel temperature is not
reached during a LOFI or LOCI, but during low mass flow rate transients, is not specific for this design.

ACACI A fission product transport (NRG)

Release, transport and deposition of fission products in the primary system of ACACIA have
been investigated [24-26]. Four radionuclides have been identified in literature as most relevant
because of volatility and radiotoxicity: **'Cs, Sr, *"Ag, .

For normal operation, the coated particle failure fraction has been assumed to be 10 consistent
with German experience. With the codes PANAMA and FRESCO, transport of fission products
through the fuel element has been analysed. Transport and deposition of the fission products within the
primary system has been analysed with the code MELCOR.

The total activity caused by the nuclides depends on the average burn-up time. A ten-year
operation period corresponds to an average burn-up of 848 full power days. The activity in each
component at the end of the ten-year operation period (average burn-up of 848 full power days) was
calculated. The total activity is about 59 GBq. The highest activity is produced by *'Cs, followed by
B3I and "O"Ag. The contribution of Sr is very low.

The highest activity isfound in the precooler: 56 GBg. The main reason is the condensation of the
volatile species CsOH and Csl in this component. Other components with high activities are the
recuperator (1 400 MBq) and the compressor (7 MBq). These components are mainly contaminated by
19MA g. The gas ducts in the energy conversion unit are also mainly contaminated by *'*"Ag (43 MBq)
and by **' (11 MBq).

Pu incineration in HTR (NRG, IRI)

Besides the activities on long-term behaviour of disposed spent HTR fuel, both NRG and IRI are
involved, together with other European partners, in HTR core physics simulation activities in the EU
5" Framework Programme projects “HTR-N” and “HTR-N1". On the basis of earlier studies [27], NRG
is investigating the possibility to use pure Pu fuel in a HTR-MODUL type pebble bed reactor with
continuous fuel recycling. IRI isinvestigating in detail the use of burnable poison (see next section).

In order to validate the code systems and nuclear data used in the investigations, benchmarking
activities have also been incorporated into “HTR-N" and “HTR-N1" on the basis of data available
from the ongoing HTR-10 and HTTR projects. In addition to these activities based on data from
reactors using low-enriched uranium, a Pu benchmark is being set up in the “HTR-N1" project.

HTR with burnable poison (IRI, NRG)

During the operation of an HTR, the reactivity loss due to fuel burn-up and fission product
poisoning must be compensated by some means of long-term reactivity control. This can be achieved
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by adding burnable poison to the fuel. In this study by IRI the focus is on heterogeneous poisoning in
which burnable particles (TRISO-coated particles containing burnable poison only) are mixed with the
fuel particlesin the graphite matrix.

The aim is to minimise the reactivity swing as a function of the irradiation time. The SCALE-4.2
system [28] together with JEF-2.2 libraries [29] are being used for burn-up calculations on a macro-cell
that consists of a burnable particle surrounded with alayer containing a homogeneous mixture of fuel
particles and graphite. For the fuel considered first, the ESKOM PMBR has been chosen with an
average core power density of 3 MW.m™. The fuel particles contain 8% enriched UO, with a uranium
mass of 9 grams per pebble. One pebble contains more than 13 000 fuel particles, each with aradius of
0.5 mm. For the poison in the burnable particle, we have chosen B,C with either natural boron or
100% enriched °B.

When we consider a“black” burnable particle, which means that every neutron that hits the surface
will be absorbed, the effective absorption cross-section of the particle is related to its geometrical
cross-section [34,35]. In spherical geometry, different radii are considered with a constant volume
ratio of the fuel and the burnable particles. This means that the number of burnable particles per
pebble increase when the radius of each particle decreases. The smaller the burnable particle, the more
homogeneous the poison is distributed, and the faster the particles will burn. The reactivity as a
function of time was calculated for the reference case without poison and for two radii of the burnable
particles. It was found that the reactivity swing is smallest for the burnable particle with a radius of
0.3 mm.

In the case of a spherical burnable particle with aradius of 0.5 mm, both natural boron and enriched
boron (100% of *°B) have been considered. The initial reactivity is lower for the case with enriched
boron, which indicates that the natural boron particle cannot be considered as a“black” one. Its diameter
is about 3 absorption mean free paths.

Using burnable particles that contain a graphite kernd surrounded with a B4C layer with 100% of
198 reduces further the reactivity loss. Again the reactivity as a function of time was calculated for the
reference case without poison and for two burnable particles. (Either with a graphite kernel up to
0.43 mm and B4C between 0.43 and 0.46 mm, or with a graphite kernel up to 0.273 mm and B,C
between 0.273 and 0.3 mm.) Note that the ratio between the fuel and BP equas 10 300 in this case.
It was found that the reactivity swing is smallest for the burnable particle with aradius of 0.3 mm.

For the same radius, the effective absorption cross-section is larger for a cylindrical shape.
As aresult, acylindrical particle with aradius of 0.5 mm is already fully burnt after 1 000 equivalent
full power days (EFPD), while the spherical particle still contains significant amounts of °B after
1600 EFPD. For the same effective absorption cross-section (this means a smaller radius for the
cylindrical particle) and the same ratio of fuel volume and poison volume, the reactivity swing is
smallest for the cylindrical particle. Of course, a cylindrical particle is very difficult to realise in
practice.

As a conclusion, we can state that the heterogeneous poisoning of HTR fuel seems quite
promising. We have designed burnable particles containing B,C that considerably reduce the reactivity
swing. Further studies will focus on burnable particles that contain graphite or fuel surrounded with a
thin layer of poison, on different poison materials (e.g. Er or Gd), and on different fuel compositions.

NRG recently started a project to investigate the possibility of a pebble-bed HTR (ACACIA)

which operates on the same fuel loading during the entire operating cycle of a couple of years.
The excess reactivity is compensated by burnable poison.
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HTR system dynamics (IRI, NRG)

The dynamic behaviour of a pebble-bed HTR in combination with its energy conversion system
has been studied extensively at NRG [22,23,30]. The code system PANTHERMIX-RELAP, developed
at NRG, combines 3-D core neutronics, 2-D RZ core thermal hydraulics and ECS thermal hydraulics
modelling.

A preliminary model of PBMR system has been prepared [36] for anayses with the SPECTRA
code [38]. The model includes the reactor unit, the ECS, as well as the confinement building and various
safety systems. The core power calculation is performed using the point kinetics model. Two scenarios
have been analysed, namely loss of flow accident (LOFA) and loss of coolant accident (LOCA) [37].
In both cases no active safety systems were assumed to be available. It was found that the maximum
fuel temperature remained within the acceptable limits during the analysed period (three days) for both
scenarios.

A mode of the conceptual design of INCOGEN [31] has been prepared for SPECTRA. Long-term
system behaviour has been analysed for two accident scenarios: LOFA and LOCA [38]. Results were
compared with the PANTHERMIX results reported in [31]. Good agreement between SPECTRA
results and PANTHERMIX results was obtained.

At IRI a project has started to design small HTRs for different purposes and to simulate the
dynamic behaviour of these HTRs during incidents. Use will be made of a new program that has been
created by a Ph.D student at Delft University [21] in co-operation with NRG. The program is coded in
ASPEN Custom Modeler, and can be used to investigate the dynamics and the interaction between
neutronics and thermal hydraulics of the reactor and the energy conversion system. The latter system
can be modelled to a level of detail that surpasses that of previous models described in literature.
The neutronics model will be extended from a point-kinetics model to a two-dimensional model based
on diffusion theory.

Auxiliary studies

Since the beginning of the 90s severa organisations in the Netherlands have been involved
in auxiliary studies concerning HTR design. In the INCOGEN program (Innovative Nuclear
COGENeration) severa aspects have been investigated of the predecessor of the present ACACIA
concept, such as plant layout, design of the energy conversion system, control philosophy, inspection
and maintenance, licensing, economics and market potential [31].

Presently, NRG and JRC-IE are still involved in auxiliary studies concerning HTR concepts,
e.g. JRC-IE, together with CEA, is contributing to the RPV materials database activities in the
“HTR-M" project with their expertise and understanding of the behaviour of materials under creep and
non-creep both under nuclear and non-nuclear application. NRG, on the other hand, is studying
aspects of the gas-cooled fast reactor [32] and revising the cost assessments for the ACACIA direct
nuclear cogeneration plant [33]. One of the conclusions from this study is that, although the cost figure
of 8 US$c/kWh istoo high to be competitive in areas where low-priced natural gasis readily available,
which is currently still the case in the Netherlands, ACACIA could still be an aternative for areas in
the world where this supply is not existing or unreliable, or when gas prices are fluctuating [15].
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Summary

An overview has been presented of past and present research activities of organisations in the
Netherlands relevant to the design of high-temperature gas-cooled reactors. An important role is
played by JRC's high flux reactor at Petten, which is used for numerous test irradiations of fuels and
other materials relevant to HTR design. Besides that, since the beginning of the 90s there is a growing
involvement and expertise of Dutch organisations in other HTR-related investigations, such as
auxiliary supporting experiments and model calculations and software development. Most of these
activities are embedded in an international framework.
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Table2. HTTR Benchmark Phase 1

KENO BOLD-VENTURE | PANTHER M easured
(IRI/NRG) (IR1) (NRG) (JAERI)

Kett Simple core 1.1278 + 0.0005 1.1592 1.1251
ke fully loaded core

» Rods withdrawn 1.1584 + 0.0005 11974 1.1595

» Rods inserted 0.6983 + 0.0005 0.7510 0.685 +0.010
Critical insertion

» Above bottom core |170.5cm 161.5cm 178.9cm

Table3. HTTR Benchmark Phase 2: Scram reactivities

CR group Critical positior_1 Position after scram | Position after scram
(mm) HTTR-Crit (mm) HTTR-SR (mm) HTTR-SA

C 1789 1789 -41

R1 1789 1789 -41

R2 1789 -41 -41

R3 Full out -41 -41

Kert (average) | 1.0093 + 0.000 0.9178 + 0.0005 0.6809 + 0.0005

Pealc 0.0988 + 0.0007 0.4778 + 0.0007
Preas 0.120+ 0.012 0.46 + 0.04

Figure 1. Standard core configuration of HFR Petten

A B CDEFGHI

© 00 N o 0o B~ WN

7
|
v 7

%

67

|| fuel assembly

reflector element

D irradiiation position







CURRENT STATUSOF HIGH-TEMPERATURE ENGINEERING RESEARCH IN FRANCE

Dominique Hittner
FRAMATOME ANP, France

Franck Carré, Jacques Roualt
CEA, Nuclear Energy Division, France

Abstract

CEA and FRAMATOME ANP researches in the field of high-temperature engineering mainly support
high-temperature gas-cooled reactors (HTGCRs or HTRs) technology development. These researches
are for the short term directly connected to the support of the FRAMATOME ANP for the industria
development of small or medium sized thermal HTRs with direct cycle and the necessary recovery at a
national level of expertise on some associated crucial technological issues. For the longer term, the
CEA’s main R&D effort is directed toward the study of technologies in support of HTGCRs with
hardened neutron spectra, refractory fuel possibly compliant with on-site reprocessing. This appears to
be avery promising candidate for future generations of nuclear systems, particularly with regard to the
goals of high efficiency, saving of resources, minimisation of long-lived waste production and potential
for applications other than eectricity production (hydrogen, desalination, etc.). The corresponding
programmes concerning high-temperature engineering are reviewed in this paper.
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I ntroduction

The development of nuclear energy in the next decades will depend on the demand of the energy
market and the adaptability of the nuclear offer to the demand. For large power generation units,
market opportunities will most probably open again in the next decade, in particular in France, with
the replacement of the older existing plants. But there is another part of the energy market, the area of
small and medium sized power plants and co-generation units, where, in spite of opportunities
continuously appearing all over the world, the nuclear industry is remains rather absent. For the first
part of the market, FRAMATOME ANP is developing EPR and considers that, for the other part,
direct cycle modular HTR is the best candidate for satisfying as soon as possible the market needs
with a nuclear offer. Therefore FRAMATOME ANP is involved in the development of this type of
reactor with the goal of having an industrial product ready for commercia offersin 2010.

The effort to be made in that perspective is not only an effort of design. There are also important
R&D needs in support of the design. The HTR reactor and fuel technology has been developed up to
the industrial level in the past, in particular in Europe, but such development has been stopped for
quite awhile. This technology heritage has to be revived and developed further in order to face more
stringent requirements of economic competitiveness and safety. Moreover the direct cycle power
conversion system is a new feature of modern HTRs, which is very promising, but which has to
be fully developed, even if it partidly relies on the existing gas turbine technology. Therefore
FRAMATOME ANP and CEA have launched an R&D programme necessary for the industrial
development of direct cycle modular HTRs. As there has been recently an increased interest for HTRs
in Europe, part of these activities take place in the frame of a European programme involving many
research centres and industrial organisations of different countries. With the help of the Joint Research
Centre of the European Commission, a HTR Technology Network (HTR-TN) has been created for
federating the efforts made in Europe for the development of HTR technology. FRAMATOME ANP
is chairing this network. The partners of HTR-TN have submitted several project proposals for the
5" Framework Programme of the European Commission and as most of them have been accepted,
they are now starting an R& D programme of about 18 million €, about 50% of it being funded by the
European Commission. Co-operation is aso starting with non-European partners. JAERI (Japan),
INET (China) and General Atomics (USA).

In the longer term, gas coolant (particularly He) and high-temperature reactor technology ook
sufficiently promising to develop a technological evolutionary series of gas-cooled reactors (GCR)
which present attractive features consistent with the goals assigned to new generation nuclear systems
that could be deployed by 2030-2050: economy, enhanced safety, minimisation of long-lived radioactive
waste production, efficient use of resources, increased resistance to proliferation risk, potentialities for
other applications than electricity generation. It is the reason why CEA decided to launch in late 2000
within its programme on “Future Generation Reactors and Fuel Cycles’ a strong R&D axis to obtain
the necessary knowledge and innovative technologica breakthroughs to serve the long term objectives
and that may have useful spin off for shorter term options of the GCR technological series:

e For the short term the programme is directly connected to the support of the FRAMATOME
ANP programme of industrial development on HTR with direct cycle and the necessary
recovery of expertise on some crucia technological issues.

»  For the medium term, two evolutions of the HTR technology are considered:

— A very high-temperature GCR (>1 000°C) for very high thermodynamical efficiency and
hydrogen production (thermochemical cycles, high-temperature electrolysis, etc.).

- A robust GCR with maximised safety features, intrinsic resistance to proliferation for
deployment in countries which have little or no experience in nuclear energy production.
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Finally, for the long term, an isogenerating GCR with a fast neutron spectrum, able to
transmute any of the actinides so as to comply with objectives of sustainable devel opment.

The main objectives of the strong CEA R& D programme for the GCR series are:

To develop a fuel capable of fission product retention at sufficiently high temperatures, able
to sustain hard neutron spectrum, ultra high burn-up and to be proposed with the options
either to be reprocessed or to be very resistant to reprocessing.

To propose fud treatment processes (reprocessing and fabrication) compatible with an on-site
implementation.

To develop materials for high temperatures, able to sustain fast neutrons.

To get expertisein the field of high-temperature He circuits technology.

This entire programme will be as far as possible implemented within the framework of international
co-operation (Europe, USA, Japan, Russia) and also in relation with the “GENERATION IV” US DoE
initiative.

Fue development

The first objective is clearly for France to recover the capability of HTR particle fuel fabrication
and then to characterise and qualify its behaviour under irradiation with the goal of proving that the
necessary level of reliability is achieved in both nominal and high-temperature conditions. This
experimental programme is accompanied by a modelling effort in order to understand the particle fuel
behaviour under irradiation and to provide a fully qualified calculation tool for the thermomechanical
behaviour of the particle and for fission product transport. Key dates are:

2003

Release of afirst qualified version of the particle fud code.

2004

Fabrication of uranium HTR triso particle fuel.

2004-2006 Start of irradiation tests of those particlesin the OSIRIS reactor at CEA Saclay.

2006-2010 Characterisation of irradiated particles and qualification of the fabrication process.

The current statusin this areais the following:

The knowledge acquired by the end of the 60s (DRAGON period) and mainly in the 70s
(Peach Bottom and Fort Saint Vrain period) essentially in the framework of a contract with
Genera Atomics was in the form of reports and still in the minds of people (retired or not)
that were involved at that time. The knowledge concerning fabrication has been recollected
(documents, interviews) in the form of a synthesis note. With that background and further
analysis, the sol-gel process has been selected for kernel fabrication with still two possible
routes (external or internal gelification process) and a CVD process for coatings.

Currently PyC dense and porous coatings on ZrO, yttrium stabilised simulant kernel have
already been realised and present work now concentrates on SiC coatings. A sol-gel apparatus
will be used at Cadarache to restart UO, kernel fabrications. Interim milestones are the
recovery of the kernel technology and of the coating technology on simulant kernel by the end
of 2002.
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e The specification of the device of particle uranium fuel manufacturing is achieved. It is
designed for particle batches of 100 to 200 g, which means a capacity of production of several
kg per year. This specification will now be used for a preiminary safety assessment, from
which, based on the quantities of active effluents generated, the sol-gel preferred route and
the design of the laboratory scale fabrication line will be selected.

e Concerning the state of the fuel code development, the following models have already been
implemented in a 3-D approach: fission gas and CO pressure built-up, UO, swelling, buffer
and PyC densification and creep. At present the behaviour under irradiation of both individual
particles or particles imbedded in a graphite matrix can be calculated.

Asfar as GCRs with a harder spectrum are considered, even if the TRISO particle fuel remains a
reference, it is clear that different materials and designs will more than probably have to be found.
The spectrum hardening requires to limit the C quantity within the core and to use preferably
non-absorbing heavier atoms; the effect of fast neutrons on materials resistance will be a crucial issue.
Furthermore, considerations of sustainable development will require fuel designs able to incorporate a
larger amount of actinide atoms per fuel unit volume. In that area, the key milestones are:

2001-2004 R&D for the selection of afuel design with appropriate materials.
2005-2015  Characterisation under irradiation and pre-qualification of the fast GCR fuel.

Structural materialsfor high temperature

The study of high-temperature structural materials, together with the technology of He circuit
presented in the next section, clearly show a common body of development necessary for the whole
technological series of GCRs. Furthermore, there are also potential benefits from synergies with
industry. Of course, requirements for a fast GCR introduce supplementary constraints for inner core
structure materials.

Main milestones during the 2002-2015 R& D period for GCRs materials devel opment are:

2005 Materials proposals for an actualised HTR technology (HTR-TN).
2006 Selection of materials for afeasibility study of afast GCR.

The acquired experience in past R&D programmes on high-temperature structural materials for
nuclear and non-nuclear applications makes it possible to gather in the following table the material
classes likely to resist to the various operating conditions of the GCRs components:

Reactor component Fast GCR with direct cycle | HTR

Vessal (250-500°C, irradiation) Advanced ferritic martensitic steel (AFM), 9-12% of Cr
Primary circuit — Ni based super-alloys

(250-850°C, stress) — 32Ni—25Cr—20Fe-12.5W-0.05C (German HTR)

—Ni-23Cr-18W-0.2C (Japanese HTTR)
—AFMA + thermal barrier

Turbine (850°C, high stress) Ni based with spectrum hardening or
ODS (oxide dispersion strengthened steels)

Fuel element and —AFM ODS Graphite

inner core structures — Refractory metals and aloys

(1 000-1 600°C, irradiation) — Ceramics PyC, SIC, ZrC
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In thistable, it can be seen that the levels of R& D necessary to qualify the different materials can
be very different, from a simple re-qualification in the particular operating conditions to the launching
of a complete R& D programme, when a technological threshold has to be passed. Thisis particularly
the case for the core structural materials of afast GCR with the conjunction of high temperatures, high
neutron doses and specific requirements in terms of fission product confinement. In such a situation
several classes of materials have to be selected first, to be followed by screening tests and then a full
characterisation of the selected candidates in the required operating conditions.

The R&D work is focused on two different lines, the content of which is briefly recalled:

e The sdection and the establishment of the specifications and the determination of the in-pile
and out-of-pile behaviour for the structural materials: state of the art concerning current
materials for which a lot of work has been done and establishment of their operating limits
(temperature, dose, etc.), development of a generic 9-12% of Cr advanced ferritic martensitic
sted, ODS steels validation, irradiation experiments in HFR, Phénix, BOR 60. Irradiations
can aso be defined in JOY O in the framework of the CEA/JINC collaboration, as this reactor
offers unique features with capsules able to irradiate samples at high temperature with in situ
mechanica solicitation, followed by post-irradiation examination.

e The establishment of the rules for mechanical assessments and for the prediction of the
structures and the welded joints lifetime.

These two lines of development are complemented by an upstream effort of fundamental research
and modelling.

Some effort is also presently devoted to the oxidation of graphite by air, as this is an important
issue for HTR safety evaluations. The main parameters of graphite oxidation can be divided into two
groups. intrinsic parameters of graphite (porosity, density, impurities content) and oxidation conditions
(temperature, oxidising gas composition, flow rate). It is very difficult to extrapolate the behaviour of
a graphite grade from experiments performed using a different graphite grade in different oxidation
conditions.

This is why the CEA has undertaken an experimental programme to study the behaviour of
graphite in air focused on specific graphite grades digible for HTR use. This programme is divided
into three main parts: characterisation of graphite, parametrical study of graphite oxidation behaviour
(thermogravimetry experiments including the influence of temperature, the influence of oxidising gas
composition) and accident ssimulation. This latter programme will be conducted in the COMETHE
facility at CEA Cadarache (adapted to high-pressure/high-temperature conditions), equipped with
on-line gas phase analysis. After each experiment, the mechanical behaviour of graphite will be
checked, with special attention paid to the compressive behaviour.

Hetechnology

The definition of the objectives of a gas technology programme has been established starting
from the review of the needs identified for a project such as the GT-MHR with thermal spectrum and
direct cycle and extrapolated to hardened or fast spectrum. Once again we are there in akind of logic
similar to fuel studies with a first step that is clearly to re-acquire expertise in this field. The key
milestones of the He technology programme are:

2001-2005 Experimentation on small dedicated benches.
2003-2010  Readlisation and experimentation on a 1 MW multi-purpose |oop.
2005-2015 Redlisation and experimentation on a 15 MW system loop.

73



Among the identified requirements for the GCR’ s He technology are:

* Thepurification and control of the coolant quality.

* The management of gasinventories.

Some generic points of technology such as tribology, leak tightness, thermal insulation.

The heat transfers and fluid flows in the core, the circuits and the heat exchangers (pressure

drops, flow distributions, heat transfer coefficients, etc.).

» Thedynamics of the circuit and structures.

To achieve this He technology programme, the following facilities and programmes are planned:

* |n 2002-2003, small dedicated benchesfor:

Tribology studies (large diversity of contacts and situations in GCRs: fretting, gliding,
rotation, control rods mechanisms, stator seals, bearings, structure vibrations, quasi-static
displacements to ultra-high frequency vibrations for temperatures from 25 to 850°C and
contact pressures from 0.5 to 10 MPa); the oxygen/impurities influence on the binding
risk will have to be considered as well as the evaluation of coating performances.

Thermal insulation studies (thermal protection of structures, vessel and circuits, efficiency
with the need to limit the free convection in their thickness, chemica stability, erosion
and thermo-mechanical resistance in particular in case of depressurisation).

L eak tightness studies concerning wall diffusion, and leaks through valves, seals and shaft
penetration in the case of an aternator located outside the turbine vessel.

e In 2004-2005, dynamic loopsfor:

Purification studies in order to develop and validate the methods and instrumentation to
guarantee the He quality, to monitor the level of chemical impurities and radio-chemical
impurities, activated corrosion products and fission products and to determine the
efficiency and purification rates of the various considered designs.

Small power (1 MW) multi-purpose loop designed to operate up to 1 000°C and at pressures
of 10 MPa for the qualification of components (or parts of them) such as recuperator,
circulator, valves and to perform fuel element and sub-assembly characterisations (heat
transfer coefficients, pressure drop, purification and quality control, instrumentation
testing, etc.)

e Multi-channel and system multi-purpose loop still to be specified for testing in fully
representative conditions large components and GCRs systems (or parts of them) with the
particular objective to demonstrate the robustness of the selected technologies in both
nominal and accidenta situations (depressurisation, etc.).
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Components development

The former HTRs in England, Germany or US did not consider direct cycle (steam cycle for the
larger reactors THTR and FSV). Thus the experience feedback for the innovative components induced
by the direct cycle concept is limited and an important work programme is required for the
development of these components. In addition the efficiency, reliability and competitiveness of this
kind of reactor are based on the selection of very high performance components in term of efficiency,
life time, and thermo-mechanical resistance, and the standard components used in industry cannot be
directly transferred to HTRs or gas-cooled reactors applications.

This work programme will be implemented through international co-operation (GT-MHR,
HTR-TN).

The main components to be developed and the main critical points to be studied are listed
hereafter:

» The heliumturbine. High efficiency component, creep resistant material for blades and discs,
risk of corrosion/erosion, activation by Ag Cs, stator seals, bypass, manufacturing processes
for large size elements, maintenance.

e The recuperator (helium/helium heat exchanger). Severe loading (high temperature level and
pressure difference), high thermal exchange performances, low pressure losses, high
compactness, risk of fouling, lifetime, maintenance.

e The turbo machine support. By magnetic bearings only (active/permanent), no lubricated
mechanical bearings in order to improve safety by suppression of fluid ingress risk in the
primary circuit, dynamic control of flexible shafts, resistant catcher bearings under shaft drop,
thermal expansion of the shaft, displacement measurement by sensors, diagnosis algorithms.

» The pre-cooler and inter-cooler (helium/water heat exchangers). High efficiency component,
high pressure difference, low pressure drop on the helium side, compactness, compatibility to
co-generation applications, lifetime, maintenance.

For these components the development must be performed in partnership with industrials and
some are aready identified and involved in the work programme:

* Aubert and Duval for turbine materials.

e Heatric for compact plate type heat exchanger.

» Balcke Duerr for tubular heat exchanger.

» S2M for magnetic and catcher bearings of turbo machine support.

The main objectives of the components work programme (2000-2005) are:
» Recovering of the past experience.

* Review of exigting technologies and updating of the state of the art.

e Specification of the component.

75



e Proposal of apreliminary design.
e Analysis of the design.
e Vadidation by experimental test on mock-ups.

Concerning the helium turbine an experience feedback exists in Germany on the past facilities of
EVO in Oberhausen and HHV in the Jlich centre.

The test facilities of CEA GRETh Grenoble for heat exchangers and Zittau University for
magnetic and catcher bearings will be used for experimenta tests on mock-ups. For the long term the
gas loops planned by the CEA Cadarache will be able to test large scale components.

Conclusion

CEA together with FRAMATOME ANP has set up a comprehensive R&D programme on
promising high-temperature technologies for medium term and long term future nuclear systems based
on gas-cooled reactors. For the short term, this programme is directly connected to the support of the
FRAMATOME ANP for the industrial development of small or medium sized thermal HTRs with
direct cycle. It necessitates the recovery at a national level of expertise on some associated crucial
technological issues in the field of particle fuel fabrication and He circuits technology. The study of
high-temperature structural materials, together with the technology of He circuit and componentsis a
common body of R&D serving as well short and medium term objectives (thermal HTRs) and longer
term ones (high-temperature gas-cooled reactors with hardened neutron spectra). Nevertheless, fast
neutrons will probably necessitate some breakthroughs in the field of fuel materials and design, and of
core structural materials.
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OVERVIEW OF HIGH-TEMPERATURE REACTOR ENGINEERING AND RESEARCH

K. Kugeler, P-W. Phlippen, M. Kugeler, H. Hohn
Institute for Safety Research and Reactor Technology, Research Centre Jilich
52425 Jilich, Germany

Abstract
In the future, it is essential that nuclear energy be used under the conditions of sustainability.

Enhanced reactor safety, improved economics, suited waste management and best use of resources are
very important topics in this context. The modular high-temperature reactor can contribute to fulfil
these requirements because it has excellent safety characteristics and it can be applied not only to
produce electricity very efficiently, but also to deliver nuclear process heat for many applications in
the energy economy. Broad activities in the field of HTR are currently being undertaken in countries
such as Japan and China, which commissioned test reactors, and in South Africa, the USA and Russia,
which plan to build such plants. In countries having a long-term tradition of gas-cooled reactors
(i.e. Great Britain, France and Germany), interest in this type of reactor persists.

The safety analysis of these nuclear power plants is dedicated to a system which will avoid the
problems which are connected to existing reactors. These HTR reactors cannot melt even in severe
accidents of loss of coolant and fuel cannot be destroyed by other severe accidents. Therefore, the release
of radioactivity to the environment is very limited. The state of technology and new developments are
explained in more detail in this paper. The overall concept of inherent safety, including questions
concerning self-acting decay heat removal and hypothetical impacts from outside, are discussed and
analysed.

Open questions and future needs for research and development in the field of HTR technology are
added to better establish an impression of the state of HTR technology worldwide.
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Safety requirementsfor future nuclear reactors

Worldwide there are many projects to develop and design nuclear reactors for future application.
They should offer more safety compared to today’s systems. In Germany, for example, the Modified
Atomic Power Act from 1994 requires a very high safety standard for future nuclear power plants:
evacuation and relocation of people must not be necessary, no intolerable radiological consequences
are allowed to occur outside the nuclear power plants after accidents, etc. (Figure 1).

Figure 1. Modified German Atomic Act

Amendment of the Atomic Energy Act as a further precaution against risks to the general
public (7" Amendment to the Atomic Energy Act of 27.07.1994):

The amended German Atomic Energy Act (1) (Art. 7, para. 2a) for future plants
dtipulates “that even such events whose occurrence is practicaly excluded by the
precautions to be taken against damage would not necessitate decisive measures for
protection against the damaging effects of ionising radiation outside the plant fencing, ...".
In the substantiation of the bill for parliamentary discussion, terms from the text of
paragraph (2a) are defined in more detail. It is thus postulated that “accidents with core
melt” are controlled and “evacuations’ are not necessary.

The new type of technology that fulfils these requirements can be designated “catastrophe-free
nuclear technology” (Figure 2). The allowed release of fission products in case of severe accidentsis
very limited. For the case of a reactor with a thermal power of 300 MW, for example (discussed
below), this amount should be less than 107 to 10™° of the fission product inventory inside the fuel
elements.

Figure 2. Requirementsfor future nuclear reactorswith new safety concept:
retention of fission products and fissile material inside the plant in all accidents,
limitation of the release to lessthan 107° to 10°° of theinventory to the environment.

fuel element

reactor pressure
vessel

reactor
containment

release
to environment :

inventory = 1 <107 of inventory

The range of catastrophe-free nuclear technology must be defined. Following Figure 3 accidents
from internal and from external sources which can be foreseen and which are covered by the future
licensing process have to be considered. Category 1 and 2 contain these accidents. Category 3 contains
some accidents which are far beyond today’s licensing procedure, which partly reguire new design
measures. One aim of this contribution isto explain the situation so far as the self-acting of decay heat
is considered even in extreme situations, i.e. very extreme earthquakes or terrorist attacks.
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Figure 3. Accidents consider ed to be covered by the
concept of “ catastrophe-free nuclear technology”
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The work to be done in the future is to identify systems in which there is no release of intolerable
amounts of radioactivity to the environment through internal or external causes. This safety behaviour
of the reactors must be improved by convincing experiments.

Concepts of new pebble bed reactors

All new HTR concepts are designed to integrate inherent safety features as much as possible, the
main aspects of this being the self-acting decay heat removal and the limitation of the temperature of
fuel elementsto allowed values (today 1 600°C for TRISO-coated particlesin pebble-bed fuel element).

The concept of self-acting decay heat removal exists — in principle — in al high-temperature
reactors, including the old reactor systems. Dependent on power, power density and core dimensions,
the maximum fuel temperatures during loss of coolant and loss of active decay heat removal accidents
is different for the reactors. Table 1 shows some data resulting from three-dimensional calculations for
several layouts of HTR cores.

Especially for large cores (THTR-300, GAC-1160, Fort St. Vrain) high fuel temperatures above
2 000°C would have occurred in decay heat removal accidents, resulting in large fission product
releases from the fuel elements. Even these large cores would not have melted down, because graphite
stays stable up to 3 600°C.
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Table 1. Comparison of data of HTR coreswith respect tothe
accident, loss of coolant and loss of active decay heat removal

. Thermal Mean Core _ M ax. fl_JeI M ax. fl_JeI
eactor power Typeof | .. Heium | temp.in | temp.in
power : diameter . .
system (MW) density core m) temp. opeg ation accc! dent
(MW/m3) (°C) (°C)
AVR 50 2.2 Cylinder 3 950 <1100 <1300
THTR-300 750 6 Cylinder 5.6 750 <1100 <2500
HTR-100 250 4.2 Cylinder 3.45 750 <1100 <1700
HTR-Modul 200 3 Cylinder 3 2700 <1000 <1500
HTR-500 1390 6.6 Cylinder 7.1 750 <1100 <2800
HHT-1000 2537 10 Cylinder 8.1 850 <1250 <2800
HTR-10 10 2 Cylinder 18 700 <900 <1100
PBMR 265 2.7 Annular 1/3.2 900 <1100 <1600
DRAGON 20 14 Cylinder 1.07 700 <1200 <1400
Peach Bottom | 115.5 8.3 Cylinder 2.8 700 <1200 <2000
Fort St. Vrain 842 6.3 Cylinder 5.9 750 <1100 <2500
GAC-600 600 6.6 Annular | 3/4.8 850 <1300 <1600
HTTR-30 30 5 Cylinder 03 850/950 1350 <1700

In cylindrical cores up to approximately 3.5 m in diameter the fuel temperatures are restricted
below 1 600°C for a power of 200 to 220 MW. If graphite noses are embedded in the core, as in the
case of the pebble-bed reactor, the power can be raised to 260 MW. A two-zone cylindrical core with
graphite balls in the central column can rise to power levels of 300 MW if the inner diameter of the
reactor pressure vessel is restricted to approximately 6.5 m. Raising the vessel diameter to 7.5 m
allows annular cores with pebble-shaped fuel elements of 500 MWth power rating, maintaining the
requirement of temperature stabilisation.

The annular core with block type fuel elements is designed for a power of 600 MW with a
temperature limitation of 1 600°C.

Limiting the accident temperature below 1 600°C, even for higher thermal power ratings up to
1500 to 2 000 MWth, could be achieved using reactor vessels made of pre-stressed cast iron or cast
stedl blocks. Using this technology, today’ stechnical limit of 7.5 m could be exceeded.

In Figure 4 the design of a new pebble-bed reactor with an annular core is shown, the ISR-300
(Inherent Safe Reactor 300 MWth). This reactor system is arranged in a pre-stressed primary system
made from cast sted. To withstand terrorist attack, nuclear reactors in future must be arranged
underground and covered by soil material. Thisis proposed for the ISR-300.

In this reactor the decay heat is transported from the core, through the core structures and from
there to an outer heat sink (water-cooled surface cooler or finally concrete structures) uniquely by
radiation, conduction and natural convection of air.

Figure 5 shows the well-known trend over the time of the maximum fuel temperature in the core,
if the usual assumption of loss of coolant and loss of active decay heat removal is made.
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Figure 4. Concept of a pebble-bed HTR with the principle of self-acting
decay heat removal (I SR-300 with annular core, thermal power of 300 MW)

1) Annular core, 2) Pre-stressed reactor pressure vessel, 3) Pre-stressed vessel for steam generator,
4) Pre-stressed connecting vessel, 5) Control and shut off system, 6) Helium circulator, 7) Hot gas duct,
8) Steam generator, 9) Surface cooler, 10) Inner concrete cell, 11) Reactor building, 12) Fuel loading device,
13) Fuel discharge device, 14) Flap, 15) Concrete closure, 16) Storage vessel for spent fuel elements
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The principle of self-acting decay heat removal and the limitation of fuel temperatures to
acceptable values (<1 600°C) is even fulfilled in very extreme situations, as indicated in Figure 6.
If the reactor vessdl is totally covered with rubble — as a result of a very extreme earthquake or of a
terrorist attack — even then the principle of self-acting decay heat works and the maximum fuel
temperature is limited. Certainly it takes more time before the temperatures drop again, but the decay
heat isfinally released to the environment.

Figure 6. Aspects of decay heat removal in very extreme accident situations

a) Rate of occurrence of severe earth quakes (estimation for the site Jilich)
b) Function of damage of buildings depending on strength of earthquakes
c) Situation of a reactor after a very extreme earthquake
d) Maximum temperature of fuel elements, and reactor vessel under different outside conditions
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This means that even very extreme accidents do not cause catastrophic releases of fission products.
The pre-stressed primary system guarantees that the possible ingress of air is limited to very small
values, therefore the burn-up of graphiteisvery small too.



Experimentsto improve the concept of self-acting decay heat removal

Testing the inherent safety features of reactors is one of the most important tasks for further work.
Some main aspects of fulfilling the principle self-acting decay heat removal have been tested very well
during the development of the pebble-bed HTR. Table 2 provides an overview of experiments which
have been carried out and which are planned. Important experiments that have been performed are:

» The measurement of the effective heat conductivity Ay of the pebble bed is dependent on the
temperature inside the reactor core. This parameter directly influences the maximum
temperature and the temperature distribution inside the core during a loss of coolant accident.
Heat transfer by conduction, thermal radiation and free convection in the core region are
summed up in this quantity A, which has been measured in several experiments.

e Experiments to measure the temperature distribution inside a large arrangement of fuel
elements, to control the dynamic temperature profiles and to thereby validate computer codes
for the calculation of the three-dimensional real temperature distribution in the core, were
carried out in the experiment SANA.

e Experiments to measure the heat fluxes and the temperature distribution from the structures of
core internals into the reactor vessel and from there to the surrounding concrete cell outside
the reactor vessel have been performed in the experiment INWA.

* An experiment to measure the heat fluxes including free convection from the surface of the
reactor pressure vessel has been carried out in Japan in the framework of the HTTR project.

e A red reactor experiment has been carried out with the AVR reactor in Julich. The loss of
shut down and of active cooling were simulated by switching off the blower power and
measuring the dynamic behaviour of the reactor system.

* Inthefuture a 1/1 large-scale experiment for a “real reactor” can be carried out, in which the
decay heat is ssimulated by electric heating. All accidental situations can be simulated in this
model and measurements can indicate the system behaviour as well as the accuracy of codes.

A lot of experiments on the measurement of Ay (T) have been performed and form the basis to
calculate the transport of decay heat inside the core. Figure 7 shows a typica arrangement and results
of these measurements.

A large simulation experiment regarding the self-acting afterheat removal from a pebble bed was
carried out in the Research Centre Jilich. In the experiment SANA-1, a pebble bed with 9 500 graphite
balls of original size was heated by electric resistant heating to maximum temperatures of 1 200°C
[see Figure 8(a)]. The temperature transients in the system are measured; they alow to validate computer
codes for analysis of accidents and to measure the effective heat conductivity in a pebble bed.

Task and objectives of this experiment up to now include were measurement of time dependent
three-dimensional temperature distributions, determination of effective heat conductivity as a function
of the temperatures in the core, provision of data sets for the code validation (THERMIX/DIRECT,
TINTE) and statements concerning free convection phenomena which are important in case of
accidentsin the real reactor.

The measured values of A« (T) [see Figure 8(b)] are in good agreement with results from smaller
test installations and from theoretical considerations on the overall heat transport in pebble bed.
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Table 2. Experimentsto verify the principle of self-acting

decay heat removal from the pebble bed reactor

Experiments | Status | Description Charact_erlstlc CIENEE FETETE i Results

of experiments data temp.

SANA-1 Finished | Pebble bed 1 m diameter Pebble-bed with |1 200 * Mg (T)upto
heated 1 m height 6 000 balls of 1200°C
electrically 6 cm diameter « Influence of free

convection
» Transients

SANA-2 Planned | Pebble bed Demonstration of | Section of core  [<1500 |« A 4 (T)
heated the chain of (height 1 m, 20°) « Influence of gaps
eectrically passive heat o Transients

transport

Aest Finished | Pebble-bed | Experimentswith [Ballswith6cm [1200 | A 4 (T)

measurements arrangement  [some 100 balls | diameter

INWA Finished | Section of 1/1 section of 2 m2 areaof RPV |600 » Heat flux of
RPV and RPV and cooling |and cooling 04 kW/mz2
outer cell system system o Heat transfer in

9aps

AVR Finished | Pebble-bed | Experimentsfor |50 MW core <1300 | Concept
nuclear reactor without |3 m diameter demonstrated in
reactor and with pressure areal reactor

Large-scale | Planned |Reactor Demonstration of |3 m diameter <1500 |e Demonstration

experiment model heated |principleinfull |8 mheight, full scale
electricaly scale 1..2 MW heated non-nuclear

electrically  Other accident
demonstration
Figure 7. Measurement of A« (T) in alarge laboratory experiment
a) Arrangement for measurement of A« (T) in a pebble bed
b) Result for the effective heat conductivity in a pebble bed Ag (T)
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Figure 8. Measurement of Ay (T) in alargetest facility

a) SANAtest facility (diameter: 1.5 m, height: 1 m, 9 500 graphite ballswith 6 cm diameter, Tmax = 1 600 °C, power 50 KW).
b) Results of measurements in the SANA test facility, for comparison: result of calculations following the theory of Zehner/
Bauer/Schluender (dashed and full lines).
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The transport of decay heat from the thermal shield through the wall of the vessel to the concrete
cell has been examined in the INWA experiment. The arrangement of this facility is shown in
Figure 8. On the inner surface a heat flux of the order of 2 kW/m? is applied, and the temperature
distributions are measured. From these data the heat transfer coefficients for different steps in the
chain of heat transport are deviated.

Figure 9(a) shows a perspective view of the INWA test facility which corresponds to 20° sector
of a proposed pre-stressed cast iron reactor pressure vessel for the 200 MWth Siemens/HTR modular
pebble-bed reactor derived and compared with theoretical analysis. The complete INWA facility was
embedded within thick thermal insulation. A typical trace at some positionsisindicated in Figure 9(b).
After start-up, which includes “overheating” to compensate for the thermal capacities of the components,
steady state is reached after about 100 h. The simulation of a depressurisation event can then be started
at any time. As shown in Figure 9(b) DPE started at about 140 h and lasted approximately 250 h.

The experiment has shown that the decay heat with the heat flux mentioned above can be
removed from the surface of the reactor pressure vessel to the surrounding concrete cell. The wall of
the cell can be additionally cooled by natural convection of air, if ducts for the air are integrated to the
wall of the concrete structure. Thisisimportant if the surface cooler around the vessel fails.
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Figure 9. INWA test facility for demonstration of self-acting decay heat
transport from the reactor pressure vessa to the outer concrete cell

a) Arrangement of facility
b) Temperature profiles for a cast iron wall of a RPV compared to a steel vessel, @ cooling at 38°C, @ no cooling
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The experimental pebble-bed reactor, AV R, was successfully operated between 1967 and 1988 in
the Research Centre Jilich and was used for many safety experiments. One experiment was dedicated
to demonstrate the behaviour of this reactor type during a loss of active decay heat removal accident
integrally. Therefore, the helium circulators were stopped and the four control rods were blocked in
full power position.

As a consequence of the large negative temperature coefficient of the reactivity the nuclear chain
reaction stopped immediately. The decay heat was self-actingly transferred from the reactor core
through the core internals to the outer structures surrounding the reactor vessel, the temperature in the
reflector noses stayed below 700° and the temperature of the fuel elements never rose above 1 200°C,
as three-dimensiona calculations have shown. It was necessary to calculate these values, because
there were no thermocouples inside the pebble bed. The position of the reflector noses, however, is
very near the centre of the core and the heat transfer mechanism inside the core is well known.
Therefore, the uncertainty of the temperature calculations inside the pebble bed is expected to be
small. Figure 10(a) displays some of the calculation results for this case.

Figure 10. Aspects of theloss of decay heat removal in AVR (50 MW)

a) Temperature distribution inside the AVR reactor in loss of decay heat removal accident calculations for the assumption:
loss of control and loss of active decay heat removal, reactor under pressure

b) Temperature distribution inside the AVR reactor in loss of decay heat removal accident calculations for the assumption:
loss of control and loss of active decay heat removal, reactor without pressure
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It was stated that the decay heat was partialy removed by free convection from the core through
the top reflector to the steam generator above the core. The reason was that the reactor was still under
pressure, which favours the free convection processes to the “cold” steam generator.

Therefore, an additional experiment was planned and is already licensed: the loss of coolant and
failure of all active decay heat removal. The pre-calculation showed that the fuel temperature would
stay below 1 400°C even in the hottest part of the reactor in this accident [see Figure 10(b)]. Due to
political reasons in Germany and the anti-nuclear politics of some political and local parties, this
experiment was not carried out before decommissioning of the AVR.
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In afull-scale experiment the self-acting decay heat removal and some other accidents related to
an inherently safe HTR can be carried out, if the decay heat is simulated in the pebble bed similar to
the technology of the SANA experiment (Figure 11). The planning and realisation of such an experiment
could be important from the viewpoint of future public acceptance.

Figure 11. Proposal for afull-scale experiment for the demonstration
of the self-acting decay heat removal from the pebble-bed reactor core

surface cooler
electrical heater

Considerations on thelimitationsto the principle of self-acting decay heat removal

Of course one has to consider the consequences to be taken into account if, in addition to the loss
of coolant and the failure of active decay heat removal accidents, another event occurs. Examples are
the ingress of large amounts of air and steam as well as the failure of reactivity control systems.
Figure 12 shows the additional effects which are important with respect to HTR design. It is necessary
to ensure even in these cases that the fuel temperatures stay below 1 600°C and that the fuel elements
stay intact, thus retaining the fission products inside the coated particles.

As an example, the concept of thermal stability must be fulfilled along with the nuclear stability
in the case of the pebble-bed core of the ESKOM reactor concept (PBMR). In this reactor a very
hypothetical beyond-design accident is considered. It is assumed that there is a loss of coolant along
with a loss of active decay heat removal and the rapid loss of the first shut-down system. The fuel
temperature stays below 1 600°C in this case too.
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Figure 12. Potential impacts on the nuclear power plant
which influence the concept of self-acting decay heat removal
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In an ideal way mechanical stability is achieved by burst-protected primary enclosures. This
includes gaining additional chemical stability, insofar as air ingress into the primary system is
considered. Only very small amounts of air can ingress into the primary system and, therefore, the
corrosion of fuel e ements and graphite structuresis strongly limited to acceptable levels.

Concluding remarks

HTR plants can be reaised with high efficiency and inherent safety. The reactor system can be
designed to fulfil the requirements of catastrophe-free nuclear technology, that being the restriction of
fission product release in all accidents to less than 10~ of the inventory. The core can never melt or
overheat to temperatures above 1 600°C. Through the use of an annular core athermal power rating of
300 MW or even more can be realised.

This safety behaviour can be demonstrated in an integral full-scale experiment. This experiment
can be carried out with areal reactor, because the core will not be destroyed by these experiments and
thus the consequences of the accident demonstration are insignificant.

In addition to the application for steam generation, the reactor system can be used for coupling

with gas turbine cycle, combined cycle and process heat applications. This reactor is especially
attractive for cogeneration processes.
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The power plant is economically attractive compared to other future options, including world
market coal, especialy if a series production is realised a modular design of larger power. Furthermore,
worldwide fabrication of components will remarkably reduce the cost.

The potential world market for a reactor having such a broad spectrum of applications is large.
Nevertheless, international co-operation is necessary to establish this type of reactor technology

worldwide.
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Abstract

The UK has a history of the successful design, construction and operation of graphite-moderated
gas-cooled reactors. In particular, a central role was played in the original development of HTR,
focused upon the construction of the DRAGON prototype reactor at Winfrith. In this regard there was
a particular expertise built up around the performance of the fuel particles, and also in the area of
graphite oxidation from potential coolant impurities.

The revival of interest in HTR through the development of GT-MHR and PBMR modular designs,
through continuing national programmes such as ACACIA in The Netherlands, HTTR in Japan and
HTR-10 in China, and the general potential for co-generation and inherently safe operation, has
renewed the interest of the principal UK centres of reactor expertise, which are particularly focused
upon the PBMR design. This review covers the present activity of principally NNC Ltd, BNFL and
AEA Technology plc; in addition, the activities of some smaller UK companies in support of the
programme are a so described.
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I ntroduction

At the previous meeting in 1999, Beech and May [1] discussed the experience of the UK in
gas-cooled-reactor and high-temperature-engineering technologies, from the particular perspective of
NNC Ltd. In the intervening two years, there have been very significant developments in the
conception and design of small-scale modular HTRs, both through national programmes in Japan,
China and The Netherlands and through international collaborations, notably with the pebble-bed
modular design (PBMR) and the GT-MHR concept, taking on board the principle of inherently safe
engineering and, particularly in this last case, the capability to utilise weapons-grade plutonium in the
fuel. These devel opments are usefully summarised in an IAEA TECDOC [2].

The UK nuclear industry, both through its established large organisations and also through the
involvement of smaller specialist companies, is making a major contribution to these developments,
particularly in relation to the PBMR.

This paper has three purposes:

e To briefly review the particular skills and design experience which have arisen through the
extensive programme of production and commercial power-producing graphite-moderated
reactors, including participation in the DRAGON Project.

* Tosummarise the present participation of UK organisationsin the developing HTR activity.
* Toindicate the particular areas where major contributions might be expected in the future.

The paper does not claim to be exhaustive. It has been compiled from largely published
information and from the perspective of an independent consultant graphite specialist, previousy from
the commercial nuclear electricity industry, with the assistance of co-authors from NNC Ltd, Serco
Assurance (formerly AEA Technology plc) and BNFL. There are almost certainly some significant
omissions, especialy in regard to the contributions of smaller organisations, and to these we offer an
apology and an invitation to bring the record up to date for any future revision of thisreview.

The UK gas-cooled reactor experience

The UK programme began at the end of the 1940s with the construction of two small graphite
piles at Harwell — the Graphite Low-Energy Experimental Pile (GLEEP) and the British Experimental
Pile Zero(BEPO), and these were followed by two large production piles at Windscale. The infamous
fire in 1957 was both a set-back and a signal that a successful commercial plant would require to be
operated with a higher graphite temperature to limit the accumulation of Wigner energy, and the
construction of eight small Magnox reactors followed at Calder Hall and Chapelcross, al of which
continue in operation today. The subsequent fully-commercial Magnox programme saw the
construction of a further 18 larger reactors, the final ones incorporating the pre-stressed concrete
pressure vessel concept which was used for the next generation of advanced gas-cooled reactors
(AGRs). Ten of these Magnox reactors continue in operation at thistime.

The AGR programme, which saw the graphite temperature raised to approximately 700 K and the

maximum coolant temperature at around 930 K, consisted of 14 reactors all of which continue in
operation.
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This activity within the UK has provided organisations and individuals with skills in two very
relevant fields for the new HTR initiatives:

» There is great experience in manufacturing graphite to particular specifications, and in
researching and understanding its behaviour under irradiation, particularly with respect to
neutron damage, the generation of stresses in complex components through differential
dimensional change and the effects thereon of therma and irradiation creep, and in both
thermal and radiolytic oxidation processes in both carbon dioxide and in air.

e Great experience in the requirements for licensing of a gas-cooled graphite-moderated plant,
and the production of related safety cases with particular emphasis on life extension in the
presence of limited component failure.

In addition, many useful lessons have been learned in other technological areas such as the
mechanisms of corrosion of various types of stedls, pressure-vessel embrittlement, and the development
of sophisticated remote-handling and viewing equipment for the internal inspection of reactors and for
the replacement of interna reactor systems. These issues, and many more, are discussed in papers
given at two conferences organised by The Institution of Mechanical Engineers (London) on Magnox
reactors and AGRs, respectively [3,4].

A separate but very valuable experience for the UK nuclear industry was the participation in
the DRAGON Project, culminating in the construction of the prototype HTR at Winfrith Heath.
The achievements of all the international partners are summarised in the closing report [5].

In the graphite area, one of the most important lessons was the understand that existing graphites
available at the time for the construction of the fuel matrix were much too permeable, and unsuited to
control the transport of fission products from failed fuel particles; an extremely high purge flow
comparable to the primary circuit flow would have been required, and this led to the development of
commercial low-permeability fine-grain graphites and also to the employment of furfuryl alcohol as an
impregnant for in-situ polymerisation, a process first defined at The Royal Aircraft Establishment,
Farnborough. The programme aso gave a wide experience of the characterisation of different graphites
using the MTR reactor at Petten in The Netherlands, experience further augmented later in support of
AGRs using UK MTRs at Harwell as well as BR2 in Belgium and Silée at Grenoble in France. Such
investigations continue in support of the existing reactor programmes even today, with both BNFL
Magnox Generation (for the Magnox reactors) and British Energy Generation Ltd (for the AGRS)
conducting graphite-irradiation investigations at Idaho Falls (USA) and Halden (Norway) respectively.
The DRAGON Project aso introduced the first significant experiments on graphite creep to the UK
industry.

These examples relate only to the graphite; there were many other examples of the learning
process in developing reactor technologies which were to the benefit of all the participating countries.
Perhaps one of the most important was an understanding of the so-called “amoeba effect” of kernel
transport along athermal gradient in particul ate fuel. One important discipline which is now becoming
much more significant is in the area of safe storage of closed plant and the preparations for full
decommissioning. Thisisthe subject of another paper to this meeting [6].

We now review some of the current activities within the UK in support of current HTR
devel opment.
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NNC Ltd
General background

A known and stable regulatory environment was established for light water reactors (LWRS)
many years ago. Modular and other current designs of high-temperature reactor are, however, very
different from LWR, with a number of inherent safety features. In order to establish a common
European safety approach and identify significant issues for this type of reactor, as described in [7],
a number of EC sponsored 5™ Framework projects have been established. In addition to participation
in the HTR co-ordination project (HTR-C) that will be responsible for co-ordinating the activities for
the programme as a whole, NNC is a co-ordinator and partner in a number of technical projects, as
described below. NNC is also involved in other activities associated with the UK gas-cooled reactor
fleet that are of relevance to HTR devel opment.

Licensing

NNC is one of the partners in the EC sponsored project entitled “High-temperature Reactor —
Licensing, Safety Approach and Licensing Main Issues’ (HTR-L). This project is intended to identify
key safety issues, transient and accident scenarios that will help to define a coherent saf ety approach
for modular high-temperature reactors (producing electricity) in a licensing framework. A classification
for the design-basis operating conditions and associated acceptance criteria will be derived. NNC is
leading the work package that will define rules for the system, structure and component classification
and a component qualification level compatible with the economical objectives.

For economic efficiency, the desired simplicity and compactness of design will only be attainable
if inherent safety features such as first-barrier efficiency and the core thermal inertia are fully accepted.
Many engineered safety features and systems (ESFAS) required for the LWR, such as emergency
core-cooling systems, redundant shutdown systems and multiple pressure-barrier containments can,
therefore, be eliminated or greatly reduced. This should simplify the accident sequences that will
require anaysis compared with the complex accident scenarios in LWR. Accident management will
also be simpler because of lower system complexity and greater time to react because of increased
core thermal inertia.

Although, as indicated above, an HTR will probably be more able to tolerate fault situations than
many other reactor types, it is probable that these abilities are differences in emphasis, rather than
fundamental differences in behaviour. The safety report underpinning the safety case for an HTR will
theoretically need to start by assuming all possible failures (i.e. that which is not unphysical) and by
demonstrating during the safety analysis that unguestionable physical phenomena, etc., render the
most limiting design basis accidents acceptable. Along with our partners, NNC will be working to
propose rules that will make the licensing process for an HTR in Europe acceptable in both safety and
economic terms.

Besides its participation in the HTR-L project, NNC is supporting the South African Nuclear
Regulator (NNR) in the assessment of the safety case for the pebble-bed modular reactor (PBMR).
Aspects of the safety case are being reviewed in order to identify the degree of compliance with NNR
regquirements and international standards.
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General high-temperature engineering

NNC is the co-ordinator for the EC sponsored 5" Framework project entitled “High-temperature
Reactor — Materids” (HTR-M) project. This four-year project covers experimental work on graphite
oxidation, turbine materials mechanical properties and irradiation effects in RPV steel. Further
information on this project isgivenin [8].

NNC's high-temperature corrosion and metallurgical facilities are located at Risley Laboratories.
They play an important role in the extended operation of the UK gas reactor fleet. The knowledge and
expertise gained from the operation of these facilities, particularly breakaway oxidation, carburisation
and metal dusting, is being used in assessments of the effects of impurities in helium on HTR vessel
materials.

Breakaway oxidation is a rapid form of oxidation whereby sub-surface oxidation disrupts the
protective oxide film on some steels. Metal dusting is aform of heavy carburisation that can occur in
low oxygen, high carbon environments in which carbides form and tunnel around and loosen grains of
metal in the stedl.

NNC is also one of the partners in the HTR Components (HTR-E) project. This project aims to
examine the technologies involved in the key component areas that are expected to influence safety,
cost and operability. The involvement will be mainly in the tribology and gas purification areas, where
we will provide information from our operating experience of gas reactors.

Fue and waste management

NNC is a partner and work-package leader in the Reactor Physics and Fuel Cycle Project
(HTR-N). The overall objectives of this project are the development of core physics and fuel cycle
reguirements to meet the needs of the current and future modular concepts of HTR. The management
of graphite is akey issue athough the single largest task is the analysis of spent fuel arisings. NNC is
the work-package leader for developing a strategy for dealing with and minimising HTR wastes, and
will also input its experience with the DRAGON reactor and comparative assessments against UK
gas-cooled reactors.

UK graphite

In addition to the work on graphite disposal in the HTR-N project described above, NNC is
undertaking a number of other tasks associated with graphite behaviour, principaly in AGRs, that will
be relevant to HTR.

As the graphite core structures in a reactor age, and get increasingly irradiated by fast neutrons,
the individual fud and control rod channels, and the individual graphite blocks within them, become
dightly distorted. The safe operation of reactor cores containing graphite requires that the distortion
remain within acceptable limits under all normal operating and fault conditions. Sophisticated computer
models of the AGR cores have been developed which allow bounding channel distortions to be
determined. NNC has designed and built three separate rigs that are being used for the validation of
these computer models. The first is a large 3-D rig which can accommodate up to 48 full size fuel
bricks as a4 x4 x 3 array, which has been used to gain an understanding of the mechanical behaviour
of assemblies of bricks (forces, displacements, rotations). The second is a 2-D rig containing a 25 full
section brick slice (100 mm thick) arrangement, which has primarily been used to investigate the
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effect of components with through wall cracks. The third is a one-eighth scale model of a full core
(containing up to 5500 fuel bricks) which is being used to confirm numerical predictions using a
substantialy larger number of components.

In addition, almost every graphite property is affected by fast neutron irradiation and by radiolytic
oxidation when in oxidising coolant compositions. Various computer codes are used to make predictions
about the current and future states of the graphite core. Regular monitoring is used to confirm that the
cores are behaving as predicted. At each statutory outage, therefore, a number of fuel channels are
de-fuelled and a device known as the Channel Bore Measurement Unit is deployed into these channels
to make accurate measurements of individual brick bore diameters and brick tilts in orthogonal planes.
NNC is comparing the individua brick bore diameter measurements against computer predictions and
the tilt measurements are then used to construct the overall shape of the channel. Another device is
deployed to remove small cylindrical samples from the bores of fuel bricks by trepanning. These samples
are subsequently tested to determine the amount of radiolytic oxidation suffered and important
mechanical/physical properties such as strength, Y oung’s modulus and CTE.

A considerable amount of work is being done to assess the effects of brick cracking on core
functionality, and to develop improved computer codes relating to core modelling. Once these codes
have been validated using data from the NNC test rigs they will be suitable not only for work on the
AGR fleet but, with suitable further validation, for the assessment of graphite behaviour at the
elevated temperatures to be anticipated in an HTR.

Serco Assurance (formerly AEA Technology Consulting)

Serco Assurance traces its routes through UKAEA to AEA Technology Reactor Services SRD
and finaly to the recent divestment from AEA Technology Consulting. Obvioudly, its staff have
brought with them the wealth of experience and knowledge gained during their previous work with the
precursor organisations. A maor part of this experience was gained in the development and
assessment of reactor core structures and fuel designs covering all the mgjor UK reactor design
projects over the last 30 years, i.e. Magnox, AGR, PWR, SGHWR, PFR and CFR/EFR. The experience
spans the full range of skills needed to develop a reactor design from concept to a detailed design.
However, Serco Assurance staff have particular specialist knowledge in the detailed assessment of
graphite core structures and the effects of irradiation on the material properties and the component
distortions. This has been gained through the analysis of Magnox and AGR core components which
has been carried out for BNFL and for British Energy Generation Ltd.

In the light of this wide ranging and specialist experience, Eskom invited AEA Technology
Consulting in 1999 to develop the PBMR core structure design from the basic conceptua layout
through to a detailed design which could be accurately costed and constructed. The scope of the task
covered the compl ete fixed core structure inside the RPV. This includes the core barrel, the core support
structure and the graphite reflector i.e. everything in the core except the fuel and the control/shutdown
systems.

One of the first tasks was to assess the nuclear graphites currently in production or which would
be available for use in the PBMR core and to generate a database of properties which would enable the
behaviour of the core structure to be predicted. Very little irradiation data were available on the
candidate materials and therefore the database had to be constructed using historical data from
graphite with similar microstructures. This was done by suitable manipulation and combination of data
from two existing data sets, including the IAEA International Database on Irradiated Nuclear Graphite
Properties[9].
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The task of the design team was to develop the outline South African concept, which had been
based on the German HTR Modular design, to match PBMR operating conditions in terms of fluence
levels, temperatures and operational modes. The starting point for much of this process was the core
thermal-hydraulic analyses. Analyses of the whole core and of specific regions were performed for
both normal operating and loss of forced cooling conditions. Determination and reduction of leakage
flows was particularly important. Optimisation of the insulation layout and selection of suitable
materials was a particularly complex task as conditions in PBMR in terms of loads and temperatures
are significantly more onerousthan in earlier HTR designs.

Based upon these thermal data and upon the applied loads, materias for the core barrel and the
support structure were selected. Component designs which emphasised ease of manufacture and stiffness
were then developed and subjected to stress analysis. For the graphite reflector, the principal tasks
were, firstly, to derive abrick layout for which all the components would fit within the envel ope of the
available raw material sizes and then to assess the component lifetimes. Detailed stressing calculations
were performed on critical bricks to determine the component internal stresses and distortions caused
by irradiation. The constructed graphite data set, together with the thermal-hydraulic and fluence data,
were the basic inputs to these calculations.

In addition to these activities, core instrumentation was selected and its layout was assessed.
The core shielding regquirements were reviewed and detailed supporting calculations were performed.
Graphite and carbon physical properties and compositions were measured.

Finally, a detailed tender exercise was undertaken. Very detailed specifications for al the core
components, including the graphite/carbon, the barrel, the assembly, the instrumentation, the shielding,
the insulation, etc., were written and tenders for supply were requested from suitable manufacturers.
On receipt of responses, the tenders were evaluated and the overall cost of manufacture and assembly
was determined.

PBMR used the outputs from Serco Assurance as a mgjor input to the Design Feasibility Study
Report, which has been completed recently.

British Nuclear Fuelsplc (BNFL)
Background

In recent years, BNFL has grown from being a predominantly UK-based fuel cycle company to a
globa provider of nuclear services, employing some 23000 staff across 17 countries. With the
acquisition of the Westinghouse Electric Company and the nuclear interests of ABB, BNFL is now
involved in al aspects of nuclear power, from the processing of uranium ore, through enrichment, fuel
fabrication, transport, reactor supply and maintenance, reactor operation, spent fuel management, and
waste treatment and decommissioning. BNFL’s historical involvement in HTR systems arises both
from its UK experience in the manufacture of fuel for the DRAGON project at its Springfields site
(and from investigations into the manufacture of plutonium micro-spheres at the Sellafield site for the
UK fast reactor programme, which utilised a similar fabrication technique), and from the unrivalled
experience of Westinghouse Reaktor in Germany, whose forerunners designed and constructed both of
the German pebble-bed reactors: the AVR at Julich and the THTR at Schmehausen.

Moreover, through the operation of its Magnox reactor fleet, BNFL has acquired a considerable

knowledge of the licensing, operation, inspection and maintenance of gas-cooled graphite-moderated
steel pressure vessel reactors. Finaly, through the research and experience which underpin the continued
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operation of the Magnox fleet, together with the design and manufacture of the graphite-sleeved AGR
fuel elements, BNFL has acquired considerable knowledge and experience of the behaviour of
graphite components during irradiation.

Current HTR activities

BNFL, through its Research and Technology Directorate, is currently one of the four investorsin
the South African Pebble-bed Modular Reactor (PBMR) project, along with the South African utility
Eskom, the Industrial Development Corporation of South Africa (IDC) and the Exelon Corporation of
the USA. This consortium has funded the preliminary design of the direct cycle PBMR system and its
associated fuel fabrication facility, which culminated in the production of a Detailed Feasibility Study
Report in the summer of 2001. BNFL, in association with the other PBMR investors, is currently
conducting a thorough review of this DFS report, in order to determine the technical and economic
feasibility of the project.

In addition to its role as an investor in the project, BNFL Group companies also supply design and
consultancy services. For example, BNFL, together with Nukem of Germany and EMS of South Africa,
has collaborated on the preliminary design of the PBMR fuel plant, in close association with both the
PBMR design team and the Nuclear Energy Commission of South Africa (NECSA). Similarly,
Westinghouse Reaktor has provided consultancy services to the project, and has provided key inputs
to the design of the core internals and to the reactor control system. There are also numerous direct
inputs in small specidity areas; for example, BNFL expertise is being brought to bear to evaluate any
risk associated with thermal oxidation of graphite or graphitic components from impurities in the
coolant, whilst the Littlebrook engineering facility, which specialises in the design and construction of
remote-handling equipment for viewing, maintenance and replacement work on reactor internas, is
evaluating the feasibility of areplacement of the PBMR reflector.

In addition to its role in the PBMR project, BNFL is also involved in the European 5" Framework
HTR projects, which are described in detail in Ref. [7] and in an earlier section. In the HTR-Fuel
project, BNFL is involved in activities to secure historical knowledge of HTR fuel developments in
partner countries, which will include a detailed review of the fuel developments in the DRAGON
project, as well as contributions to the development of a European HTR fuel modelling code. In the
HTR-Neutronics and Fuel Cycle project, BNFL is aso contributing to the studies of Pu burning in
HTR systems. BNFL is also a partner in the European HTR Technology Network, which co-ordinates
and fosters the research activities carried out in the Framework programme.

Finally, BNFL also participates in the gas-cooled reactor working group of the US DOE's
Generation IV programme, and in the IAEA’ s technical working group on gas-cooled reactors.

British Energy plc

British Energy’s role in the United Kingdom is essentially limited to the operation of 14 AGRs,
but the parent company as a whole has much wider internationa interests. Whilst the principal
interests within the UK are obvioudly associated with the management of reactor ageing and life
extension where possible, there are numerous areas in which such matters coincide with issues of
immediate relevance for HTR and where British Energy personnel could make valuable contributions,
should the company elect to participate. Asjust one example, the company has devel oped considerable
expertise in the prediction of graphite behaviour and eventual component failure, as a consegquence of
which it is highly proficient in irradiation effects in graphite; discussions are in progress about
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participation in a proposed international collaborative irradiation programme to address perceived
deficiencies in the knowledge of creep behaviour which is planned serve the interests both of the new
HTR designers and the existing reactor operators.

Smaller companies

When reviewing the major contributions of the very large nuclear engineering and consulting
concerns and reactor operators, it is easy to overlook the important contributions of other, sometimes
smaller, companies to HTR development. Here we mention just a few other organisations whose
contributions have come to the attention of the authors: to those which have been omitted we can offer

only an apology.

Rolls Royce, for example, has enormous expertise in the field of gas turbines, and has offered to
review the Brayton Cycle as employed on PBMR and compare it with similar cycles such as their
WR21 marine application. Initially, this offer has been declined, although there is some possibility of
reviving the option as the PBMR design becomes more mature. Alstom, through their Whetstone
plant, are aso understood to be extremely interested in tendering for the design and supply of turbo
machinery.

Other UK expressions of interest have included a novel recuperator design from Heatric, and
insulation materials from DarChem, although a later version of the PBMR design appears not to have
identified a requirement for insulation.

It is also important to note that not all expressions of interest in HTR which have reached other
UK companies relate just to the PBMR. As an example, a small West-Country Company, Bradtec
Decon Technologies Ltd, which has specialised in the application of novel chemical decontamination
methods to water-reactor circuits, is about to commence an Electrical Power Research Institute (EPRI,
California) contract concerning the potential contamination of leading turbine blades with "°Ag.
Forward-facing surfaces are considered to be vulnerable to this contamination from fission products,
and the half-life of '°Ag is such that there could be a need for a two-year storage period before
maintenance. Whilst thisis a generic project which would be applicable to both PBMR and GTHMR,
it isthe latter which is the prime motivation in this case. The objective isto determine whether thereis
indeed a problem and, if so, to consider both chemica cleaning methods and also the possibility of
using coated blades whereby the coating is removed and replaced.

Resume

As may be seen from this brief review of current activity, UK companies, both large and small,
are making major contributions to the development of a new generation of HTRs in a wide variety of
fields from engineering design through fuel development to performance and licensing. These inputs
are possible both as a result of a wealth of experience on other gas-cooled and graphite-moderated
nuclear plants, and also through innovative approaches to particular problem areas. It is expected that
this activity is likely to broaden in scope as the two principal HTR projects (PBMR and GT-MHR)
mature.
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Abstract

Embrittlement caused by high-energy particle irradiation is the critical concern for structural materials
exposed to radiation environments. In particular, refractory metals such as molybdenum and tungsten
are known to exhibit serious embrittlement even after low-level irradiation. It is believed that radiation
embrittlement arises from radiation hardening and thus inevitably occurs since irradiation aways
causes significant hardening. Radiation hardening is mainly due to irradiation-produced defects and
therefore it has long been believed that the only way to relieve radiation embrittlement is to suppress
radiation hardening by introducing alarge number of sinks for irradiation-produced defects.

Recent progress in both the development of irradiation rigs [mainly performed in the Japan Materials
Testing Reactor (IMTR)] and materials fabrication techniques has enabled to alter this understanding
of radiation embrittlement. It was found that fast neutron irradiation caused a remarkable increase in
low-temperature ductility of refractory metal by approximately five times as measured with impact
three-point bending tests, regardiess of significant radiation hardening. This ductility increase due to
irradiation is directly opposite to radiation embrittlement and is called radiation-induced ductilisation
(RIDU). The only possible explanation for the occurrence of RIDU is that since many materials have
microstructural inhomogeneity including grain boundaries and interfaces that may act as crack
initiation and/or propagation sites, such weak places are strengthened (i.e. become more resistant to
fracture) by irradiation and its beneficial effect is much larger than the detrimental effect of radiation
hardening. The strengthening of weak places through irradiation was attributed to radiation-enhanced
precipitation and segregation which occur preferentialy at weak grain boundaries under high-energy
irradiation.

Effects of precipitation and segregation on mechanical properties of materials depend strongly on the
species and contents of precipitates and segregated elements. It is therefore important to control the
compositions and contents of constituents so that radiation-enhanced precipitation and segregation
may have the beneficial effect of strengthening the weak places. For the control, we can make good use
of the data obtained so far for un-irradiated samples. As radiation-enhanced precipitation and segregation
may occur easily as the irradiation temperature is increased, it is expected that high-temperature
irradiation can be a good tool for improvement in mechanical properties of materials.
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I ntroduction

Molybdenum and tungsten, the Group Vla refractory metals, have many advantages such as high
melting point, low thermal expansion coefficient, low vapour pressure, high thermal stress factor, low
sputtering yield, low tritium inventory and excellent compatibility with liquid metals. However, they are
known to exhibit serious embirittling effects, including low-temperature embrittlement, re-crystallisation
embrittlement and radiation embrittlement. Among these, radiation embrittlement may be the most
crucial problem, which restricts the use of refractory metals as components exposed to radiation
environments[1-21].

It is believed that radiation embrittlement inevitably occurs because it arises mainly from
radiation hardening and high-energy particle irradiations always cause significant hardening except for
high-temperature irradiation, where recovery of radiation hardening may occur. Radiation hardening is
mainly due to irradiation-produced defects and therefore it has long been believed that the only way to
relieve radiation embrittlement is to introduce a large number of sinks for irradiation-produced
defects.

On the other hand, materials have weak places due to heterogeneity in microstructure, such as
grain boundaries and phase boundaries which will act as crack initiation and propagation sites and be
responsible for embrittlement. Since high-energy particle irradiations can cause a variety of changesin
microstructure, it is expected that in some cases irradiations may produce a microstructure having
improved resistance to fracture by strengthening the weak places. This may lead to improvement in
ductility and toughness of materials as long as the beneficia effect of strengthening the weak places
exceeds the detrimental effect of radiation hardening.

In thisreview, first, the degree of radiation embrittlement in commercially available molybdenum
aloysis shown taking TZM as an example. TZM is most widely used among molybdenum alloys and
is known to exhibit the highest low-temperature toughness in the un-irradiated condition. Then, it is
shown that the radiation embrittlement is much improved by controlling microstructures. Emphasis is
placed on the occurrence of radiation-induced improvement in ductility in a microstructure-controlled
molybdenum alloy and its mechanism.

Experimental

The most effective microstructure for simultaneous improvement in the low-temperature
embrittlement, re-crystallisation embrittlement and radiation embrittlement will be fine grains and
finely dispersed particles of transition metal carbides [22], the explanation of which is given in Figure 1.
In order to achieve such microstructures, the powder metallurgical method including mechanical
aloying (MA) and hot isostatic pressing (HIP) processes were used with the starting materials of
commercialy available powders of pure molybdenum (an average particle size 5 um and purity 99.9%)
and TiC (0.57 um, 98%). Since gaseous intergtitial impurities of oxygen and nitrogen have a detrimental
effect of promoting embrittlement, all powder treatments were conducted in a specially designed glove
box with purified argon. Hipped compacts were hot forged and hot and warm rolled to approximately
1 or 2 mm thick sheets. The chemical analysis of the sheets showed that carbon added as TiC are dl
retained and the impurity contents of oxygen and nitrogen were approximately 1 000 and 100 wt. ppm,
respectively.

From the sheets of developed molybdenum aloys and TZM (Mo-0.5Ti-0.1Zr), miniaturised

smooth bend bar specimens having dimensions of 1 mm by 1 mm by 20 mm and the longitudinal
direction parallel to the rolling direction were prepared. The specimens were irradiated with fast
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Figure 1 Explanation of the microstructure required to simultaneously

improvethe low temperature embrittlement, re-crystallisation
embrittlement and radiation embrittlement in refractory metals
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neutrons from 0.01 to 0.1 dpa (displacement per atom) at 573 K and at controlled cyclic temperatures
between 473 and 673 K and between 573 and 773 K with one and five cycles in the Japan Materials
Testing Reactor (JMTR). The details of the temperature-cycle irradiation technique were described
elsewhere [23].

The un-irradiated and irradiated bend bar specimens were impact three-point bending tested to
examine the effect of irradiation on impact ductility and strength using a specially designed, electrically
controlled hydraulic machine [24] with the span of 12.5 mm and the velocity of approximately 5 m/s.
The impact tests are more useful to evaluate the toughness of molybdenum and its aloys than the
static three-point bending tests [25]. Signals of load time and displacement time were recorded by
transient memories and then read by a personal computer to analyse the data. Fracture surfaces of
impact tested specimens were examined by scanning electron microscopy (SEM) to determine the
fracture mode. Transmission electron microscopy (TEM) observation and energy dispersive X-ray
(EDX) anaysis were made with JEM 4000FX operating at 400 kV in the Oarai Facility of Institute for
Materials Research (IMR) at Tohoku University.

Results and discussion
Resistance to radiation embrittlement in TZM

The studies conducted so far on the effect of high-energy neutron or proton irradiation on the
ductility of molybdenum and its aloys showed that significant radiation embrittlement occurs, however,
the degree of radiation embrittlement depends strongly on pre-irradiation heat treatment and irradiation
condition [1-7,10-21]. Therefore, at first the effect of heat treatment on radiation embrittlement was
examined using TZM specimens with three different microstructures, i.e. the as-rolled, stress-relieved
and fully re-crystallised conditions. It was found that although all specimens show an increase in the
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ductile-to-brittle transition temperature (DBTT) by the very low level of neutron irradiation to 0.01 dpa
at 573K, there is a considerable difference in the magnitude of DBTT shift among the three
microstructures. The DBTT shifts for the as-rolled, stress-relieved and fully re-crystallised conditions
were 60 K, 140 K and more than 220 K, respectively, indicating that TZM in the as-rolled condition
exhibits the highest resistance to radiation embrittlement. Therefore, the effect of irradiation condition
on the resistance to radiation embrittlement was conducted for the as-rolled TZM.

Figure 2 shows the test temperature dependence of load-displacement curves for the as-rolled
TZM before and after irradiation under four different conditions. In the figure, as the test temperature
decreases, the abrupt drop appears on the curve. This drop represents the occurrence of brittle fracture
and shows the break of the specimen. When such an abrupt drop was absent, the specimen did not
break and showed a full bend, which corresponds to the deflection of approximately 8-9 mm. It is
obvious that the present impact test gives a very distinct transition from ductile (full bending) to brittle
regions where fracture occurs in a completely brittle manner below the yield stress. It should be noted
that the DBTT for un-irradiated TZM is around 250 K, but it significantly increases to around 460 K
by a low-leve irradiation to 0.1 dpa. This result may give a very pessimistic view for the use of
molybdenum and its alloys in radiation environments.

Figure 2. Impact load versus displacement curvesfor TZM in the as-rolled (a) and
irradiated with fast neutronsto 0.01 dpa at 573 K (b), 0.08 dpa at 573/773 K for five
cycles(c), 0.1 dpaat 473/673 K for one cycle (d) and 0.1 dpa at 573/773 K for one cycle (e)
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Resistance to radiation embrittlement in developed molybdenum alloys

The effect of irradiation on the low-temperature toughness was examined for the developed
molybdenum alloys. Figure 3 shows the test temperature dependence of total absorbed energy for
developed alloys and TZM irradiated to 0.08 dpa at controlled cyclic temperatures between 573 and
773 K with five cycles [26]. The total absorbed energy was determined from the integration of impact
load displacement records as was shown in Figure 2. Here, MTC-01, MTC-05 and MTC-10A
represent Mo-0.1%TiC, M0-0.5%TiC and Mo-1%TiC alloys which were fabricated with MA treatment,
and TC-10 represents Mo-1%TiC alloy fabricated without MA treatment. It is seen that the developed
alloys exhibit much higher impact toughness than TZM, i.e. the DBTT is considerably lower and the
upper shelf energy is higher than those for TZM. In addition, the impact toughness increases with
increasing TiC content and the comparison between the curves of MTC-10A and TC-10 indicates that
MA treatment is effective to improve the resistance to irradiation. It should be noted that MTC-10A
shows excellent impact toughness after the irradiation. In view of the fact that the test was not a static
test but an impact test where the strain rate is approximately five orders higher than the former, the
result of MTC-10A seems to be very surprising. Such excellent low-temperature toughness has never
been obtained even in the as-rolled and annealed conditions before irradiation.

Figure 3. Test temper atur e dependence of total absorbed ener gy, Et, for developed
molybdenum alloysand TZM irradiated to 0.08 dpa at 573/773 K for five cycles
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Figure 4 shows the effect of neutron irradiation on the test temperature dependence of total
deflection measured by impact three-point bending (left) and Vickers microhardness measured at room
temperature (right) for MTC-10A [27]. The low-temperature ductility greatly increases after irradiation,
regardiess of the occurrence of significant radiation hardening. Since no appreciable increase in
ductility was observed by similarly thermally treated, but un-irradiated specimens of MTC-10A, such
a notable ductilisation is not due to the effect of thermal annealing during irradiation, but to a
radiation-induced phenomenon. Therefore the phenomenon is called “radiation-induced ductilisation”
(RIDU).
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Figure 4. Effect of neutron irradiation on total deflection by impact three-point
bending tests and Vickers microhardness at room temperature for MTC-10A
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Mechanism for radiation-induced ductilisation (RI DU)

As mentioned previously, the occurrence of RIDU can easily be understood from the viewpoint
that the weak places acting as crack initiation and propagation sites are strengthened by irradiation and
its beneficial effect islarger than the detrimental effect of radiation hardening. It is well known that in
molybdenum high-energy grain boundaries are very weak and are responsible for intergranular
embrittlement [28-31]. In addition, SEM observations of fracture surfaces showed that the fracture of
MTC-10A before and after the irradiation occurred intergranularly. It is therefore reasonable to say
that the occurrence of RIDU is attributable to the strengthening of weak grain boundaries due to the
irradiation.

In order to study the mechanism of strengthening of weak grain boundaries due to the irradiation,
TEM observations were made. Figure 5 shows a TEM micrograph taken from MTC-10A in the
as-irradiated condition [27]. A number of large precipitates are observed. Figure 6 shows the histogram
of the size distribution of larger precipitates which were identified by EDX and eectron diffraction
analysis. It should be noted that the observed precipitates are divided into five kinds of precipitates,
i.e. TiC, (Ti,M0)C and (Mo, Ti)C, which have the cubic structure, and Mo,C and (Mo,Ti),C, which
have the hexagonal structure. In view of the fact that these carbides are non-stoichiometric and the
amount of TiC addition in MTC-10A is only 1 wt.%, these precipitates are presumed to include some
amounts of oxygen and nitrogen impurities. It is also seen from Figure 6 that approximately 60% of
the observed precipitates exist at grain boundaries.

It was reported that there is a stronger cohesion between molybdenum and (Ti,Mo)C or Mo,C
than that at high-energy weak grain boundaries [31,32]. In addition, radiation-enhanced precipitation
may preferentially occur at high-energy grain boundaries. Therefore it may be concluded that in the
irradiated MTC-10A the observed grain boundary precipitates of transition metal carbide can
strengthen the weak boundaries and thus significantly improve the low-temperature toughness.
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Figure5. TEM micrograph for MTC-10A irradiated with fast neutrons
to 0.08 dpa at controlled cyclic temperatures between 573 and 773 K

Precipitates are indicated by arrows
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High-temperatureirradiation and significance of RIDU

As the irradiation temperature is increased, radiation-enhanced precipitation may occur more
easily and radiation hardening becomes less significant because of the occurrence of increased
recovery of irradiation-produced defects. This indicates that in the high-temperature irradiation RIDU
is expected to occur more frequently than in the present irradiation.

Since the effect of precipitation on mechanical property changes depends strongly on the nature
of precipitates, it is important to control compositions so that radiation-enhanced precipitation may
have the beneficial effect of strengthening the weak places. For the composition control, we can make
good use of the data obtained so far for un-irradiated specimens. We believe that the strengthening of
weak places due to irradiation occurs in many materials because materials have microstructural
heterogeneity.

Finally it should be stated that the finding of RIDU owes to the recent progress of the devel opments
of irradiation rigs mainly performed in IMTR and materials fabrication techniques and that it has
enabled to change our understanding of radiation effects on materials from the pessimistic one to the
very challenging one, i.e. irradiation has the beneficial effect of producing new phenomena and/or
innovative materials that will not be available without irradiation.

Concluding remarks

TZM, which is in any conditions of the as-rolled, stress relieved and fully re-crystallised one,
exhibited significant radiation embrittlement even by the irradiation to 0.1 dpa. On the other hand, the
developed molybdenum aloys with fine grains and finely dispersed particles of transition meta
carbides showed much improved resistance to radiation embrittlement. In particular, the Mo-1wt.%TiC
alloy showed a remarkable increase in ductility by fast neutron irradiation, regardiess of the
occurrence of significant radiation hardening. Thisis directly opposite to radiation embrittiment and is
called radiation-induced ductilisation (RIDU).

The explanation for the occurrence of RIDU is that the weak places acting as crack initiation and
propagation sites are strengthened by irradiation and its beneficial effect is larger than the detrimental
effect of radiation hardening. In molybdenum, high-energy grain boundaries are weak places and
are strengthened by radiation-enhanced precipitates of transition metal carbides of TiC, (Ti,M0)C,
(Mo,Ti)C, Mo,C and (Mo, Ti),C.

It is expected that RIDU may occur in various materials because any materials have weak places
associated with microstructural heterogeneity. As the irradiation temperature is increased, RIDU can
occur more frequently because radiation-enhanced precipitation occurs more easily and radiation
hardening becomes less significant.
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Abstract

Our recent activities related to thermal and mechanical properties of superplastic ceramics, 3Y-TZP,
are presented in this paper. These properties were obtained after the superplastic deformation process,
because the effect of superplastic deformation on their properties is one of the important points from
an application viewpoint of superplastic deformation such as forming and joining technologies.

As for the thermal properties, specific heat was measured using the DSC method over a wide range
of temperatures, from 473 K to 1273 K, with a nominal superplastic deformation strain of 70%.
The crystal structure was characterised by measuring X-ray diffraction patterns, and microstructural
observation was carried out using a SEM.

As for the mechanical properties, dynamic hardness and Young's modulus were measured using the

dynamic indentation technique with a maximum superplastic deformation of 150%. Microstructural
observation was also carried out using a SEM after athermal etching.
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I ntroduction

It is well known that when a ceramic sample is pulled in tension it usually breaks at fairly low
strain. However, some ceramics are capable of pulling out to very large tensile deformations of the
order of some hundreds or even more than one thousand of per cent. It is said that this phenomena of
so-called superplasticity on ceramics appears when the size of grains decreases at the magnitude of
sub-micron order. The discovery of the superplastic phenomenon in ceramic materials expands
practical applications of the ceramics, and many researches have been performed in the field of basic
understandings of superplasticity of ceramics as well as application technologies of the superplastic
deformation, e.g. advanced forming and joining technol ogies with superplastic deformation, etc.

Authors have also investigated the superplastic zirconia ceramics with the aim of nuclear application
in the high-temperature engineering field, and neutron irradiation research on superplastic ceramics at
high temperatures has been proposed as an innovative basic research using the high-temperature
engineering test reactor (HTTR). A preliminary study has started out using other research reactors as
well as accelerators in order to determine the most effective irradiation test conditions using the
HTTR.

In this paper, our recent activities on thermal and mechanica properties of 3 mol% yttria
stabilised tetragonal zirconia polycrystalline (3Y-TZP) after superplastic deformations are introduced.

From the application viewpoint, changes in thermal and mechanical properties after superplastic
deformation is one of the key issues. In the thermal property research 3Y-TZP specimens were prepared
after the superplastic deformation process. The nominal deformation strain in this study was about
70%, and changing the strain rate in the deformation process produced a different volume per cent of
cavities. The specific heat was measured by a differential scanning calorimetry (DSC) method over a
wide range of temperatures, from 473K to 1273 K. The crystal structure was characterised by
measuring X-ray diffraction patterns, and microstructural observation was carried out using a scanning
electron microscope (SEM) after thermal etching.

On the other hand, in the mechanical property research, the 3Y-TZP specimens were a so prepared
after the superplastic deformation process. In this study, the maximum deformation was about 150%.
Changes in the hardness and Young's modulus were measured by dynamic indentation technique.
A pyramid-type indentor was used, and microstructural observation was once again carried out using a
SEM after athermal etching.

Specific heat after superplastic deformation [1]
Materials preparation

Chemical compositions of 3Y-TZP specimens used in this study are listed in Table 1. The 3Y-TZP
specimens were pulled at the temperature of 1723 K with different initial strain rates to produce
different cavity volumes in the specimen. The nominal superplastic deformation is about 70% in this
study. From superplastically elongated specimens, about 4 mm squared samples with 1 mm thickness
were fabricated using a diamond cutter. Prepared specimens are summarised in Table 2.

Table 1. Chemical compositions of 3Y-TZP specimens (in wt.%)

Y 203

Al,O4

SO,

FeO5

Na,O

ZI’OQ

5.15

0.01

0.02

0.01

0.04

bal.
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Table 2. Specimen preparation of 3Y-TZP

Strain rate (s™)
4.2 x10™ 1.4x10° 42 %107
| Specimen | No.1,No.2 | No.3,No.4 | No.5,No.6

Experimental methods

Bulk densities were measured using the Archimedes method at room temperature in order to
estimate the deformation-induced cavity percentages. The microstructures of pre- and post-superplastic
deformations were observed by the SEM. The phase change in the specimens was observed by X-ray
diffraction technique at room temperature. The specific heat was measured by the DSC method over
the temperature range 473 K to 1 273 K. The specimens were heated up at a speed of 5 K/min. In this
study, the accuracy and reproducibility of the measurements were checked with isotropic graphite
(IG-110) powder and platinum powder as standard samples prior to and after the measurements.

Results and discussions
Volume fraction of cavities

The deformation-induced volume fractions of cavities were estimated from the bulk density
measurement using the Archimedes method. Obtained results are summarised in Table 3. We can see
from this table that the cavity percentage of prepared specimensis 1.0% under low strain rate conditions

to 3.4% under high strain rate conditions.

Table 3. Volume fraction of cavities of superplastically deformed specimens (%)

Specimens
No. 1 No. 2 No. 3 No. 4 No. 5 No. 6
11 1.0 17 1.6 31 34

Microstructure observation

Microstructures observed by the SEM are shown in Figure 1. The homogeneous grain distribution
is observed in both un-deformed and deformed specimens. It is obvious that the grain size of the
un-deformed sample is smaller than those of deformed ones, indicating strain-induced grain growth.
However, fine grain size remained, and the average grain size is not more than 0.6 um. In addition, the
grain aspect ratio varied dightly, i.e. the grain was elongated a little along the deformation direction.
It is admitted that there are much more cavities with higher strain rate samples. However, large cavities
as well as cavity linkage were not observed in the present samples, since the nominal deformation
strain is below 70% in this study.

Observation of phase change during superplastic deformation
Microstructural changes due to superplastic deformation have been reported [2-5], and it is said

that usually the grain growth as well as nucleation and growth of cavities occur in the 3Y-TZP during
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Figure 1. Microstructures of un-deformed and deformed 3Y-TZP specimens

(1) Un-deformed specimen (x 2 000) (2) Strain rate: 4.2 x 10* s (x 10 000)

- - "
P "o a™A
. W

(3) Strain rate; 1.4 x 10 s (x 10 000) (4) Strain rate; 4.2 x 10 s (x 10 000)

the superplastic elongation process. The X-ray diffraction patterns of the samples deformed with
different initial strain rates are shown in Figure 2. There is little difference among them according to
the analysis on the peak values in the curves, and an amost tetragonal phase is congtituted in each
3Y-TZP sample. It is concluded, therefore, that there is no phase change during the superplastic
deformation processin this study, i.e. thereis no stress-induced martensitic transformation and so on.

Soecific heat

The measured specific heats are plotted in Figure 3 as a function of volume cavity fraction.
The inaccuracy in the measurements is within 4%. It can be seen from this figure that the specific heat
is not affected by the volume cavity fraction. Since the cavity does not contribute to the mass of the
3Y-TZP specimen, little heat is needed to match the temperature between the cavity and the solid of
3Y-TZP. As aresult, the specific heat of cavities can be negligible, which agrees with the fact that the
specific heat isindependent of volume cavity fraction even if it is ahigh percentage.
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Figure 2. X-ray diffraction patterns of superplagtically deformed specimens
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Figure 3. Obtained specific heat after superplastic deformation
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Dynamic hardness and Young' s modulus[6,7]

Materials preparation

Typical mechanical and thermal properties of the 3Y-TZP used in this study are listed in Table 4.
The 3Y-TZP specimens were pulled at the temperature of 1 693 K with strain rates at 3.3 x 10 s*
and 3.3 x 10 s, To study the superplastic deformation effect on mechanical properties, specimens

with different magnitudes of nominal strain were prepared. Table 5 shows the prepared specimens in
this study.

Experimental methods

Dynamic hardness testing

A micro-indentation test with the pyramid-type Vickers indentor was carried out. The indentor
was pressed on the un-deformed and deformed specimens, and indentation load to depth data were
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Table 4. Typical mechanical and thermal propertiesof 3Y-TZP

Density (g/cm’) 6.05

Bending strength (MPa) (room temperature) 900~1 500
Y oung' s modulus (MPa) (room temperature) 2.100°
Poisson’sratio 0.31
Fracture toughness (MNm *?) (room temperature) 8~12
Rockwell hardness (HRA) 92
Thermal expansion coefficient ( /°C)

(20~400°C) 9.6M10°

(20~1 000°C) 10.4010°°
Thermal conductivity (W/mK)

(room temperature) 33

(600°C) 2.9
Specific heat (J/g°C) 0.46

(room temperature) (0.11 cal/g°C)

Table5. Prepared 3Y-TZP specimensfor mechanical testing

Specimen | Nominal strain (%) | Strainrate (s7) Temperature (K)
A 0 0 Room temperature
B 30 3.3x10" 1693
C 60 33x 10" 1693
D 100 3.3x10" 1693
E 150 3.3x10" 1693
F 100 33x10° 1693

obtained to get the dynamic hardness as well as Y oung's modulus. The maximum indentation load was
selected to be 49 mN, where the maximum indentation depth was about 1 um. Twenty-eight kinds of
indentation data were obtained for each specimen. The dynamic hardness by Vickers indentor, Hv,
was calculated by [8]:

1
Hv:cE-IE &)
h2

where c is a constant depending on the shape of the indentor (¢ = 3.8548 for Vickers indentor), and P
and h are the indentation load and depth, respectively.
Young's modulus estimation

The indentation load to depth response, as shown in Figure 4, also estimates the Y oung’ s modulus
asfollows[8,9]:

E 1 P )
1-v2  1142,S. G;I_h
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where, E and v are the Y oung's modulus and Poisson’s ratio, and subscripts s and i correspond to the
specimen and the indentor, respectively. Sy is the projected contact area of the indentor at the
maximum load. The dP/dh corresponds to the gradient of indentation load to depth curve at the
beginning of unloading process as shown in Figure 4.

Figure 4. Schematic drawing of indentation load to depth curve
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Results and discussion
Microstructure after superplastic deformation

Figure 5 shows the scanning electron micrographs of deformed and un-deformed specimens.
From this figure it is found that the grain structure is almost isotropic for the un-deformed specimen,
Specimen A, and grain size increases with increasing nominal strain in the superplastic deformation
process. The average grain size was analysed from the SEM images as shown in Table 6. Each size
was normalised to that of the un-deformed Specimen A. The cavity formation caused by superplastic
deformation is also seen in Figure 5.

Dynamic hardness

The dynamic hardness estimated from Eq. (1) is plotted in Figure 6 as a function of normalised
average grain size. The hardness decreased rapidly with increasing grain size, i.e. by increasing the
superplastic deformation. From a comparison between Specimens B and F, they are ailmost the same in
grain size and hardness in spite of different nominal strain in the superplagtic deformation. The hardness
may, therefore, be strongly affected by the grain growth caused by the superplastic deformation.

It is probable that the tetragonal phase (t-phase) of the 3Y-TZP changes to monoclinic phase
(m-phase) with grain growth caused by superplastic deformation. Table 7 shows the Vickers and
Y oung's modulus of zirconia single crystals with m- and t-phase [10]. The hardness of the m-phase is
about a half of that of the t-phase. The decrease in hardness with increasing grain size may be affected
by this phase transformation.
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Figure5. Microstructures of un-deformed and deformed 3Y-TZP specimens

(1) Specimen A (deformation: 0%) (2) Specimen B (deformation: 30%)

(4) Specimen D (deformation: 100%)

(6) Specimen F (deformation: 100%)

Table 6. Normalised average grain size

Specimen Normalised average grain size* Nominal strain (%)
A 1.0 0
B 1.7 30
C 2.6 60
D 3.8 100
E 5.3 150
F 1.7 100

* Each sizeis normalised by that of Specimen A.
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Figure 6. Obtained dynamic hardness as a function of normalised grain size
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Table7. Vickershardnessand Young' s modulus of zirconia single crystals[10]

Phase Vickers hardness Y oung' s modulus (GPa)
Tetragonal phase 135 200
Monoclinic phase 7.3 244

Young's modulus

The Young's modulus estimated from Egs. (2) and (3) is plotted in Figure 7 as a function of
normalised average grain size. The Young's modulus decreased dightly with increasing grain size.
The grain size dependence of the Y oung's modulus is no so strong as that of the dynamic hardness, as
shown in Figure 6. Since Young's moduli of zirconia single crystals with m- and t-phase are almost
the same from Table 7, we believe that the phase change is not a dominant reason for the decrease in
Young's modulus with the superplastic deformation. Although Specimens B and F have almost the
same grain size, their Young's moduli are quite different. It is probable, therefore, that there are other
factors affecting the Y oung’'s modulus. One factor of the decrease in the Y oung’s modulus may be the
cavity effect. It is well known that the cavity volume fraction increases with increasing superplastic
deformation and that the Y oung’ s modulus of the porous body depends on the porosity. The decrease
in the Young's modulus with the superplastic deformation is, therefore, thought to be affected by the
cavity formation. The effect of cavities on the properties should be evaluated more precisely in future.

Summary

Authors have begun the study of superplastic ceramics with the aim of nuclear application in the
high-temperature engineering field, and the neutron irradiation research on superplastic ceramics at high
temperatures has been planned and proposed as an innovative basic research using the high-temperature
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Figure 7. Obtained Y oung' smodulus as a function of normalised grain size
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engineering test reactor (HTTR). A preliminary study has started out using other research reactors, the
Japan Materiads Testing Reactor (IMTR), and accelerators in order to determine the most effective
irradiation test conditions for the HTTR.

In this paper, our recent activities related to thermal and mechanical properties of superplastic
ceramics are presented. These properties were obtained after the superplastic deformation process,

because the effect of superplastic deformation on their propertiesis one of the important subjects from
an application viewpoint of superplastic deformation such as forming and joining technologies.
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DEVELOPMENT OF AN INNOVATIVE CARBON-BASED CERAMIC MATERIAL:
APPLICATION IN HIGH-TEMPERATURE, NEUTRON AND HYDROGEN ENVIRONMENT

C.H.Wu
EFDA, Max-Planck Institut fir Plasmaphysik
Garching,Germany

Abstract

In the framework of the European Fusion Research Programme, a great effort has been made to
develop an innovative carbon-based ceramic material to meet all of the operational requirements. After
a decade of research and development, an advanced material has finally been developed. This materid, a
3-D CFC, contains about 8-10 at.% of silicon and has a porosity of about 3-5%. This advanced
ceramic materia possesses very high thermal conductivity, dimensional stability under conditions of
neutron irradiation, lower chemical erosion (longer lifetime), lower tritium retention and lower reactivity
with water and oxygen (safety concern).

This innovative ceramic material seems very promising for application in the high-temperature,

neutron and hydrogen environment. A detailed discussion concerning the development, properties and
application of the material is presented.
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I ntroduction

Carbon-based materias are considered an attractive choice for the plasma facing components.
This is because their low atomic number engenders a certain plasma compatibility. Carbon-based
materias pose excellent thermal shock resistance and do not melt. These properties are indispensable
for high heat flux components which must be resistant even under off-normal conditions.

The next step fusion devices (fusion reactor) will be long pulse or steady state operation, the wall
loading will be > 10-20 MW mi? and the expected plasma flux density is = 10" cm™ s™. In addition
intense neutron will be produced, the assessed neutron flux will be around 3.5-9.0 x 10 cm™?s™ for
the first wall, whilst the neutron flux for the divertor is around 1-3 x 10%* cm2s%, which will lead to
change of material properties. From the economic and safety point of view, an adequate long lifetime
of plasma facing components and acceptable low tritium retention are required. However, al low-Z
materials possess high erosion yields via D*/T" sputtering and relatively high tritium retention.
Consequently, frequent removal of tritium and replacements of components are indispensable.

In addition, high heat loading due to off-normal events (e.g. plasma disruption, slow transients,
and ELMs, which can occur during a transition from detached to attached divertor operation) requires
high thermal conductivity for the carbon protection material.

To improve the properties of carbon materials, one strives for increasing thermal conductivity
(300 W m*K™ at 20°C, 145 W m™K™ at 800°C), reduced tritium inventory, reduced chemical erosion
through interactions with deuteriumvtritium, increased the resistance to water/oxygen at elevated
temperatures and possibly an increased neutron stability.

In the framework of the European Fusion Research Programme, a great effort has been made to
develop an advanced CFC to meet al of these requirements. In particular, SEP-NS31, which is an
Si-doped CFC, was developed and its properties have been investigated.

Systematic investigation of B, Ti and Si doping on carbon properties

It has been observed experimentally that adding small concentrations of impurities (SiC, B, B4C)
to the bulk graphite resulted in the significant reduction of hydro-carbon formation for energetic
hydrogen ions and for atomic hydrogen.

In the framework of the European Fusion R&D programme, a systematic study on the influence
of B, S and Ti doping on carbon properties has been performed. The following concentrations were
investigated: boron 10-23 at.%, silicon 2-40 at.% and titanium 5-10%. Generally, by doping of B, Si
and Ti to carbon, the chemical erosion is reduced. However, boron decreases the initial carbon thermal
conductivity with increasing B concentration. The reactivity of carbon with H,O/O, was not reduced,
however, with the addition of titanium. On the other hand, the doping of silicon clearly showed that
the chemical erosion and H,O/O, reactivity at elevated temperatures were reduced and the thermal
conductivity of carbon did not suffer up to a Si concentration of 12 at.%. Therefore, to improve the
properties of carbon, silicon doping isamost promising measure [1,2].

Theinfluence of silicon on the characteristics of CFC

High heat loading due to off-normal events (e.g. plasma disruption, slow transients and ELMs,
which can occur during a transition from detached to attached divertor operation) requires high thermal
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conductivity for the carbon protection materials. Therefore, CFCs with high thermal conductivity
(300 W m™K™ at 20°C, 145 W m'K™ at 800°C) are favourable.

In the framework of the European Fusion R&D programme, a great effort has been made to
develop CFC to meet all operational requirements. In particular, SEP-NS31, which is an Si-doped
CFC, was developed and its properties have been investigated. NS31 is a 3-D CFC constituted of P55
ex-pitch fibres (80% vol.) in one direction and ex-PAN fibres (20% vol.) in the perpendicular
direction; this CFC undergoes a subsequent needling which gives the fibres orientation in the third
direction (z direction). The high thermal conductivity direction is that of the P55 ex-pitch fibres. NS31
isdensified by chemical infiltration of pyrocarbon and heat treated at a temperature > 2 500°C. At lagt,
liquid silicon is injected under pressure leading partly to the formation of silicon carbide (SiC). NS31
contains about 8-10 at.% of silicon and its porosity is about 3-5% [3].

Thermal conductivity

Table 1 shows the thermal properties as a function of temperature. It can be seen that thermal
conductivity isashigh as 327 W K™m™ at 298 K and 154.0 W K*m™ at 1 073 K.

Table 1. Thermal properties of Si-doped 3-D CFC NS31

Temperature Cp Diffusivity Density Thef”.‘a!
(K) (J/kgK) (mm?s) (giem™) conductivity
(W/mK)

298 689.7 224.5 2.116 327.6
323 773.4 200.9 2.116 328.7
373 915.7 165.3 2.115 320.1
423 1031.2 139.9 2.115 305.2
473 1126.6 1211 2.114 288.3
523 1 206.6 106.5 2114 271.6
573 12744 95.0 2.113 255.7
623 1332.6 85.6 2112 241.0
673 1383.1 77.9 2.112 227.5
723 1427.3 714 2111 215.2
773 1466.3 65.9 2111 204.0
823 1500.9 61.2 2.110 193.8
873 1531.9 571 2.110 184.5
923 1559.8 535 2.109 176.0
973 1585.0 50.3 2.109 168.2

1023 1608.0 475 2.108 161.0

1073 1628.9 45.0 2.108 154.4

Chemical erosion

The measurements of the chemical erosion yields of the NS31 material were performed at an both
ion beam facility (flux density 1-4 x 10" D cm™*s™) and using a plasma generator (flux density
< 2 x 10" cm™s™). The results showed that the chemical erosion yield of NS31 was lower by a factor
of about 2-3 in comparison with un-doped graphite [4,5] and the yields decrease with increasing flux
density.
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Oxidation behaviour of CFCs and doped CFCs

Oxidation resistance is an important criterion in the selection of PFCs. PFC oxidation may have
severe conseguences in the eventuality of loss of vacuum and loss of coolant into vacuum accidents
(water/steam ingress into the vacuum vessel). Details of experimental investigations of doped carbon
(Ti, Si) and doped CFCs exposed to steam and air are described el sewhere. Comparing steam and air,
it was found that oxidation rates in air at 700°C are roughly about the same as the rates in steam at
about 1 000°C. In general, un-doped CFCs have a higher oxidation rate. Highly SiC-doped INOX A14
(40% vol. SiC) revealed an oxidation resistance in steam of about 2-3 orders of magnitude better than
un-doped materials, reduction of Si content to 8-10 at.% decreases the oxidation resistance in
comparison with INOX A14 (40% vol. SiC), which, however, is still better than for un-doped carbons
by afactor of about 2-4 [1]. Doping with Ti, however, does not improve oxidation resi stance.

Outgassing behaviour of CFCs

A systematic investigation of outgassing behaviour of doped CFCs and un-doped CFCs was
carried out in terms of temperature dependence and temperature pre-treatment. The experimental and
evaluation procedures have been described in detail elsewhere. For comparison, the characteristics
of five materials, SEPcarb N112 (3-D), Dunlop V (2-D), SiIC 2.5%, SiC 8% doped CFCs (2-D),
3-D Novotex (No3) and NS31 (Si-doped 3-D) have been investigated. In order to perform an appropriate
comparison, al pre-treated samples (1 000°C, 20 hours) were exposed to air for two weeks before the
outgassing test. In general the total amount of outgassing of Si-doped CFC is 1-2 orders of magnitude
lower than that of other carbon-based materials tested. The results aso indicate that the release
temperature of H,O of Si-doped CFC is about 100°C lower than other carbon-based materias[6].

Comparative investigation of tritium retention in C and Si-doped CFC

A comparative investigation of tritium retention in un-doped carbon and Si-doped CFC (NS31)
was carried out. Before loading the specimens were conditioned for one hour at 850°C under vacuum
to remove air and moisture. Tritium loading was done with a gas mixture (H, + 2 ppm T,), a a
pressure of 800 mbar and a temperature of 850°C for 10 hours. The retained tritium is determined with
ionisation chamber by heating the specimens with 5°C min-1 to 1 050°C (purging with He + 0.1% Hy)
and oxidation at 850°C. To cross check the results, an alternative experiment was performed. Si-doped
CFC (NS31) was loaded with a gas mixture (H, + 135 ppm T,), at a pressure of 370 mbar and a
temperature of 850°C for six hours. The retained tritium is then determined with ionisation chamber
and proportional counter. For comparison, the tritium retention in various carbon materiasis given in
Table 2. It can be seen that the Si-doped (CFC NS31) has the lowest tritium retention. The results may
also show a general trend of decreased tritium retention with an increasing density of carbon materials.

Table 2. Tritium retention in various carbon materials

Materials Density (gcm™) | T-retention (ppm)*
S1611 (graphite) 1.75-1.78 295
CL5890 (graphite) 1.81-1.83 175
AO05 (2-D CFC) 1.81-1.86 163
N112 (3-D CFC) 1.94-2.0 138
NS31 (Si-doped 3-D CFC) 194211 71

* Corrected for isotope effects.
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Baking temperature

Figure 1 shows the thermal desorption spectrum of molecules CH,4, H,O, CO and CO, as afunction
of temperature and time. To obtain optimum information, a very slow ramping rate of temperature was
chosen (from room temperature to 400°C in six hours). It can be seen that the main desorbed molecules
are H,O and CO,. The peak temperature of H,O is around 210°C; in contrast, the peak temperature for
un-doped carbon is 380°C. The peak temperature of CO, is around 400°C, whilst the peak temperature
of un-doped carbon is around 600°C. The silicon has significantly reduced the baking temperature.

Figure 1. The thermal desor ption spectrum of molecules
CHy, H,0, CO and CO, asafunction of temperature and time
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D-diffusivity and retention asa function of Si concentration

Figure 2 shows the diffusivity of deuterium as a function of Si concentration. It can be seen that
the diffusivity increases continuously with increasing Si concentration to around 15 at.% and then
decreases again. The retained D decreases with increasing Si concentration to around 15 at.% and then
increases again (Figure 3).

The neutron effect on Si-contained CFC
8-10 at.% Si-doped CFC (NS11) wasirradiated in the high flux reactor (Petten) at temperatures of
335 and 775°C in the range of 0.3/0.35 dpa. The results show that silicon-doped CFC (NS11) has the

lowest dimensional change in comparison with un-doped CFCs (Tables 3 and 4). The Si increases the
thermal stability under neutron irradiation.
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Figure 2. Arrheniusplot for the diffusion coefficient of non-trapped deuterium.
Shown arethe natural logarithms of the diffusion coefficientsvs. /KT.
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Figure 3. Amount of retained deuterium as a function of
temper aturein sampleswith different Si concentrations
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Table 3. Dimensional changesin CFCsand graphiteat T;;; = 335°C (dL/LO in %)

Damage Dunlop concept 1 Dunlop concept 2 N 112
dpa.g X dir. Y dir. Zdir. X dir. Y dir. Zdir. ) (0)
0.31 -0.02 0.01 -0.45 0.10 0.25 0.04 -0.08 0.05

Damage N 312B NS11 RGTi (91)
dpa.g X dir. Y dir. Zdir. X dir. Y dir. Zdir. ) (0)
0.31 -0.55 -0.02 -0.04 -0.07 0.06 0.12 0.30 0.18
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Table 4. Dimensional changesin CFCsand graphiteat T;;, = 775°C (dL/LO in %)

Damage Dunlop concept 1 Dunlop concept 2 N 112
dpa.g Xdir. | Ydir. | Zdir. | Xdir. | Ydir. | Zdir. ()] (0O)
0.35 0.04 -0.02 0.12 0.02 0.16 0.27 -0.12 -0.04
Damage N 312B NS11 RGTi (92)
dpa.g Xdir. | Ydir. | Zdir. | Xdir. | Ydir. | Zdir. ()] (0O)
0.35 -0.07 -0.02 0.05 -0.07 -0.05 0.00 0.38 0.17

Molecular dynamics modelling of Si effect

Figure 4 shows the carbon sputtering yield as a function Si concentration under 30 eV H
bombardment. It is seen that a small fraction of silicon (10-20 at.%) in the initial carbon structure
leads to lower sputtering yields. However, at a silicon concentration of 30 at.%, Si does not affect the

carbon sputtering yield [7].

Figure4. Carbon sputtering yield asa function of Si concentration

Conclusion

In the present study, a systematic investigation on the properties of an advanced silicon-doped

Carbon sputtering yield (1 0'2)

o
()
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0.4
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20

CFC is performed and the following conclusions can be made:

Si concentration (at.%)

30

» Thethermal conductivity of Si-doped 3-D CFC isashighas320 W m™K™ at 300 K.

e It has been demonstrated that doping of Si increases the oxidation resistance in steam/oxygen.

e It seemsthat doping of silicon decreases thetotal tritium retention.

e The outgassing rates of gaseous species, H,, CH,;, H,O, CO and CO, of Si-doped carbon

materials are higher than those of un-doped carbon materials.

131




e The rate of CxHy formation (chemical erosion yield) of carbon materias is decreased by
doping of Si.

» The post-neutron irradiation test showed (0.3/0.35 dpa.g, temperature 335 and 775°C) that
Si-doping increased the dimensional and thermal stahility.

* Theresults also indicated that the release temperature of H,O and CO, molecules of Si-doped
CFC isabout 150°C lower than that of un-doped carbon-based materials.
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Abstract

A carbon dioxide partial condensation direct cycle concept has been proposed for thermal reactors.
This cycle makes it possible to improve cycle efficiency due to low compression work in liquid phase
and non-ideal gas behaviour of carbon dioxide, and effective utilisation of recuperative heat. The thermal
reactor integrating this concept is expected to be an alternative solution to current high-temperature
gas-cooled reactors (HTGRs) with helium gas turbines, alowing comparable cycle efficiency of about
45% at the moderate temperature of 650°C instead of 900°C in PBMR. By using an ultra high-purity
Cr-Fe dloy, a reactor outlet temperature of 900°C can be attained, and the cycle efficiency of the
direct cycleis about 50% at a pressure of 12.5 MPa.
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I ntroduction

Helium is currently used as a coolant in high-temperature gas-cooled reactors. However, carbon
dioxide is used as a coolant for AGRs, asthere are certain advantages to be had from its use.

Judging from the data shown in Table 1, carbon dioxide is preferable as a coolant to helium.
The higher heat transfer coefficient leads to about a 1.5 times lower temperature difference between
coolant and fuel rod cladding surface, and the higher heat transport capacity results in about a 2.5 times
more effective core decay heat removal under natural circulation conditions, reference to helium under
the same gas velocity. The 3.5 times longer depressurisation time mitigates the depressurisation transient
and makes it easier to design a passive decay heat removal system. Carbon dioxide is about 250 times
less expensive than helium per unit weight and 24 times per unit volume. In addition, considering the
lower leakage rate characteristics of carbon dioxide as compared to helium, coolant leakage problems
of gas-cooled reactors in operation are orders of magnitude less sever than with helium.

Table 1. Comparison of main gas coolant properties

ltems CcoO, He Remarks
Molecular weight (M) 44.0 4.0
Specific heat (Cp) (kJkgK) 111 5.19
Thermal conductivity (A) 46.2 271.0
(x 10°W/mK)
Heat transfer coefficient*, 1.49 10 = Nul(\/d)
fuel cladding to coolant NuORe*¢@ro4
(at 20 MPa, 100 m/s)
Heat transport capacity* 2.72 1.0 OCpM™
(at 20 MPa)
Pumping power* 0.63 1.0 01/Cp’™?)
Depressurisation time* 3.6 1.0 **
Cost per unit volume* 0.04 1.0

*  Relativevalue.
** From Ref. [10].
D = equivalent hydraulic diameter.

Carbon dioxide might react with structural materials and graphite moderator under high-temperature
and radiation fields. The extensive experience in Magnox reactors and advanced gas-cooled reactors
(AGRs) for more than twenty years has shown that the corrosion problem of structural materias can be
eliminated by appropriate material selection according to service temperature and by reduction of vapour
content [1]. For the graphite moderator, it was found that the addition of methane and carbon monoxide
in a range of small concentrations (called the coolant “window”) inhibited the reaction with carbon
dioxide and the satisfactory operation was maintained without excessive corrosion [2]. The graphite
corrosion problem does not exist in fast reactors, which have no need for a moderator.

Taking into account the above advantages, we propose a new concept of a carbon-dioxide-cooled
direct cycle in the present study. Up to now, the only remotely similar proposal has been an indirect
Rankin cycle with a water/steam system which has been applied to AGRs as well as enhanced
gas-cooled reactors (EGCRs) in the UK [3,4,5].

Recently, global interest in small and medium-sized reactors has steadily increased, particularly
with regard to electricity generation as well as for district heating in cities and idands. The Research
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Laboratory for Nuclear Reactors of the Tokyo Institute of Technology started a new programme in
December 1999 to develop advanced nuclear reactors of small and medium size. In the framework of
this programme, we are designing advanced small fast reactors (FRS) [6,7], high-temperature gas-cooled
reactors (HTGRs) and boiling water reactors [8,9] in collaboration with industry.

Carbon dioxide direct cycle

Carbon dioxide is condensable from the gas to the liquid phase through cooling to below the
critical temperature of 31°C (304 K). A variety of cycles could be employed for the direct cycles and
they are typically categorised into the following three types, depending on the mass fraction condensed
to the total carbon dioxide in circulation:

1) Full condensation cycle.
2) Partid condensation cycle.
3) Non-condensation or Brayton cycle.

Thermal efficiencies are evaluated in these three typical cycles.

Full condensation cycle

The full condensation cycle coolant flow circuit and its temperature entropy (T-S) diagram are
given in Figure 1. The cycle consists of a reactor, turbine, condenser, circulation pump and
recuperator. In this cycle, the total or full quantity of carbon dioxide in circulation is condensed after
working at the turbine. The turbine exhaust carbon dioxide is cooled down in the recuperator from
point (5) to point (6). The carbon dioxide is further cooled and condensed to point (1) in the condenser
at the temperature of 25°C (298 K) and the saturation vapour pressure of 6.4 MPa. The temperature of
liquidised carbon dioxide is raised from point (1) to point (2) by pumping work. Then, the liquid
carbon dioxide is gasified and heated up to a reactor inlet temperature of point (3) through hest
exchange with the turbine exhaust in the recuperator. The gasified carbon dioxide heated in the reactor
up to point (4) isintroduced in the turbine and the temperature of carbon dioxide is lowered to point (5)
after driving the turbine.

Partial condensation cycle

The partial condensation cycle is shown in Figure 2. In this cycle, a part of carbon dioxide is
condensed or the compression is performed partly in the liquid phase and partly in the gas phase.
Therefore, this cycle can be considered as an intermediate of the full condensation cycle and the
non-condensation (Brayton) cycle. While the turbine outlet pressure in the full condensation cycle is
determined by the saturation vapour pressure of liquid carbon dioxide at the condensation temperature,
e.g. 6.4 MPa a 25°C, in this cycle the turbine outlet pressure is independent of the condensation
temperature, allowing a degree of freedom for the turbine outlet pressure or the turbine expansion
ratio. The turbine exhaust carbon dioxide is cooled down in the two recuperators and the pre-cooler
from point (6) to point (9), then compressed to point (10), and is divided into two flows. A part of the
total carbon dioxide in circulation is condensed to point (1), pumped to point (2) and heated up to
point (4) in the two recuperators. The remaining carbon dioxide is heated up to point (4) via point (11)
in the compressor |1 and the recuperator .
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Figure 1. Full condensation cycle
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Figure 2. Partial condensation cycle
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Non-condensation cycle

The non-condensation cycle is shown in Figure 3, which can be considered a Brayton cycle. This
cycle consists of aturbine, recuperator, pre-cooler, inter-cooler and two compressors. Its arrangement
is the same as that in the typical HTGR helium gas turbine system [11]. The turbine exhaust carbon
dioxide gasis cooled down from point (5) to point (7) in the recuperator and the pre-cooler, and heated
up from point (7) to point (8) through compression. The heated carbon dioxide is re-cooled down from
point (8) to point (1) in the inter-cooler and heated up from point (1) to point (3) through compression
and recuperation.

Comparisons of cycle performance

Figure 4 shows the cycle efficiency of the three cycles — the full, partia and non-condensation
cycles — with typical values for the current light water reactors (LWRS) and gas-cooled reactors.
The assumptions for calculating are summarised in the table to the right of the figure.
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The differences among the cycle performance of the three cycles can be explained by comparing
the works in each cycle. Cycle performances are compared in Figure 5, in which they are subdivided
into the net turbine work (cycle efficiency), the compressor work, the pump work and the heat rejected
from the cycle to cooling water through the heat exchanger surface of the pre-cooler, the inter-cooler

Figure 3. Non-condensation cycle
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Figure 4. Cycle efficiency of thethree cycles
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and the condenser.

Asfor the full condensation cycle, its cycle efficiency islowest among the three cyclesin spite of
very low pump work done for compression in the liquid phase, mainly due to the large heat rejection

lossin the condenser.
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Figure 5. Heat balance of the three cycles
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In the non-condensation (Brayton) cycle, cycle efficiency is considerably improved by achieving
smaller heat rejection loss through the pre-coolers and intermediate cool ers than through the condenser
in the full condensation cycle, although the work done in the two compressors is considerably larger
than that in the pump of the full condensation cycle.

Cycle efficiency is highest in the partial condensation cycle through minimising the sum of the
condenser heat loss, the pump work and the compressor work. The optimum condensation fraction
increases with the turbine inlet temperature and the pressure ranging from 35% at 527°C and 7.5 MPa
to 64% at 827°C and 17.5 MPa. At a pressure of 12.5 MPa and a core outlet temperature of 650°C, the
cycle efficiency is about 45%, which is comparable to that of current HTGRs at the high temperature
of 800~900°C, such as PBMR.

The cycle efficiency is higher than that of the HTGR helium gas turbine system [11], resulting
from the partial condensation effect described above and the non-ideal gas behaviour of carbon dioxide
in the isentropic compression processes. The work W in the isentropic expansion and compression
processes of one mol real gasis given by:

W= —J'VdP = —J'ZRTdP/P

where V isthe gas volume, P is gas pressure, R is gas constant and z is the compressihility factor.
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The compressibility factor z is given as a function of the reduced temperature Tr (Tr = T/Tc,
Tc = critical temperature) and reduced pressure Pr (Pr = P/Pc, Pc = critical pressure). Gases with the
same z value have the same behaviour according to the law of corresponding states. The factor z gives
the fractiona deviation of the real gas from the idea gas (z = 1) in the isentropic expansion and
COMPression Processes.

For higher pressures and temperatures, z may exceed unity and the real gas produces more work
than that of theideal gasin the expansion process. The z values at high pressure and high temperature are
available from the generalised compressibility charts and tables prepared by Hougen and Watson [12].
At the critical temperature and pressure, the z value dips sharply below the ideal line of unity and takes
an extremely low value — as low as about 0.2. A low z value indicates that the gas is more compressible
than the ideal gas. Since the compression processes in the present carbon dioxide partial cycle and
non-condensation cycle are done at the vicinity of Tc and Pc, their z values are estimated to be smaller
than that of a helium Brayton cycle with the same temperature and the same pressure conditions
(asshownin Table 2).

Table 2. Critical parametersand compressibility factor

Y Typical compression condition | Typical expansion condition
Trs | EEUGEE (35°C, 5 M Pa) (650°C, 12.5 MPa)
Tc(K) |Pc(MPa) Tr Pr Z Tr Pr Z
He 5.195 0.275 59.31 18.18 ~1 177.70 54.95 ~1
CO, 304.14 7.384 1.01 0.68 ~0.7 3.03 1.69 ~1

Tc = critical temperature

Pc = critical pressure

Tr = reduced temperature (= T/Tc)

Pr = reduced pressure (= P/Pc)

z = compressibility factor (deviation fromideal gas = 1.0)

Both the z values are nearly equal to unity at the high-temperature and high-pressure condition in
the turbine. The z values of carbon dioxide are smaller than those of helium in the compressor. Judging
from the z values in compression and expansion, it is understood that the cycle efficiency of the carbon
dioxide cycleis higher than that of the helium cycle.

Recently, and ultra-high-purity 70% Cr-Fe aloy has been devel oped, the tensile strength of which
is four times higher at 1 200°C than that of Ni-based alloy [13,14]. Also, the absence of Ni makes it
possible to reduce (n,a) and (n,p) reactions in the Cr-Fe aloy to one-fifth compared to 316 stainless
steel, which contributes to the swelling of stainless steels. Consequently, if the ultra-high-purity Cr-Fe
aloy is used for the core material, theirradiation limit in fast neutron flux might be expected to be two
or three times higher at least than that of 316 stainless steels. By using the ultra-high-purity Cr-Fe
alloy, the cycle efficiency is estimated from Figure 5 to exceed 50% when the reactor outlet pressure
is 12.5 MPa and the reactor outlet temperature is 900°C (cladding hot spot temperature = 1 200°C).
The cycle efficiency is 1.5 and 1.1 times higher than those of current LWRs and HT GRs, respectively.

Per spectives
Since the direct cycle simplifies the heat transport system eliminating intermediate and water/steam
cooling loops, the plant construction cost or capital cost is expected to be comparable to or less than

that of current LWRs. The condensation cycle allows a unique passive decay heat removal system
described below.

139



A passive decay heat removal system is realised by alocating a liquid carbon dioxide storage
tank, as shown in Figures 1(a), 2(a) and 3(a). When coolant pressure depression accidents occur,
carbon dioxide in the storage tank will be gasified and supplied to the depressurised reactor core and
the decay heat is passively removed. The system could work for a short term of several hours after the
reactor shut down when the decay heat level is higher than about 1-2% of rated power. After the decay
heat level becomes less than about 1-2% of the rated power, the decay heat removal system switches
from the short-term system to a reactor auxiliary cooling system, which works passively for the long
term though natural circulation of carbon dioxide in the reactor vessel. Natural convection is about
2.5 times more effective than with helium, as described earlier, which might mitigate the depressurisation
transients in the carbon dioxide cycles.

Considering various elements such as cycle efficiency, plant safety and plant construction cost,
the carbon dioxide-cooled partial condensation direct cycle is expected to be a potential aternative
optionto LMFRs.

The direct cycle is applicable to thermal reactors. The partia condensation cycle proposed in this
study provides cycle efficiency of about 45% at the current AGR core outlet temperature of 650°C.
Such efficiency would be obtained at 900°C in PBMR with a helium gas turbine. In other words, our
partia condensation concept is possible to provide a comparable cycle efficiency at the moderate
temperature of 650°C with that of the PBMR at the high temperature of 900°C [11]. For thermal
reactors with the carbon dioxide condensation cycle, it is not possible to add the methane and carbon
monoxide as AGR in order to inhibit the reaction of carbon dioxide, because it can affect the
condensable performance of the coolant and plant operability. Graphite coating with an inert material
such as silicon carbide is expected to be an aternative means. This technique is well established in the
non-nuclear field, however, corrosion and/or irradiation tests should be examined in future work.
With the graphite coating the ultra-high-purity Cr-Fe used for the core structural materials, the carbon
dioxide-cooled reactor might attain a core outlet temperature of 900°C and its cycle efficiency would
exceed 50%.

Conclusions

Carbon dioxide can achieve a higher cycle efficiency in a direct gas turbine cycle system due to
the real gas effect, especially in the vicinity of the critical points. Analysing the cycle performance of
full, partial and non-condensation cycles, the cycle efficiency is highest in the partial condensation
cycle. The partial condensation cycle is applicable to both the FR system and the gas-cooled thermal
reactors. A gas-cooled thermal reactor employing the partial condensation cycle provides comparable
cycle efficiency at the moderate outlet temperature of 650°C with that of PBMR operated at 900°C.
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Abstract

The High-temperature Engineering Test Reactor (HTTR) is a graphite moderated, helium gas-cooled
test reactor with a maximum power of 30 MW. It is the first high-temperature gas-cooled reactor
(HTGR) in Japan, and has a unique and superior capability with regard to various irradiation tests due
to the advantage of itslarge and high-temperature irradiation spaces.

The I-1 type irradiation equipment, which is the first irradiation rig for the HTTR, is currently under
construction after several experiments such as in-core monitoring method. It is served for an in-pile
creep test for a stainless steel developed as a structural material of the fast reactor. The creep rate and
rupture time of the in-pile creep specimens will be measured at elevated temperatures in the reactor.
The equipment can handle a large load of tensile specimens, taking advantage of the HTTR's large,
high-temperature irradiation space. Therefore, the specimens with a nominal gauge length of 30 mm
and diameter of 6 mm can be adapted for the in-pile test. This specimen size is not small, such as those
generally used for in-pile tests, but is the standard size usually used for non-irradiation creep tests.
Specimens for out-of-pile creep tests after theirradiation are also installed in the equipment.

This equipment was designed so asto carry out in-pile creep tests in the HTGR. Part of the equipment
isinstaled in the reactor pressure vessel through a standpipe of the HTTR. The installed part is about
8 900 mm long. The upper end of the part is fixed to the standpipe. The lower end is constituted of
three tubular parts, two irradiation units and a guide tube, and isinstalled in the reactor core. The units
are held in elevated ambient temperatures. In addition to the ambient temperatures and neutron and
gamma heatings, electric heaters surrounding the specimens control the irradiation temperatures of the
units to 550 and 600°C, respectively. The weight-loading system located outside the reactor gives a
stable and precise tensile load on the specimens by using levers and weights. The maximum load of
this system is about 10 kN. The creep behavior of the specimen is detected by a differentia transformer
developed for high-temperature conditions.

The fabrication of this equipment was started in 1999. Functional tests for each component, such as
the weight-loading system, heater and differential transformer, were carried out outside the reactor.
The equipment was then fabricated from components. Its performance was aso demonstrated outside
the reactor after fabrication. The construction isin the final stage. This paper describes the progression
of the development of the |- type equipment.
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I ntroduction

The High-temperature Engineering Test Reactor (HTTR) is a graphite-moderated, helium
gas-cooled test reactor with a maximum power of 30 MW [1,2]. It is the first high-temperature
gas-cooled reactor (HTGR) in Japan with a maximum coolant outlet temperature of 850°C at rated
operation and 950°C at high-temperature test operation. It has a unique and superior capability with
regard to various irradiation tests due to the advantage of its large and high-temperature irradiation
spaces.

Thel-1 type irradiation equipment, which isthe first irradiation rig for the HTTR, will be used for
the in-pile creep test of the stainless steel developed for the structural material of the fast reactor.
The specimen size effect on the deformation of metallic material is currently a subject of increasing
interest [3,4]. The in-pile creep behaviour of material is generaly tested through the use of specimens
that are small in size. This is because it can be difficult to use the standard size specimens, usually
used for out-of-pile creep testing, due to restrictions such as an irradiation space limit and a big tensile
load requirement. The I-1 type irradiation equipment is designed to carry out the in-pile creep test for
the standard size specimens while taking advantage of the superior irradiation capability of the HTTR.
It can handle large |oads of specimensin a stable manner. The specimens’ creep behaviour, such as the
creep rate and rupture time, will be measured at elevated temperatures in the reactor. The fabrication
of the equipment was started in 1999 and its performance has already been demonstrated outside the
reactor. Presently, the equipment isin the final stages of development. This paper describes the design
of the I-I type irradiation equipment and the progress of its development.

Design of |-l typeirradiation equipment
I n-pile test condition

The targets of the test condition of the in-pile creep test in the HTTR are shown in Table 1.
The cylindrical-type creep specimen, which has a nominal gauge length of 30 mm and a diameter of
6 mm, was adopted for the test. This specimen is not a small one generally reserved for in-pile creep
tests for other reactors, but the standard one usually reserved for non-irradiation creep tests. The materia
of the specimen is 316 FR steel (FBR grade type 316ss), which is a structural material developed for
the fast reactor [5,6]. The temperatures of 550 and 600°C are the targets of the irradiation temperature.
Thetarget fast neutron fluence of 1.2 x 10" n/cm? (E > 0.18 MeV) will be attained in about 70 days of
the rated operation of the HTTR. The tensile stresses were determined to allow the investigation of the
creep rate and rupture time of the specimens [5], as 343 MPa (at 550°C) and 248 MPa (at 600°C).
To apply them to the specimens, tensile loads of 9.7 and 7.0 kN are respectively necessary.

Table 1. Targets of test condition on in-pilecreep test inHTTR

Specimen
Material 316FR steel (FBR grade type 316ss)
Size (gauge) $6 x 30 mm
Irradiation temperature 550 and 600°C
Tensile stress/load 343 MPa/9.7 kN at 550°C
248 MPal7.0 kN at 600°C
Neutron fluence (E > 0.18 MeV) | 1.2 x 10* n/cn?
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Major specification of the equipment

The I-1 type irradiation equipment is designed to meet the requirements of the test condition
shown in Table 1. A cutaway drawing of the equipment is shown in Figure 1. It is constituted of
in-vessel and out-of-vessel parts. The in-vessel part isinstaled in the reactor pressure vessel through
one of the standpipes of the HTTR. This part is held by the standpipe closure with the standpipe.
The pressure boundary of the reactor coolant is held by the closure. The in-vessel part has a length of
about 8 900 mm and its lower end is constituted of three tubular parts, which are two irradiation units
and a guide tube. Each has a length of about 2 600 mm and a diameter of 113 mm. Three specimens
areingaled in the irradiation unit at the same level. The units and the guide tube are ingtalled in three
holes of the graphite reflector blocks in the column of the reflector region of the core. The level of
installation of the specimens corresponds to the fuel blocks in the fud region. The specimens are mainly
heated by heat from the core at the operation. Because of the large heat capacity of the core, it is
thought that the irradiation temperature will not change very rapidly during operation. The irradiation
temperatures are, therefore, mainly controlled taking advantage of this superior feature of the HTTR.
An electric heater with maximum power of 300 W is equipped in each unit surrounding the specimens.
It will provide a supplementary temperature control in addition to the heat from the core. The target of
temperature deviation is a set value of +3°C for both the irradiation temperatures of 550 and 600°C.

Figure 1. Cutaway drawing of |-l typeirradiation equipment
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The out-of vessal part of the equipment, shown in Figure 1, is the weight loading system. Figure 2
illustrates this system. The levers and weights generally used for the out-of-pile creep test are used for
this system. The weights allow stable loads of 9.7 and 7.0 KN on the specimens. At the in-pile creep
test, the selected tensile loads will be applied to the specimens after the attainment of the rated reactor
power. Each load is transmitted through the load transmission rod to the specimen in each unit. If the
specimen is elongated by the proceeding creep, the level of a pulley will automatically be controlled
by a motor so as to keep the balance of the lever. Thus, the applied loads will be continuously and
precisely controlled.

Figure 2. Weight loading system of |-I typeirradiation equipment
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I n-core monitoring

Two sets of the in-vessel part, shown in Figure 1, were fabricated. One (Type A) is mainly used
for measuring the irradiation condition of the core, though the in-pile creep test will not be carried out
by Type A. This measurement will ensure the irradiation condition of the in-pile creep test, next to the
Type A irradiation, since it will be the first time the HTTR will measure the condition directly.
The installed specimensin Type A are used for the out-of-pile creep test after the irradiation. The other
(Type B) is used for the in-pile creep test. The irradiation condition will also be monitored. For this
irradiation test, one specimen in the unit is used to study the in-pile creep behaviour and the other two
specimens in the unit are not loaded and are used for the out-of-pile creep test after the irradiation.
For both tests by Type A and B, the monitoring electric signals are taken out of the reactor vessel
through the standpipe closure.

Table 2 shows in-core monitoring instruments for the in-pile creep test. The neutron flux at the
irradiation equipment in the core will be monitored by self-powered neutron detectors (SPNDs)
installed in it. The size of its sensor part is $2 x 70 mm and rhodium is used as the emitter material.
Some small metallic wires, packed in silica tubes, are also instaled in the equipment as neutron
fluence monitors. The wire materials were selected for both thermal and fast neutron fluence
measurement after the irradiation. The irradiation temperature will be continuously measured by the
thermocouples (K-type) in the equipment. The creep elongation of the specimen will be continuously
monitored by a differential transformer in the unit. The transformer was developed for this equipment
in order to work at elevated temperatures by adopting a fine mineral insulated (MI) type cable to the
transformer cails. Its long-term stability at elevated temperatures was demonstrated in advance.
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Table 2. In-core monitoring instrumentsfor in-pile creep test

Neutron flux Self-powered neutron detector (SPND)

$2 x 70 mm (sensor)

Emitter: Rhodium

Neutron fluence | Fluence monitor

Wire: Al-0.41%Co, Fe, Cu, 86%Cu-12%Mn
Temperature Thermocouple

K-type

Creep elongation | Differential transformer

Cail: Fine mineral insulated (MI) cable

Perfor mance demonstr ation

Functional tests for the components of the I-I type irradiation equipment, such as the weight
loading system, heater and differential transformer, were carried out. Afterwards, the equipment was
fabricated from the components. Its performance was also demonstrated outside the reactor after
fabrication. The main results are described briefly as follows.

Load transmission

The load, produced by the weight loading system, is transmitted to the specimen through the load
transmission rod, shown in Figures 1 and 2. The rod is inserted into the reactor vessel through the
standpipe closure. The small gap between the rod and the penetration of the closure is sealed by
O-rings. The produced load is thought to be slightly reduced and transmitted to the specimen because
of the friction at the seal part of the penetration. The effect of the friction on the transmitted load was
experimentally evaluated outside the reactor by using the fabricated equipment. Figure 3 shows the
relationship between the effective load on the specimen and the produced load using the weight
loading system. The produced load was measured by the load cell of the equipment attached to the rod
as shown in Figure 2. The load on the specimen was measured by another load cell temporaly
attached to the specimen. One can see from Figure 3 that the produced load is transmitted to the
specimen reduced by about 1.3 kN at this test condition. The effective load on the specimen is linearly
proportiona to the produced one, ranging from 6 to 11 kN. At the in-pile creep test condition, athough
the friction loss value may change, the linearity is thought to hold. The value will be measured by a
strain gauge attached on the rod near the specimen, and then the effective load will be controlled
taking the linearity into consideration.

Temperature control

The electric heater surrounding the specimens in the unit will keep the temperature stable in
addition to the heat from the reactor core. The temperature controllability of the heater was tested by
using a mock-up of the irradiation unit. The mock-up unit was instaled in a furnace which created
thermal disturbances. At the disturbance, the power of the electric heater was controlled automatically
s0 as to keep the set value of the specimen temperature. Figure 4 shows the experimenta result of the
temperature control test. The set value of the specimen temperature is 600°C. The furnace temperature
was changed ranging from about 550°C to 570°C as a thermal disturbance. The electric heater power
was automatically controlled to keep the set value. As aresult, the specimen temperature was maintained
around the set value. In this case, the deviation of the specimen temperature was within 3°C. This result
confirms that the specimen temperature will be controlled in a stable manner at the in-pile test.
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Figure 3. Effective load on specimen by weight loading system
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Creep behaviour measurement

The in-pile creep eongation will be detected by the differential transformer with the fine Ml
cable coil. Figure 5 shows the out-of-pile experimenta result of the creep behaviour measurement.
The test specimen was elongated at a temperature of 600°C. The elongation of the specimen was
detected by both the differential transformer and a strain gauge which was temporally attached to the
specimen. We can see from this figure that the both measured values are in good agreement. It is
thought, therefore, that the creep behaviour at the in-pile-test will be precisely measured by the
devel oped transformer.

Figure 5. Measurement of creep behaviour by differential transfor mer
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Summary

The |-l type irradiation equipment is the first irradiation rig for the HTTR. It will be used for the
in-pile creep test for the standard size specimens of 316 FR steel. Fabrication of the equipment was
started in 1999. Its performance, such as the load transmission, temperature control and creep behaviour
measurement, has already been demonstrated outside the reactor. It is now temporarily located in the
reactor building of the HTTR. After the demonstration of the performance of the HTTR, it will be
installed in the reactor for the irradiation test.
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Abstract

Recent activity in efforts to develop optical diagnostic techniques for the high-temperature test reactor
(HTTR) is reviewed. Radiation resistant optica fibres have been developed, which will withstand
radiation damages; these are expected to be deployed in the HTTR core regions within a few years.
Temperature, rector power and other operating parameters could be measured by the optical diagnostic
systems, which have several advantages over other diagnostic systems.
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I ntroduction

Technologies for high-temperature gas-cooled reactors (HTGR), which have severa attractive
features, such as more stable and safer nuclear properties than other reactor types, are being extensively
developed [1]. Intensified efforts are devoted in Japan to develop technologies related to the stable
operation and effective utilisation of a high-temperature test reactor (HTTR) [2]. Among these efforts,
the development of optical diagnostic techniques will be highlighted here.

Though the HTGR has several attractive features, it has some disadvantages. Namely, visibility of
its core region is very poor in general even at reactor shutdown, as graphite moderator blocks seriously
obstruct optical access. A typical example of this shortcoming was experienced when afire devel oped
in the core region of a so-called Colder Hall type reactor [3]. It was only after desperate and dangerous
efforts that the burning position was identified. If remote optical diagnostics were available, it would
improve the maintainability of the HTGR, resulting in far better social acceptance of this type of
reactor. Ceramic fibre optics are the only tools that could render the solid-made HTGR core accessible.

Other issues are problems related to the highly corrosive environments in an HTGR core and the
high-temperature atmosphere. Helium gas is extremely inert even at elevated temperatures. However,
once contaminated with a small amount of impurities such as oxygen and carbon, it becomes seriously
corrosive [4-6]. At present, among commercialy available metalic structural materials, only the
so-called alpha-tungsten strengthened “super-alloys’ [7], which are expensive and poorly workable,
can withstand the mechanical degradation caused by impure helium corrosion in HTGRs [6,7].
Concerning electrical functional ceramic insulators, their electrical insulating ability seriously degrades
above 600°C. At best, an electrical resistivity of the order of about 10° chm/m at 1 000°C could be
expected for a highly pure alumina (Al,O3) [8]. For commercia ceramic insulators, resistance would
be of the order of 10* ohm/m or less [9]. The poor compatibility of materials with HTGR core
environments renders the application of conventional electrical dosimetry, such as thermocouples and
self-powered radiation detectors (SPDs), very difficult in HTGR core regions. In the meantime, fibre
optics have refractory propertiesin HTGR cores, as they are made of refractory silicon oxide (silica;
SiO,) and silica showed good compatibility with corrosive helium gasesin HTGRs [4].

Until recently, silica core fibre optics have been considered to be vulnerable to nuclear radiation,
with the result that the application of fibre optics was judged to be unrealistic in high-power nuclear
reactor cores. However, there is evidence demonstrating that recently developed optical fibres can
withstand radiation damage in HTGRs [10,11]. The present paper will review recent efforts in the
development of radiation-resistant optical fibres and examples of optical diagnostics in radiation
environments similar to that of the HTGR.

Development of radiation resistant optical fibres

Two major effects, electronic excitation and atomic displacement, are considered in radiation
effects in general. Electronic excitation effects will activate pre-existing structural defects through
ionising effects and produce optical absorption centres. In the meantime, atomic displacement effects
will introduce new structural defects. In general, radiation effects introduce strong optical absorption
bands in the wavelength range shorter than 700 nm, namely visible to near ultra-violet region [10,11].
Also, an increase of optical absorption is observed in the infrared region, in the wavelength range of
800-2 000 nm, by radiation effects. In this case, the strength of radiation-induced optical absorption
has a very weak wavel ength dependence.
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Figure 1 shows the strength of radiation-induced optical absorption in a newly developed
radiation-resistant optical fibre, under gammac-ray irradiation, specifically purely electronic excitation
radiation. A fluorine doped (F-doped) optical fibre showed far better radiation resistance compared
with apure silica core fibre in the wavelength shorter than 700 nm. Here, the F-doped fibre (FF-4) was
developed by Shamoto, et al. of Fujikura Co. Ltd of Japan [11]. Radiation-induced optical absorption
was 0.5 dB/m at about 600 nm, caused by radiation-induced defects of so-called non-bridging oxygen
hole centres (NBOHC), with an electronic excitation dose of 1 x 10° Gy. Better radiation resistance
was demonstrated in a F-doped optical fibre (MF-1) developed by Hayami, et al. of Mitsubishi Co. Ltd
of Japan, as shown in Figure 2 [12]. In this case, the radiation-induced optical absorption at about
600 nm was less than 0.2 dB/m with the same electronic excitation dose.

Figure 1. Growth of optical absorption in newly developed radiation-resistant optical
fibre FF under pure electronic excitation irradiation (cobalt-60 gamma-ray irradiation)
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Figure 2. Growth of optical absorption in MF-1 developed
by Mitsubishi under pure electronic excitation irradiation
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The electronic excitation dose rate in the core of HTGRs will be not large, due to its moderate
nuclear power density during operation and due to low residual radioactivity after reactor shutdown.
The dose rate will be about 100 Gy/s at reactor full power and less than 0.1 Gy/s at reactor shutdown
in the case of the HTTR. At this point, these newly developed fibres could be used for visible
applications for more than 10" seconds, namely about 3 x 10° hours at reactor shutdown, without any
serious disturbance by radiation-induced optical absorptions.

In the case of reactor full power operation, atomic displacement effects by fast neutrons should be
considered. Figure 3 shows an increase of radiation-induced optical loss in FF-4, under irradiation in
the Japan Materias Testing Reactor (IMTR). The irradiation temperature was 400 K and fluxes of fast
(E>1MeV) and therma (E <0.687eV) neutrons are 6 x 10" and 8 x 10" n/m?s, respectively.
An ionising dose rate is calculated to be about 0.5 kGy/s. At reactor start-up, so-called radiation
hardening (the increase of optical transmission by radiation effects) was observed as shown in the data
at 1 MW. Optical transmission loss was smaller than that before the irradiation in the entire wavelength
range of 400-1 600 nm. Then, radiation-induced optical absorption increased in the whole wavelength
range. At about 600 nm, the strength of optical absorption due to the NBOHC increased with an
increase in the irradiation time. However, the induced optica transmission loss was less than 20 dB/m
after 21 days of irradiation. The corresponding fast neutron fluence was about 1 x 10 n/m? and the
electronic excitation dose was about 1 x 10° Gy. These values correspond to about 10 years operation
of the HTTR. The optica transmission loss of 20 dB/m is acceptable, when a strong light probe is
assumed. Concerning the infrared regions, the radiation-induced optical transmission loss was very
small, rather it can be said that the reactor irradiation improved optica transmission. However, the
optical absorption by OH (oxyhydrate) grew, which would interfere with optical diagnogtics in the
infrared regions.

Figure 3. Growth of optical absorption in FF-4 under JIMTR irradiation
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The increase of optica absorption in the infrared range in comparison with the data obtained at
1 MW had a weak wavelength dependence when the absorption by OH was ignored. The introduction
of this wavelength-independent absorption could be interpreted as the optical loss being caused by
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so-called micro-bending of the optical fibres. Specifically, some structural damage at the interface
between the core and the clad of optical fibres was introduced over the course of irradiation. F-doping
is found to make optica fibres sensitive to micro-bending loss, because the F-doping of the core silica
would decrease the difference of reflectivity between the core and the clad. However, the bending loss
could be minimised in the HTGR, in which optica fibres would be applied with a large bending
curvature.

Visible ingpection into HTGR core regions could be undertaken, with fibre bundles of the newly
devel oped radiation-resistant optical fibres such as MF-1 and FF-4, even when the HTGR is operating
under full power.

Other possible diagnostic tools include reactor power monitoring and temperature measurement.
Radiation effects will generate luminescence in ceramic materials. Figure 4 shows radiation-induced
luminescence (radio-luminescence) in fused silica, the material of which an optical fibre is composed.
Strong radio-luminescence peaks are observed at 450 nm and at 1 280 nm, as is so-called Cerenkov
radiation in the wavelength range of 600-1 800 nm. The intensity of the radio-luminescence peak at
1270 nmis plotted as a function of the reactor power in Figure 5, which shows linear dependence on
the reactor power. The intensity of the Cerenkov radiation also showed good linear dependence on the
reactor power. At present, it is assumed that the intensity of the radio-luminescence at 1 270 nm and
that of Cerenkov radiation would be proportional to the electronic excitation dose rate, namely, the
gamma-ray dose rate in the reactor. In general, the gamma-ray dose rate is proportional to the local
nuclear power in the fission reactor. Thus, alocal nuclear power could be monitored with fine optical
fibresinthe HTGRs.

Figure 4. Radiation-induced luminescence (r adio-luminescence)
from fused silica core optical fibreirradiated in IMTR
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Through radiation-resistant optical fibres, thermo-luminescence and black-body radiation could
be observed. Figure 6 shows thermo-luminescence and the black-body radiation from a heated fused
silica core of the optical fibres. Figure 7 shows their intensities as a function of temperature with those
from alumina (Al,Os). As expected, intensities are inversely proportional to the absolute temperatures.
Temperatures of alumina were monitored in the IMTR as shown in Figure 8, by a conventional
thermocouple of the n-type and by the optical fibre using the relationship shown in Figure 7 [13].
The temperature estimated by optical signals follows that measured by the thermocouples very well
over the course of the IMTR operation at about 800°C. The total neutron fluence is more than
1 x 10** n/m?, far larger than that expected for the HTGRS over its 10-year operation.

Figure 6. Thermo-luminescence from a fused silica core optical fibre
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Figure 8. Example of temperature monitoring by fused silica
core optical fibre under IMTR high-temperatureirradiation
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Summary

The present status of the development of optical diagnostics for application in HTGRs in Japan is

briefly reviewed. The results strongly demonstrate that some of recently devel oped radiation-resistant
optical fibres could be applied in core regions of the HTGRs for optical diagnostics.

[1]

[2]

[3]
[4]

REFERENCES

Proceedings of the First Information Exchange Meeting on Basic Studies on High-temperature
Engineering, 27-29 September 1999, Paris, OECD Proceedings, OECD/NEA, Paris (2000).

The HTTR Utilisation Research Committee, “ Results and Future Plans for the Innovative Basic
Research on High-temperature Engineering”, JAERI-Review 2001-016, JAERI, Oarai, Japan
(2000).

M. Gowing, “Independence and Deterrence”, The Macmillan Press Ltd., London, UK (1974).

R. Watanabe, et al., “Final Report on Research and Development of Direct Steel Making

Utilizing High-temperature Reducive Gas from High-temperature Gas-cooled Reactor”,
National Research Institute for Metals, Science and Technology Agency, Tokyo, Japan (1981).

159



[5]

[6]

[7]
(8]
[9]
[10]

[11]

[12]

[13]

T. Tanabe, Y. Sakai, T. Shikama, M. Fujitsuka, H. Y oshida, R. Watanabe, Nuclear Technology,
66, 260 (1984).

T. Tanabe, T. Shikama, Y. Sakai, M. Fujitsuka, H. Araki, H. Yoshida, R. Watanabe, Tetsu-to-
Hagane, 69,103 (1983).

R. Watanabe, Y. Chiba, T. Kokonoe, Tetsu-to-Hagane, 61, 2405 (1975).

G.P. Pélls, Journal of Nuclear Materials, 155-157, 67 (1988).

T. Shikama and S.J. Zinkle, Philosophical Magazine, B81, 75 (2001).

T. Shikama, T. Kakuta, M. Narui, M. Ishihara, T. Sagawa, T. Arai, in Proceedings of an
OECD/NEA Workshop on High-temperature Engineering Research Facilities and Experiments,
12-14 November 1997, Petten, the Netherlands, ECN-R-98-005 (NEA/NSC/DOC(98)4),
OECD/NEA, Paris (1998).

T. Shikama, T. Kakuta, N. Shamoto, M. Narui, T. Sagawa, Fusion Engineering and Design,
51-52, 179 (2000).

T. Kakuta, T. Shikama, H. Hayami, presented at the 10" International Conference on Fusion
Reactor Materias, Baden-Baden, Gemany, October 2001.

F. Jensen, T. Kakuta, T. Shikama, T. Sagawa, M. Narui, M. Nakazawa, Fusion Engineering and
Design, 41A, 449 (1998).

160



MEASUREMENT METHOD OF IN-CORE NEUTRON AND
GAMMA-RAY DISTRIBUTIONSWITH SCINTILLATOR
OPTICAL FIBRE DETECTOR AND SELF-POWERED DETECTOR

Chizuo Morit, Akira Uritani®, Tsunemi Kakuta®, Masaki K atagiri®,
Tateo Shikama®, M asahara Nakazawa®, Tetsuo I guchi®,

Jun Kawarabayashi®, Itsuro Kimura’, Hisao K obayashi®, Shuhei Hayashi®
'Aichi Institute of Technology (Y achigusa 1247, Y agusa, Toyota 470-0392, Japan),
’Electrotechnical Laboratory, *Japan Atomic Energy Research Institute,
*Tohoku University, *University of Tokyo, ®Nagoya University,
"Institute for Nuclear Safety Systems, ®Rikkyo University

Abstract

For the real time measurement of thermal neutron flux and gamma-ray intensity distributions, two
methods were developed. One is the method composed of a scintillator optical fibre with a scanning
driver and the other is self-powered detector with the driver.

The optical fibre method entails a scintillation powder of ruby, Al,O3(Cr,0s), being attached to the tip
of afibre and the other end of the fibre connected to a photomultiplier. The current of the photomultiplier
anode was measured. When the scintillator was mixed with °LiF powder, the neutron flux was
measured, and without °LiF, gammarray intensity was measured. The position distribution was obtained
by scanning the position with the fibre through the fibre driver. This method, however, can only be
applied at temperatures up to about 100°C. Other scintillators are now under investigation.

For the self-powered detector, the insulator between the central needle electrode, i.e. platinum and the
outer cylindrical cathode i.e. Inconel (which can be used at high temperatures) is important. A pure
aluminium oxide insulator could be used up to about 400°C, and a quartz insulator was usable up to
about 500°C.
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I ntroduction

About 10 years ago, a rea time measurement method for neutron flux and gammarray intensity
distributions was developed [1,2]. In this method, a scintillation powder of ZnS(Ag) was attached to
the tip of a fibre and the other end of the fibre was connected to a photomultiplier. Since the thermal
neutron flux was less than 10% n/cm?s in a critical assembly, the number of pulses from the
photomultiplier was counted. When the scintillator is mixed with ®LiF powder, the neutron flux was
measured, and without °LiF, gamma-ray intensity was measured. The position distribution was
obtained by scanning the fibre with a fibre driver. With this new method, neutron flux distribution and
gamma-ray intensity distribution in areactor core were obtained over 1 meter in about 10 minutes with
a position resolution of about 1mm. This method is very useful for the characterisation of critical
assemblies and research reactors.

However, in ausua reactor core with a neutron flux of around 10 n/cm?s, it was not able to
use such detectors, because an uncountably huge number of pulses appeared, and also because the
ZnS(AQ) scintillator deteriorated due to radiation damage. We therefore used a ruby, aluminium oxide
Al,O5(Cr,05) scintillator called “Desmarquest” which is highly resistant to radiation damage, and we
measured the el ectric current intensity from the photomultiplier anode, not the number of pulses.

For the self-powered detector (SPD), we are now trying to find a better insulator, i.e. platinum,
between the central needle electrode and the outer Inconel cylindrical cathode, which can be used at
high temperatures. A pure aluminium oxide insulator could be used up to about 400°C. A quartz
insulator was able to be used up to about 500°C. Other materials are currently under investigation.

Instrument
Measurement system

Figure 1 shows the measurement system. The scintillator fibre detector was inserted into one of
the irradiation holes in the reactor core with alength of 550 mm of the TRIGA |l of The Institute for
Atomic Energy, Rikkyo University or taken out of the hole with a fibre driver which is automatically
controlled by a personal computer. The optical signal through the fibre is introduced to a
photomultiplier after the transmission of a band pass optical filter. Photomultiplier output current was
measured with a nano-ammeter.

Figure 1. Measurement system
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Detectors
Fibre detector

Although a recently developed quartz fibre [3] can be used up to 1 000°C, we tentatively used an
ordinary large diameter core quartz fibre, SC*600/750 (Fujikura Co. Ltd.), with a core diameter of
600 um and an outer diameter of 1.5 mm. The bottom of a stainless steel cap was filled with the
powder of scintillator AF995R Al,O5(Cr,03) (Desmarquest Co. Ltd.) and then the fibre was inserted
into the cap. The scintillator powder was mixed with °LiF powder for thermal neutron measurement
and with silicon nitride powder for gamma-ray measurement with a ratio of 2/1 for scintillator/
chemicals.

To digtinguish the scintillation light component with longer wavelength of 690 nm from the
Cherencov light component with shorter wavelength, a band pass interference optical filter, AJ46154
(Edmond Scientific Japan Co., Ltd.), was used. With this new method, neutron flux distribution and
gamma-ray intensity distribution in areactor core were obtained over 1 meter in about 10 minutes with
a position resolution of about 1 mm. This method is very useful for the characterisation of ordinary
research reactors. However, it is applicable only up to about 150°C, because the light emission
property of the scintillator deteriorates at high temperatures, as discussed below.

Self-powered detector (SPD)

Figure 2 shows the SPD configuration for gamma-ray measurement. The detector is composed of
a central wire electrode with a diameter of 0.7 mm and a length of 70 mm and an outer electrode of
Inconel 600 (Ni, Cr, Fe, Mn alloy) with an inner diameter of 2.5 mm and an outer diameter of 4.0 mm.
Between the two electrodes, a quartz pipe with a wall thickness of about 0.22 mm is inserted as an
electrical insulator. As a centra wire electrode, a platinum wire was used as a detector and an Inconel
wire was used as another detector for comparison.

Figure 2. Schematic view of self-powered detector
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Experimental results
Fibre detector
Figure 3 shows a wavelength spectrum obtained with a ruby scintillator mixed with °LiF in the

JRR4 reactor, (a) without optical filter showing the light, perhaps Cherencov light, from the fibre and
(b) with the band pass filter showing only the light from the scintillator itself.
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Figure 3. Wavelength spectra of thelight from detector
(a) without optical filter and (b) with optical filter
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Figure 4 shows the temperature dependence of light intensity. The intensity of 690 nm light from
the scintillator drastically decreases with temperature. It disappears above 300°C. This scintillator is
difficult to use at temperatures above 100°C. We are now trying to use other scintillators, including a
gas scintillator. The intensity of 380 nm light in the Cherencov region does not change much at all.

Figure 4. Temperatur e dependence of light intensities of scintillation and Cherencov
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Figure 5 shows the geometrical distributions of neutron flux and gamma rays obtained by moving
the fibre detector with the band pass filter by using fibre driver with the scanning speed of 8 min/min
the core of the research reactor TRIGA Mark Il of Rikkyo University. Curves (1), (2) and (3) were
obtained by the detector with a scintillator mixed with °LiF, by the detector with only a scintillator and
by the detector without scintillator, respectively. The difference between values (1) and (2) was
determined to obtain the distribution of thermal neutron flux as shown by the curve (1)-(2). Figure 6
shows the comparison between the neutron flux distribution, the curve (1)-(2), obtained with the fibre
detector and that with gold foil activation method. The two are in good agreement. However, the
activation method reguires four or five hours to obtain the distribution with a position resolution of
about 10 mm, whereas the fibre method only requires 10 minutes or so with a position resolution of
about 1 mm.
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Figure5. Position distribution of radiation intensities obtained with fibre detectors

(1) Ruby scintillator powder mixed with °LiF powder, (2) Scintillator powder only,
(1)-(2) The difference, (3) Fibre only without scintillator
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Figure 6. Comparison of position distribution of thermal neutrons
obtained with fibre detector and that with Au foil activation method
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We tried out two kinds of insulators, a pure aumina (99.5%Al,0,) tube insulator with a wall
thickness of 0.2 mm and a quartz tube with a wall thickness of 02~0.25 mm. SPDs were irradiated
with 5x 10? Gy/h (for water) of ®Co gamma rays in an eectric furnace. With the quartz tube
(as shown in Figure 7) the difference between the detector with a central electrode of Pt and that with
an Inconel eectrode was kept almost constant up to about 500°C. However, with the alumina tube, a
rather larger current appeared at temperatures above about 400°C. These results should be confirmed
by additional experimentation. Pure quartz, such as optical fibres, appears to be an attractive option.
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Figure 7. Temperatur e dependence of self-powered detectors
with a Pt central electrode and with an Inconel central electrode
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Conclusions

For the measurement of geometrical distribution of neutron flux and gamma-ray intensity in
reactor cores, the method of scanning the core with an optical fibre with a scintillator (ruby) attached
on the tip was useful. Since there is Cherencov light emission in the fibre, an optical band pass filter
was used to pass only the scintillation light. When the scintillation powder was mixed with °LiF
powder, it was possible to measure thermal neutron flux distribution over 1 meter in only about
10 minutes. Without °LiF, gamma-ray intensity distribution was measured.

However, the light emission of the ruby scintillator decreases at high temperatures, and thus this
scintillator can be substantialy used only up to about 100°C, rendering this method applicable for
research reactors and critical assemblies. We are now trying other scintillators, including gas
scintillators.

Self-powered detectors can be used at much higher temperatures. A quartz insulator was used up
to the temperature of about 500°C, whereas pure alumina was applicable below about 400°C.
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DEVELOPMENT OF IN-CORE TEST CAPABILITIES
FOR MATERIAL CHARACTERISATION
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Abstract

This paper presents a concise review of some of the test capabilities developed at the OECD Halden
Reactor Project for the characterisation of fuel and materials properties under irradiation. Insights on
some of the instrumentation utilised in these tests are also presented. The paper addresses some of the
irradiation techniques used for gas reactor investigations, notably in the field of AGR fuel and materials.

! Currently at the OECD Nuclear Energy Agency.

167



I ntroduction

The Halden reactor is a test station where a range of investigations is carried out on nuclear
materials under awide variety of conditions. Different types of reactor environments can be simulated
covering BWR, PWR, VVER, CANDU and AGR needs.

The key of the Halden irradiation is the ability to monitor on-line the relevant performance aspects.
Each experimental rig is, in fact, a compact agglomerate of technology developed to extract data from
the test section during the test performance. Most of these instruments are required to work for along
time, from months to many years, under demanding radiation, temperature and pressure conditions.

This paper intends to provide only a brief summary of some of the techniques in use at Halden,
addressing in particular some examples of gas reactor applications.

Instrumentation for LWR fuel testing

Investigations of fuel performance under steady state and transient operation conditions have
constituted a major part of the experimental work carried out in the Halden reactor since its start-up in
1959. The in-core studies were supported by the development and perfection of instrumentation and
experimental rig and loop systems where reactor fuels and materials can be tested under PWR and BWR
conditions. Fundamental knowledge and contributions to the understanding of LWR fud behaviour in
different situations could thus be provided in support of a safe and economic nuclear power generation.

Fuel testing at the Halden Reactor Project has for a number of years focused on implications of
extended burn-up operation schemes aimed at an improved fuel cycle economy. The experimental
programmes are therefore set up to identify long-term property changes with an impact on performance
and safety. While PIE ascertains the state existing at the end of irradiation, in-core instrumentation
provides a full description of performance history, cross-correlation between performance parameters,
on-line monitoring of the status of the test and a direct comparison of different fuels and materials.
Trends developing over severd years, dow changes occurring on a scale of days or weeks, and transients
from seconds to some hours can be monitored. The data generated in the fuels testing programmes
originate from in-pile sensors, which allow to assess:

e Fuel centre temperature and thus thermal property changes as function of burn-up.
» Fission gasrelease as function of power, operational mode and burn-up.

* Fuel swelling as affected by solid and gaseous fission products.

* Pellet-cladding interaction manifested by axial and diametral deformations.

The type of instruments that are put in place for fuel on-line performance monitoring consist
mainly of:

* Refractory metal thermocouples, W-Re type. These thermocouples can measure fuel
temperatures up to 2 000°C-2 200°C. However, the lifetime at very high temperature can be
rather limited. Long-term operation (years) can be ensured at temperatures below ~1 400°C.
The reason for the limited time endurance in high-temperature fuel environments is believed
to be due to chemical attack of fission products. Refractory metal thermocouples normally
have a refractory metal sheath and thus can not be directly welded on stainless steel structures.
Techniques have been developed at Halden for refractory metal to stainless steel transition.
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* Non-refractory metal thermocouples. For operation up to 1 300°C nicrosil-nisil thermocouples
are sometimes used at Halden for fuel temperature measurements when operation allows.
For other applications, such as coolant temperature and cladding temperature measurements
up to 1 100°C, chromel-alumel thermocouples are normally used.

» Differential transformers. These instruments are fundamental for the Halden fuel tests, as
they are used for fission gas release, fuel swelling, cladding axial deformation and cladding
radial deformation measurements. They are aso used for a range of additional applicationsin
the field of materias testing, e.g. creep. A schematic of this type of instrument is shown in
Figure 1. In this case the application is to measure cladding axial strain. The Halden operating
experience for this type of instrument is ~350°C and it is not believed that it can function at a
significantly higher temperature. However, high-temperature phenomena can be detected by
this sensor, as long as the sensor itself is kept below ~350°C.

Figure 1. Cladding extensometer (EC)
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Obvioudly, there are many other types of sensors, but the above are the most commonly used ones
at Halden. The irradiation of instrumented fuel rods is carried out in specialised rigs according to test
objectives, e.g. long-term base irradiation, ramps or transient testing. In addition to fud instrumentation,
some rods in experimental rigs have gas lines attached to their end plugs. This alows the exchange of
fuel rod fill gas during operation and makes it possible to determine gas transport properties as well as
the gap thermal resistance and its influence on fuel temperatures. It is also possible to analyse swept
out fission products for assessment of fuel microstructural changes and fission gas release. Thisis an
important experimental technique for the high burn-up programmes currently being executed and
defined for the period 2000-2002.

The examples of experimental work and results selected for this paper relate to high burn-up fuel
performance with respect to thermal behaviour, fission gas release, PCMI and cladding creep. They
can be used for fuel behaviour model development and verification as well asin safety analyses.

Example of fuel temperature and fission gasrelease data

An example of how Halden measurements are used is given in Figure 2, which shows combined
fuel temperature and fission gas release pressure of a MOX fuel rod. The measurement temperature
was up to ~1 200°C for most of the operating period, except for the interval 13-20 MWd/kg, where the
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Figure 2. Measured and normalised rod pressure histories

-ttt
251 ROD 10 with solid pellets T
o 201 L
S - :
(];.D - Measured pressure PF2 H
a 1 5_: Normalised pressure (0 kw/m 20°C) B
N X
S -
a 10‘: .................................
5 e R
= 1 1
~—15004 el (Vitanza's threshold B
(@) - for FGR in UO,) [~~~ ]
S T Ll T L
Q_ - " e te, -
1000+ : T
= -
— i Estimated peak temperature } ' I
500 -------- Measured temperature TFC1 v -
1 1 1

0 5 10 15 20 25

Rod average burn-up (MWd/kgMOX)

temperature was lower. Since the fuel centre thermocouple requires a 1 to 1.5 mm hole along the fuel
pellet axis, the measured temperature is somewhat lower than the actual fuel centre temperature away
from the thermocouple. The latter temperature can however be reasonably well estimated based on the
measured temperature, as shown in Figure 2.

The rod pressure measurements show that there is a pronounced increase of pressure at a burn-up
of ~20 MWd/kg, when the actual fuel temperature exceeds the value of 1 300°C. The operating pressure
rises quickly from 10 to 20 bar and, in subsequent steps, up to 27 bar. This gives a clear indication that
substantial fission gasis being released from the fuel into the rod free volume. Such coupling between
fuel temperature and fission gas release measurements is fundamental for understanding the mechanisms
of fuel behaviour and for developing realistic fuel performance models.

Example of cladding creep reversal (and rod overpressure) data

Fission gas release a high burn-up may result in the rod pressure exceeding the coolant pressure.
A creep-out of the cladding may then open the fuel-cladding gap and lead to increasing fuel temperatures
and further, increased fission gas release. In order to assess the consequences for fudl integrity, the
creep characteristics of cladding material must be known.

Cladding creep data at high fluence in the presence of neutron flux were produced in the Halden
reactor under representative LWR conditions in a diameter measurement rig. A gas line connected to
the cladding tube enabled to change the rod inner pressure. In this way, severa stress reversals were
produced, and the cladding creep was measured in-pile by a diameter gauge with a relative precision
of 2 um. Unlike PIE which only provides a single point, the results obtained show in a unique
manner the development from primary to secondary creep.
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The reaction of pre-irradiated BWR cladding materia (fluence 6 x 10 n/em?, E > 1 MeV) to
stress reversals is shown in Figure 3. The rod diameter changed in a stepwise manner whenever the
applied stress was changed. Figure 3 also shows that immediately following each stress change, although
sometimes difficult to detect, primary creep occurred. These data have provided insight in the reaction
of cladding materia to changing stress conditions and the relation of primary and secondary creep to
stress change and stress level. They are used by Halden Project participants for modelling the creep-out
behaviour at high burn-up as consequence of rod overpressure. A question posed before conducting
the test was whether primary creep would recur with every stress change. This was answered in a direct
manner and the result has a bearing on the modelling of cladding failure induced by power changes.

Figure 3. Creep response of cladding tube subjected to compresssive
and tensle stress. Therecurrence of primary creep can be noted.
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A complementary test, in which a pre-irradiated PWR rod equipped with a fuel centreline
thermocouple is subjected to rod overpressure, was executed with the aim to determine the pressure
beyond which the fuel temperature will increase due to clad creep-out. The fuel (burn-up 55 MWd/kg)
was re-instrumented with a fuel thermocouple and a cladding elongation detector. The rod overpressure
was controlled with a high-pressure gas supply system connected to the fuel rod with agasline.
Re-fabrication and re-instrumentation of test specimen

A range of practical applications requires that materials retrieved form power reactors be
re-irradiated in atest reactor. This occurs in particular when fuel properties are to be measured at high
burn-up and at conditions that cannot be attained in power reactors. Practical examples are:

* Burn-up extension beyond level alowed in power reactors.

» Power ramps.

» Operations at non-standard water chemistry conditions.

e Specid conditionsthat can only be smulated in atest reactor (e.g. controlled rod overpressure).

o Safety-related tests such as dry-out tests.
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Halden has specialised in re-fabrication techniques, which have enabled to perform a variety of
tests on representative fud specimens. A schematic of how this operation is carried out is shown in
Figure 4. The re-fabrication (and re-instrumentation) technique has been fundamental for Halden tests
in the last decade, when the trend towards high burn-up testing has become important. A similar trend
is being experienced in the materials area, where the demand for testing of representative, high-dose
meaterials retrieved from power reactorsisincreasing.

Figure4. Re-instrumentation/re-irradiation of fuel rods
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Applicationsfor gasreactors

The Halden instrumented tests have addressed water reactor issues in most cases. However,
efforts have been made to broaden the range of applicability to gas reactors. Two such applications are
described in the following.

Testing of AGR fuel

During the last decade, tests have been carried out at Halden on AGR fuel. The main objective of
such tests was to assess the performance under power uprating conditions, but power oscillation tests
were aso carried out. Obvioudy, AGR fuel temperatures are much higher than in water reactor fuel
and the question was concerned how an AGR fuel test could be successfully conducted in the Halden
reactor. This operates at 240°C coolant temperature, whereas the requirements were that the AGR fuel
cladding temperature should be ~700°C at 20 kW/m and 1 000-1 100°C at 50 kW/m.
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Therequired AGR cladding temperature conditions were achieved without utilising expensive gas
loop solutions. As shown in Figure 5, the AGR fuel rod is encapsulated into a zircaloy tube such that a
controlled gap exists between the AGR fuel rod and the outer tube. The gap site is controlled by means
of special spacers placed in a certain manner between the pins of the AGR rod and the filler gas
composition is chosen such that the AGR cladding temperature versus power matches the one in actual
AGR reactors.

Figure5. Ramp rig providing data on test temperature and elongation
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The encapsulation design and procedure were conceptually simple but complex to realise, especially
considering that fuel pre-irradiated in a commercial plant had to be tested. This means that the spacer
attachment, the encapsulation and the capsule sealing had to be carried out in hot cells. In addition, as
shown in Figure 5, differential transformers were attached to the capsule in order to monitor the AGR
fuel rod elongation during ramp.

The above tests were preceded by a qualification campaign to qualify the test method. As part of
this effort, Figure 6 shows the measured cladding temperatures in two rigs that were used in the early
phase of the AGR irradiations. As one can observe, the measured cladding temperatures were exactly
those set in the test requirements (e.g. ~700°C and ~1 000-1 100°C at 20 and 50 kW/m).
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Figure 6. AGR fud and clad temperaturesin the Halden ramp rig. Clad temperatureswere
measur ed, fuel temperatureswereinferred from power and clad temperatur e measur ements.
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Testing of gasreactor materials

In addition to fuel tests, gas reactor materials are also being irradiated in the Halden reactor. As an
example, Figure 7 shows a capsule used for AGR graphite testing. In this case, pre-irradiated samples
extracted from power reactors are assembled into capsules where both the gas coolant chemistry
(i.e. composition with additives and/or impurities) and the specimens temperature can be varied.
Dimensional measurements as well as temperature measurements are carried out on-line, but they are
not shown in Figure 7. Rigs with 4 to 6 capsules of the type shown in Figure 7 have been designed and
arein service at Halden.

These types of measurements are used to anticipate the behaviour of structural materias and are
thus essentia for plant life extension assessments. They are also very useful for identifying means to
improve the materials long-term performance, for instance by means of coolant chemistry measures.
This appliesto gasreactor aswell asto water reactors, as presented in the next section.

LWR materialstesting

In LWR, stainless sted structural materials can crack under the combined effect of stress, chemical
environment and radiation. Tests in this field were initiated at Halden a decade ago, aiming primarily
at providing basic data on crack propagation and at determining water chemistry conditions that can
reduce the stress corrosion cracking rate. In order to achieve these gods, it was essentia to put in
place reliable means to measure crack propagation with great precision and sensitivity.
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Figure 7. Schematic of the capsulesto test HGR graphite materials
in the Halden reactor (specimen temperature measur ements by
means of thermocouples not shown in the figure wer e also performed)
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The most important steps in this devel opment were the following:

Development of an in-pile potential drop measurement method for crack growth determination.
Therequired sensitivity was of the order of a 1/100 of a millimetre.

Development of a system for varying the specimens loading on-line. This considerably
enhances the test efficiency, in that the range of stress intensity covered by the test can be
widened as wished.

Development of loops able to operate with flexible water chemistry.

Development of techniques for the utilisation of pre-irradiated specimens such that prototypical
material at high dose can be tested at Halden.

An example of test rig for such type of studies is given in Figure 8. Details of the on-line crack
propagation monitoring are given in Figure 9.

In addition to the above, other measurements such as in-reactor crack initiation and creep
monitoring of stainless steel materials are al'so carried out at Halden.

175



Figure 8. Example of test rig for LWR materials
test studies (stresscorrosion cracking at Halden)
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APPLICATION OF WORK FUNCTION MEASURING TECHNIQUE TO MONITORING/
CHARACTERISATION OF MATERIAL SURFACESUNDER IRRADIATION

G-N. Luo, T. Terai, M. Yamawaki
Department of Quantum Engineering and Systems Science
The University of Tokyo

K. Yamaguchi
Department of Materials Science, Tokai Research Establishment
Japan Atomic Energy Research Institute

Abstract

Experimental devices have been developed for examining the work function (WF) change — by means
of Kelvin prabe (KP) — of metallic and ceramic materials dueto ion irradiation in low energy (500 eV)
or high energy (MeV) ranges. The charging effect on the performance of the KP was efficiently reduced
using appropriate shielding. An error deduction method has been suggested to effectively eliminate the
influence due to charging by introducing a reference sample. Polycrystalline Ni samples, each of
99.95% purity, were used in the research. The experiments were performed using He™ and H” ion
beams of 1 MeV, 2 x 10" iongm?/s under a pressure of 1 x 10 Pa, and a He" beam of 500 eV,
2 x 10" iong/m’s under a pressure of about 1 x 107 Pa. The results indicated that the irradiation of
500 eV He" resulted in a WF decrease, then an increase until saturation, while 1 MeV ions only
induced a WF decrease, then saturation. A surface model of a loosely bound adsorbed layer plus a
native oxide layer on metalsis presented to explain the observed phenomena. The nuclear stopping is
responsible for the results in the case of 500 eV He' irradiation that is powerful enough to sputter
away the whole overlayer from the bulk surface. In the MeV case, the electronic stopping plays a
decisive role, which allows the topmost adsorbed layer to be partially removed by He" and H* of
1 MeV. The application of this technique to monitoring/characterisation of material surfaces in the
field of nuclear engineering isto be discussed.
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I ntroduction

Among the engineering issues in realising fusion energy are plasma-facing materias (PFMs) that
significantly affect the fraction of the plasma particle flux that is trapped at the surface or in the bulk
of materials. This in turn has a strong influence on the density of the edge plasma since recycled
particles fuel the plasma [1]. Nickel, capable of trapping more helium than hydrogen, is one of the
potential materials to be used to trap the helium ash produced by D-T reactions, the use of which is
helpful to maintain the optimum fuel conditions within a fusion reactor [2]. These helium selective
pumping materials may be placed near the divertor or the limiter in atokamak. It will be subjected to
heavy radiation from the neutron and various ions existing in tokamaks. Since surface properties
significantly influence particle recycling on the surface of the materids, extensive laboratory
experiments as well as in-reactor tests are necessary.

In the field of fusion application, the surface of the in-vessel metallic components is by no means
clean from beginning to the end, as no strict cleaning procedures are used before the normal operation
of the plasma. Even if one wants to do so, it seems to be impossible due to the prohibitive size of the
area to be treated in a tokamak. During normal operation, the deposition of the materials eroded
elsewhere due to physical or chemical sputtering represents a continuous contamination source. It is of
practical importance to study the effects of ion bombardment on the native surface or the surface with
possible deposits from within the tokamak. It is these processes that significantly affect the particle
recycling on the surface of the materials.

The present authors' group has developed two different types of Kelvin probes (KP) in their lab.
Oneisa*high-temperature” KP (HTKP), constructed with the help of Professor Nowotny, University
of New South Wales, Australia. This probe enables contact potential difference (CPD) measurements
under a controlled atmosphere around one atm and at elevated temperatures up to 1 000 K. The HTKP
has been employed for years in studies on the effect of sweep gases on the surface defects generated
on lithium ceramics such as Li,SiO, [3], Li,TiO3 [4], LioZrOs [5], Li,O and LiAIO, [6,7], al potential
materials for tritium breeding in a thermonuclear fusion reactor. The other probe has been designed
and constructed recently for research under high vacuum conditions, particularly on the influence of
ion irradiation on the WF change of metallic materias, with a view to clarifying the interactions
between the plasma and the inner surface of the main vessd of the fusion reactor [8,9].

In this paper, construction of the experimental devicesisto be described first, including the set-up
connecting to one of the beam lines of the van de Graff accelerator of the Research Centre for Nuclear
Science and Technology, the University of Tokyo, for conducting studies with an ion beam accelerated
to 1 MeV, and the device in the present author’s lab that delivers a low energy (<1 keV) ion beam.
Asthe mgjor analyser, aKPisto be used to evaluate the WF change of polycrystalline nickel over the
course of the processes. A detrimenta charging effect on the normal operation of the KP has been
observed. Effective solutions have been taken in the measurements, which ensures the correct acquisition
of data. The surface change can then be inferred from all available information. The developed system
and method may serve as a powerful tool in in situ monitoring of surface changes under ion irradiation.

Construction of devices
Design
The set-up connecting to the van de Graff accelerator is shown in Figure 1. It is a vacuum

chamber connected to the beam line of the van de Graff accelerator and evacuated by a pumping
system composed of a turbo molecular pump and a rotary pump. Within the chamber, there exists a
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Figure 1. Scheme of the device used for MeV ion irradiation
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sample holder with four seats for samples. Usually seat D is always kept open to allow the beam from
the accelerator to pass though and to reach the subsequent chamber for flux monitoring by a Faraday
cup. The holder can be moved by a servomotor in a translation mode to make the samples aign to the
beam line for irradiation, or the KP for measurement in turn. The mechanism of a KP is based on the
formation of avibrating parallel capacitor between the probe tip and the specimen to be tested [10,11].
Thus the measurement and the irradiation cannot be performed at the same time, otherwise the
irradiation would damage the probe and the sample would a so be blocked by the probe.

The device used for low energy ion irradiation is a newly established device in the present
authors' 1ab [8], as shown in Figure 2. The new device has been equipped with a KP, and a beam source
composed of a dc-arc discharge section, and a beam extraction and focusing section. Theion sourceis
capable of producing both positive ion beam and negative el ectron beam up to 660 eV. The beam flux
is measured with a Faraday cup. The probe can be rotated and moved for fine adjustment of the
separation between the probe and the sample. The temperature of the sample surface can be checked
occasionally using a rotatable thermocouple. A resistive heater is used for heating or anneaing the
sample. A quadruple mass spectrometer (QMS) is used for gas analysis. A blank port is prepared for
an Auger electron spectrometer/low-energy electron diffraction (AES/LEED) analyser that is intended
to be ingtalled in the future. The pumping system consists of a 150 I/s turbo-molecular pump and a
5 1/s rotary pump, and achievable base pressure is nearly 1 x 107° Pa after 24 hours bake-out at about
100°C.

Charging effect

The Kelvin probe measures contact potential difference (CPD) between the probe tip and sample,
which can be expressed as:

CPD =(®, - ®,)/e (1)

where CPD is in the units of volts, ®s and ®,, the work functions, of the tip and the sample,
respectively, all in the units of eV; and e the elementary charge. The praobe currently used to measure
the CPD was named after Lord Kelvin, who arranged the tip and the sample as two plates of a parallel
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Figure 2. Scheme of the device used for low ener gy
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plate capacitor that were in contact via an external circuit [12]. The set-up was greatly improved by
Zisman [13] by introducing vibration to one of the electrodes of the capacitor, which made it possible
to measure the CPD more exactly, quickly and continuously. Modern Kelvin probes are only variants
of the one modified by Zisman, with use different means of vibration and e ectronics.

Figure 3 illustrates the principle of a Kelvin probe, of which (@) indicates the relationship of the
Fermi levels and WFs of the probe tip and the sample in contact; in (b) the surface charge is correlated
to the CPD through Q = CPDICxp, where Cyp is the Kelvin probe capacity. Charge transfer will not
stop until the Fermi levels approach the same value; and (c) shows the situation when the backing
voltage V,, compensates the CPD, thus no charges exist on both of eectrodes, and V, + CPD = 0. In the
following context, -V, will be used to represent the probe output.

Figure 3. Electron energy level diagrams of two different metals (a) without contact,
(b) with external electrical contact, and (c) with inclusion of the backing potential V,,
Here Er and E denote Fermi and vacuum energy level of an electron, respectively.
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It is well known that the correct measurement of the CPD via the Kelvin probe is vitaly
dependent on achieving a zero field between the specimen and the probe. Accordingly, one can easily
imagine that any external field induced by stray charges in space may damage normal operation of the
probe, as was found by the present authors in the course of constructing the devices [14]. Other groups
also reported the influence of charges from the heater filament [15] or plasma[16] on the performance
of the probe. But their work israther scattered and unsystematic.

In our work, we observed miscellaneous charging effects [14], e.g. (1) charging on insulating
parts due to bakeout process, (2) thermal eectrons from the resistive heater, (3) charges from the
guadruple mass spectrometer and (4) charges from secondary electrons emitted due to ion or eectron
irradiation. A model has thus been presented to evaluate the influence of the extra charge-induced
electric field on the probe output [14]. Further, direct evidence of such an influence will soon be
published [17].

Careful shielding has been used in the experiments, ensuring the correct acquisition of the
experimental data viathe probe [14]. In the case of the set-up connecting to the van de Graff accelerator,
the probe tip and the samples were enclosed with a metallic box, which greatly decreased the incoming
secondary electrons and also protected them from the impingement of ions. This measure, along with
introduction of a reference sample and adoption of an appropriate method to acquire data and a
mathematical post—treatment of the datasets, significantly lowered the detrimental effect to an acceptable
level. On the other hand, in the case of new device, the charge sources were carefully enclosed to
avoid the escape of the charges into the chamber space. This method aso worked quite well. Further
measures that may root out any charging effects will soon be tested [18].

Experimental
MeV ion irradiation

The measurement serioudy suffered from charging effects at the initial stage of this series of
experiments. Reliable results were acquired only after the appropriate shield was put into place to
protect the probe and samples, and after application of the mathematic post-treatment on the obtained
datasets (see previous section) [14]. The irradiations were carried out intermittently, which means
repeated processes of irradiation and measurement. The basic experimental conditions are listed in
Table 1. The fluence and time summations for each run are presented in Tables 2 and 3 for He and H
ion species, respectively.

Table 1. Basic experimental parametersof MeV ion irradiation

Parameter Sample | lon species| lon energy Beam flux Pressure | Temperature
Vaue |Ni(99.95%)| HandHe | 1MeV |2x10®iongm%s|1x®*pPa] RoomT

Table 2. Fluence and irradiation time of MeV H ions (10'%/m?)

Run No. 1 2 3 4 5 6 I 8
Z(time)(s) | S 25 | 8 | 38 | 2185|3985 | 5785 | 7585
> (fluence) | 01 | 05 | 1.7 | 7.7 | 43.7 | 79.7 | 116 152
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Table 3. Fluence and irradiation time of MeV Heions (10"%/m?)

Run No. 1 2 3 4 5 6
> (time) () 5 15 | 45 | 105 | 405 | 2205
> (fluence) | 011 03] 09| 21 | 81 | 441

Low energy ion irradiation

Due to the intrinsic configuration of the probe, as mentioned above, the WF measurement could
not be made during the irradiation on samples. Once each run of irradiation was completed, the probe
had to be rotated over the sample and adjusted to the given distance from the sample. At this point the
measurement could be undertaken. The charging effect was aso a major obstacle to obtaining reliable
data. The shield enclosing the ion beam, along with other measures, greatly decreases the detrimental
effect and ensures an acceptable error range in the measurement [18]. The basic conditions and the
fluence and irradiation time are given in Tables 4 and 5. The purity of He gas used in the experiments
was 99.99995%.

Table 4. Experimental conditions of low energy ion irradiation

Parameter| Sample |_'O0 | lon Beam flux Bae | Working
Species| ener gy pressure| pressure

Value |Ni(99.95%)| He |500eV |2x10" iongm/s| 1x'*° Pa| 1x'*?*Pa(He)| RoomT

Temperature

Table 5. Fluence and irradiation time of low energy Heion (10"%/m?)

RunNo. [ 1] 23] 4] 5 6
S(time)(s) | 5| 25 | 85 | 385 | 1285 | 4885
S(flence) | 1| 5 | 17 | 77 | 257 | 977

For both MeV and low energy cases, the nickel samples from Nilaco Co. were polycrystaline
with a purity of 99.95%, and were cleaned using acetone and acohol prior to transfer into the vacuum
chamber. The probe was a commercia product from Besocke Delta Phi GmbH [19]; a schematic
drawing is illustrated in Ref. [14]. The probe tip was made of gold mesh with a diameter of 2.5 mm,
and the spacing between the probe and the sample was smaller than 1 mm.

Results and discussion
Results
MeVionirradiation

The work function changes due to the ion irradiations shown in Figure 4, in which “Fluence’
signifies the accumulative fluence. It is clearly indicated that the ion irradiations result in a WF decrease
coupled with a fluence increase for both of the ion species. The WF change due to H ion irradiation
tends to saturate after the fluence reaches about 5 x 10™/m?. Similar behaviour is not clearly observed

for the sample under He ion irradiation until a fluence of 5 x 10*/m?. The WF decrease by He ion
irradiation is larger than that by H ion irradiation for a given fluence, especially in the low fluence range.
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Figure4. Work function change of Ni dueto MeV H and
Heion irradiation as a function of irradiation fluence
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Low energy ionirradiation

The irradiation of 500 eV He" ions on the nickel sample under the fluence indicated in Table 5
yields results as depicted in Figure 5. The first run decreased the WF by about 220 mV (A® = 0 prior
to irradiation), and the following runs increased the WF drastically until the fourth run at an accumul ated
fluence of about 8 x 10" ions/m? The subsequent two runs only induced a slight decrease (saturation?).
The process shows an obvious three-stage devel opment of the WF change.

Figure 5. Work function change of Ni dueto 500 eV He
ion irradiation as a function of irradiation fluence
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Model of nickel surface

It iswell known that there exists a thin oxide layer on the meta surface which naturally formsin
air due to the oxidation process which occurs on the surface. The surface of oxides can usually adsorb
gas species, asindicated by Henrich and Cox [20]. In the case of interest, NiO on Ni surface, summaries
can be found on adsorption of common gas species on the surface. Reactive gas species usually adsorb
on the surfaces of NiO as well as Ni in the form of anions or partial transfer of eectrons from the
surfaces to the adsorbates. A model of a nickel surface (as shown in Figure 6) is thus presented for
discussing the experimental results in the following sections. The model advocates a two-layer
structure for nickel surface, i.e. oxide layer on the bulk and adsorbed layer on the oxide layer.
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Figure 6. Model of nickd surface
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Some research groups pointed out that the oxide layer formed on a clean Ni surfaceis about 1 nm
thick [21-23]. No reports are available on the thickness of the adsorbed layer on NiO layer. A thickness
of lessthan 1 monolayer isvalid if only chemisorption istaken into consideration.

Since reactive gas species usually adsorb on the surfaces of Ni and NiO in the form of anions or
partid transfer of electrons from the surfaces to the adsorbates, the formation of a surface dipole moment
towards the bulk can be expected, which leads to a WF increase on the surface according to Ref. [10]:

\GTy 2

be= eoll+ (9/4m)of NB)WZJ

where N is the number of substrate atoms per n?, 8 is the fractional coverage of the adsorbate (at 8 = 1
the adsorbate density is N), i’ is the dipole moment of an isolated adsorbate surface moiety in cm
(defined as positive if the negative end is toward vacuum). o is the polarisability of the dipole in m?,
and g, is the permittivity of vacuum in Sl units; the resulting A is in eV. a is usualy treated as a
constant. i” can be extracted from the slope of the work function change (experimental) as a function
of coveragein the limit of zero coverage, and is also a constant.

The desorption/adsorption experiments performed on similar samples [8,17] indicate that A
increases with 8 monotonically in the present series of experiments, i.e.:

d(Ag)/d6 >0 3)

Discussion
MeV ion irradiation

Calculation using the latest TRIM code (SRIM2000.39 distributed by Ziegler, et al. [24]) indicates
that in the case of MeV light ions like H" and He" used in this study, the e ectronic stopping powers
are of the order of 10° eV/nm, which is about three orders higher than their nuclear ones. Further, the
nuclear sputtering yields are very low, about 10~ level or lower for nickel sample. Therefore, the
nuclear sputtering effect is minute, especialy at the initial stage where the fluence islow. How did the
irradiations change the surface and induce the decrease in WF of hundreds of meV?

lon irradiation induces temperature rise of the bombarded sample due to energy transfer from the

incident ions. A test was carried out to check this effect. The results indicate that an ion beam of the
same parameters asindicated in Table 1 led to atemperature increase of less than 10°C within the first
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10 seconds. The temperature increase finally saturated at 115°C after 30 minutes irradiation. In view
of the results from the test, thermal desorption of the adsorbed species should not be considered the
main cause for the decreasein WF in Figure 4, at least in the low fluence range.

Since the electronic stopping powers are much higher than the nuclear ones in the present case,
electronic sputtering may play akey role in the processes.

In the regime of electronic stopping, most studies were carried out on insulators such as gas solids,
organic and inorganic solids [25-27]. The energy deposited electronicaly in a solid can led to energetic
atomic motion by a number of non-radiative relaxation processes. After the passage of an ion, a roughly
cylindrical region of energised atoms and molecules is formed. Below the surface those non-radiative
processes that release sufficient energy can produce defects in solids. Non-radiative relaxation can
cause the gection of atoms and molecules at the surface of a solid; this phenomenon is referred to as
electronic sputtering.

Electronic sputtering of metals is a completely new field for which few articles in the literature
are available [28,29]. A basic requirement is a large enough €electronic stopping power, usualy of the
order of 10 keV/nm, which is always achieved by heavy ions with super-high energy (10-10° MeV).

Returning to the present experiments, the electronic stopping powers are less than 1 keV/nm based
on SRIM calculation. Significant electronic sputtering of the bulk materials should not occur during
the irradiations. Nevertheless, the energy deposited eectronically at/near the surface may lead to
desorption of the adsorbed species on the oxide layer. These adsorbed species may bond to the oxide
surface weakly, with low binding energies, which makes the desorption process occur easily. Such a
process has not yet been studied in a MeV regime, but similar process in a keV regime have been
reported [30], in which a very high sputtering/desorption yield (several molecules/ion) due to Ar ion
bombardment of unbaked stainless steel was found.

Thus, it follows reasonably that the WF decreases shown in Figure 4 result from the desorption of
the adsorbed gas species from the sample surfaces, which decreased the surface coverages of the
adsorbates and in turn led to the decrease in WF, according to Egs. (2) and (3).

Accordingly, the results that the WF decrease by He ion irradiation is faster than that by H ionsis
simply because of the difference of about five times in their electronic stopping powers, according to
SRIM evaluation. The larger power of Heions certainly led to afaster process.

The saturation tendency is related to the maximum desorption under the present experimenta
conditions, and the difficulty in adsorption from residual gases since the pressure was kept at 1 x 10 Pa
or lower during the whole experiment. This is consistent with the result obtained in the oxygen
adsorption experiment [8], in which it was found that oxygen adsorption occurred on the heated
surface only after the pressure increased to over 1 x 10 Pa. Here the maximum desorption does not
mean definitely thorough desorption from the surface because the adsorbed phases are different in
their binding energies. Which phases will desorb depends on whether the transferred energy from the
incident ions is large enough to overcome the corresponding binding energies. For example, O, bonds
to the defective NiO surface less strongly than does O [20].

The saturation levels may not be the same for two species, depending on the initial surface states
and irradiation processes. In our experiments, the details of the saturation level of He ion irradiation
are unclear due to insufficient fluence. Moreover, the obvious logarithmic relationship between the
WF change and the fluence before saturation needs to be studied further in the future.
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Low energy ionirradiation

Calculation using SRIM 2000 revealed a totally different picture of energy transfer from the low
energy ions to nickel. The nuclear stopping power is higher than the electronic one, al of the order of
10 eV/nm. Simulation produced a huclear sputtering yield of about 20%. All this may imply a different
mechanism responsible for the irradiation behaviours occurring on the surface.

In a previous section, the decrease in WF was attributed to desorption of the adsorbed species
from the surface due to eectronic processes. In the present case, the electronic stopping power is too
small to function significantly. The nuclear sputtering, however, becomes overwhelming. In view of
this, the decrease in WF after the first irradiation as shown in Figure 5 may be attributed to desorption
of the adsorbed species due to efficient nuclear desorption processes [30].

Therefore, the following increase in WF can then be attributed to the sputtering of the oxide layer.
The opposite process — oxidation — has been studied extensively, which may present a beneficial hint
to explaining the present results. Pope, et al. [31] studied oxidation process of a clean Ni(100) surface
and correlated the surface coverage by nuclear reaction analysis and the WF change by Kelvin probe
for O, on Ni(100) at 325 K. The clean surface was prepared by sputtering and oxidation/reduction
processes, verified by LEED and AES. Oxygen pressure during exposure was about 10 Pa
The initial A@ was equal to zero before admitting oxygen. Then a rapid WF increase to its maximum
plateau of about +330 meV was observed due to rapid adsorption of oxygen at the initial stage of
oxidation up to a coverage of 0.5 ML, followed by a dight decrease to +320 meV with aslow increase
of the coverage to 0.57 ML at about 25 L. This probably indicates some penetration of oxygen below
the plane of the nickel surface, then an accelerating region of the coverage until saturation at 2.45 ML,
due to the nucleation and growth of the oxide layer, accompanied by the drastic WF decrease to
Ap=-470 meV.

Similar behaviour was aso reported by Inoue [32] in his work on O,/Ni(111) systems. A WF
increase of A =+0.9 eV was observed first, followed by a decrease to Ap=-0.7 eV.

They attributed the WF increases to the oxygen adsorption on the clean surface due to the
formation of surface dipoles toward the bulk, and the subsequent decreases to the nucleation and
growth of the oxide layer.

In our case, the increase from A@ = -220 meV to A@ = +460 meV should correspond to the change
from oxide layer to adsorbed layer, just opposite to the changes from A@ = +330 meV to Ag = -470 meV
in Pope's case, and from Ap = +0.9 eV to A@ = -0.7 eV in Inou€’'s case, respectively. The behaviours
are similar in these cases, although the absolute values are hard to compare with each other because
the samples are different in their crystallographic orientation and initial surface state, and the methods
used to measure the WF are also different.

One more point worth indicating is that Ag = -220 meV might not represent the bottom of the
valley due to desorption, due simply to sparse experimental points around the area. The bottom level
depends on the maximum desorption that will be investigated in the future, starting from a smaller
fluence under smaller fluxes. However A = +460 meV may be the state of nickel surface with
adsorbates on after the oxide layer was removed completely. The adsorbates came from the residual
gases, taking into account that the base pressure was 1 x 107 Pa, together with the residual gases from
the working gas and piping system, although the purity of the gas was high. The partia pressure of
residual gases was of the order of 10° Pa, as estimated using quadrupole mass spectrometry. Under
this pressure, a clean surface may be covered by the adsorbed species within minutes if each incident
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species can be adsorbed firmly. Thus in the present study, the surface was by no means clean even
after long time sputtering. But the formation of oxide was not observed in the experiment since a
drastic drop in WF after the initial adsorption was absent. It seems that the surface changed into the
state of the adsorbed surface after the fourth irradiation, and the subsequent irradiations just repeated a
desorption-sputtering-adsorption process. This is why the WF tended to saturate after the fourth run.
Actualy, in Figure 5, adight decrease in WF is observed, which may be ascribed to a rougher surface
induced by irradiation that favours a bit lower WF [33], or to probable penetration of oxygen below
the plane of the nickel surface, which leads to a dight decrease in WF [31]. But the slight changes are
indeed within the experimental error range (about 30 mV) [18]. It is thus difficult to draw any
conclusion about it for the present.

Potential applicationsin nuclear engineering field

Tritium-breeding lithium ceramics have been studied by the present authors under ion irradiations.
Unfortunately, due to charge build-up on the irradiated sample surface, the probe output was greatly
affected. But to raise the temperature of the sample so as to increase its electric conductivity and to
achieve a charge-free surface may be a possible way to apply the Kelvin probe to the issue, as proved
in the use of high-temperature Kelvin probe in the case of oxide ceramics by Suzuki, et al. [3-5].
Suzuki found that adsorption/desorption of hydrogen and water vapour, and oxygen vacancies formation
on the surface/near surface were considered to be responsible for the corresponding work function
changes observed in the experiments.

Studies on poly-Ni may contribute some hints to the fusion society in the issues concerning the
particle recycling on the first wall. One indirect example can be presented to demonstrate the possible
application in the field. It is relevant to radiation-induced release of hydrogen from C:H films due to
MeV-level irradiation of various ion species, studied and summarised by Trakhtenberg, et al. [34],
who found that the release could be explained well using an ionisation vacancy model (IVM). The model
postulates that the electronic stopping is responsible for the C:H bond break, while nuclear stopping is
responsible for the generation of vacancy-type radiation-induced defects. The interactions between the
resultant mobile hydrogen molecules and the vacancies reasonably interpret evolution of the releases
observed.

In view of the surface sensitive nature of the Kelvin probe and its feasibility in studying
fusion-related materials as proved by the present author’s group, if combined with other surface
analysers, it may contribute much more to not only fundamental researches on the issues such as
adsorption/desorption, adsorbate phases, retention, and permeation in both tritium breeding and
plasma facing materials, but also to the potential future use in fusion reactor as an in situ surface
analysers.

Conclusions

» Experimental devices have been successfully developed for examining the work function
(WF) change by means of Kelvin probe (KP), of metallic materials due to ion irradiation in
low energy (some hundreds of V) or higher energy (MeV) ranges.

» The WF decrease due to 1 MeV light ions He" and H" irradiation on Ni can be attributed to
desorption of the adsorbed species on the surface due to energy transfer via electronic processes
(inelastic collision), and the subsequent saturation may correspond to a maximum desorption,
according to the simulation by SRIM2000, the two-layer surface model and the model for
surface dipole-induced work function change.
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[11]

In contrast to MeV light ions, low energy ion irradiation favours elastic collision, ion energy
transfers to target atoms mainly via nuclear stopping. The initial WF decrease can then be
attributed to efficient nuclear desorption/sputtering of the adsorbed species. The subsequent
WF increase should be considered a result of a gradual removal of the oxide layer. The fina
state of the surface might be adsorbates on the metal bulk, due to the existence of oxygen in
the working atmosphere at a partial pressure lower than 10~ Pa. The oxide phase did not form
after each irradiation, or alarge WF decrease should be observed.
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DEVELOPMENT OF HIGH-TEMPERATURE IRRADIATION
TECHNIQUESUTILISING THE JAPAN MATERIALSTESTING REACTOR

Minoru Narui, Tatsuo Shikama, Masanori Yamasaki and Hideki M atsui
Institute for Materials Research, Tohoku University
Oarai, Ibaraki, 311-1313 Japan

Abstract

Acquisition of systematic irradiation data is essential for understanding the fundamental processes of
irradiation effects and for the establishment of a reliable database of irradiation effects in nuclear
systems. This will take several years and the great expense of severa different irradiation rigsin a
fission reactor irradiation. There, it will take quite a long time to carry out the needed iterations
between irradiation tests and evaluation and materials developments. An irradiation rig was devel oped
to carry out irradiation under multiple conditions of temperatures and irradiation fluences. Irradiation
tests of nuclear materials were successfully carried out in the Japan Materials Testing Reactor.
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I ntroduction

There are increasing demands for high-temperature irradiations in a fission reactor from Japanese
university researchers[1]. Under such conditions, a precise temperature control is especially important
for fundamental studies of irradiation effects in materials for high-temperature applications.

Below 500°C, atechnique of temperature control by eectrical heating systems has been established
and irradiation temperatures are controlled, being independent of a reactor nuclear power in the Japan
Materials Testing Reactor (IMTR) [2]. An irradiation rig composed of several subcapsules that can be
retrieved from a reactor core during irradiation makes it possible to study irradiation effects in
materials as functions of atemperature and neutron fluence.

Several irradiations have been carried out at temperatures above 800°C for study of irradiation
effects in materias for high-temperature gas-cooled reactor (HTGR) applications, such as silicon carbide
(SIC) composites. Preliminary studies have also been carried out prior to their planned executions at
the high-temperature test reactor (HTTR). In the HTTR, temperature control is carried out by the
so-called hdlium gas pressure control method (GPTC). Therma conductance between irradiated
meaterials and a capsule wall could be controlled thermal conductance of helium gas filling a capsule.

It is demonstrated that the GPTC method could control irradiation temperatures independent of
the IMTR reactor power above 10 MW, being 20% of its full power. Thus, effects of low-temperature
irradiation effects could be minimised by the GPTC method. This technigque has a large time constant
to regulate temperature and it requires a sophisticated program for a computer-assisted automatic
system. Recently, the reactor operating group in the IMTR in JAERI Oarai Establishment developed a
successful computer program for the GPTC method, making this process applicable under wider
ranges of temperature. Also, temperature control by electrical heating, the EHTC method, was also
successfully applied to irradiation above 800°C.

This paper will describe the recent status of irradiation tests in IMTR for Japanese university
research activitiesin HTTR related fields. The paper will also describe technical details of temperature
control in afission reactor at elevated temperatures.

Development of irradiation rigs

Figure 1 shows the general structure of the present irradiation system. Ten small subcapsules
were accommodated in a temperature-controlled irradiation rig [3], which has two independently
regulated temperature zones. The irradiation rig, a protecting tube, a junction box and a lifting device
form a pseudo-shroud system, and the small subcapsules can be lifted up from and inserted down into
the temperature-controlled rig in the IMTR core during reactor operation. Irradiation temperatures
were controlled by electric heaters encased in therig, as shown in Figure 1. Two different temperature
zones were set up above and below the mid-plane of the reactor core, which can be independently
controlled irrespective of the reactor power. Figure 2 displays a cross-sectional view of the rig
accommodating the subcapsules. Five transfer tubes were installed in the rig, being thermally bonded
by aluminium block. The electric heaters were coiled on the outer surface of the aluminium block,
which ensures temperature homogeneity. A reflecting tube and a gap between the reflecting tube and a
wall of the rig (described as the outer tube in Figure 2) will set up an appropriate heat-removal rate for
temperature controls.
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Figure 1. Schema of temperature and fluence controlling irradiation rig
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Figure 2. Cross-sectional view of temperature and fluence control irradiation rig
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A schematic view of atrain of two subcapsules is shown in Figure 3. Two subcapsules were
connected through an alumina-made thermal insulator; they can be inserted into or removed from the
irradiation rig during reactor operation. The temperature of each subcapsule was monitored by a
thermocouple inserted into an aluminium-made top cap of the subcapsule shown in Figure 4. Each of
the two subcapsules can be irradiated at different temperatures otherwise under nearly the same

irradiation conditions.
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Figure 3. A train of two subcapsulesfor two different irradiation temperatures
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The rig described above was developed for irradiations below 300-400°C. Figure 5 shows details
of an irradiation rig for the middle-temperature range, 500-600°C. Electrical heaters were installed
inside the inner wall to maintain a good thermal isolation from the reactor coolant. Figure 6 displays
the detailed structure of arig for high-temperature irradiation in the range of 800-1 000°C.
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Figureb. Structureof rig for middle-temperatureirradiation
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History of irradiation tests

The present irradiation rig has the potential of temperature control by changing helium gas pressure
in a gap between a reflecting tube and the outer tube shown in Figure 2, independently of the reactor
power (gas pressure temperature control, GPTC). Figure 7 shows one example of temperature control
using the GPTC method, without using electric heaters at reactor shutdown. The gamma hesating rate
changed from about 7 W/g to less than 1 W/g, but the temperature of a subcapsule could be kept
constant at about 680 K. However, the reactor power changed fast by abrupt insertion of stopping
control rod at the end of reactor shutdown and the temperature could not be controlled well by the
GPTC. In genera, the GPTC has advantages over eectric heater temperature control (EHTC). Therig
structure could be simplified and more specimens can be irradiated. The most important issue to point
out is that the possibility of failure aways exists with an electric heater. Although electrical heaters
can occasionally survive more than one year of irradiation in the IMTR (averaging five cycles a year),
up to more than 1 021 n/m? fast (E > 1 MeV) neutron fluence, their reliable lifetime will only be afew
cyclesIMTR irradiation.
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Figure 7. Temperature control by GPTC method at JM TR shutdown
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Development of reactor materials sometimes demands irradiation exceeding 10° n/m? of fast
neutron fluence. The GPTC will not have a life limitation insofar as a geometry of the gas gap does
not change drastically due to swelling. However, the GPTC cannot control an abrupt change of reactor
power in the present system because it takes several minutes to attain equilibrium gas pressure in the
gas gap. The basa temperature control was carried out by the GPTC and the EHTC was used for
compensating abrupt but small changes of temperature especialy at reactor start-up and shutdown.
Figure 8 shows atemperature history of irradiation using the present irradiation rig in 1996.

Figure 8. Example of history for temperature and fluence control irradiation
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The subcapsules were inserted into the irradiation rig after the reactor power and the temperatures
of the rig were stabilised as shown in Figure 7. Then, subcapsules were sequentially removed from the
rig during reactor operation. Irradiation with five different levels of neutron fluence, from 9 x 10%n/m?
to 1.4 x 10**n/m? and at two different temperatures of 573 and 673 K, were realised in one exertion
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of irradiation. Previous preliminary results, however, suggested that specimens were exposed to low
flux fast neutron irradiation even when they were not inserted in the reactor core. Figure 9 shows
induced radioactivity of iron dosimetry foil as afunction of a distance along the height of reactor core.
The induced radioactivity is roughly proportional to the fluence of fast neutron. It can be seen that
substantial neutron flux exists even in an out-of-core region. A length of the rig was enlarged as long
as possible and the subcapsules were placed at about 300 mm above the edge of the reactor core to
avoid exposure to the low flux neutrons, where the fast neutron flux is about 10 of that at the core
centre.

Figure 9. Digribution of neutron flux at top end of rig
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Figures 10 and 11 show examples of temperature histories realised in the IMTR using these
irradiation rigs. Temperatures could be controlled as wished in the temperature range of 600-1 000°C,
by the GPTC and EHTC methods.

Figure 10. Example of temperature control at middle-temperaturerange
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Figure 11. Example of temperature control at high-temperaturerange
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More than a few thousands transmission electron microscope (TEM) specimens of different
materials were irradiated. Microstructural modifications due to a fission reactor irradiation were
examined in comparison with those under other irradiation sources such as high-energy electrons in
high voltage electron microscopes (HVEMS) [3]. Extensive data were accumulated and fundamental
processes of irradiation-induced microstructural evolution were analysed as a function of a variety of
irradiation conditions.

Conclusion
A rig was developed for controlled irradiation in the IMTR fission reactor. Irradiation of five
different fast neutron fluences at two different temperatures could be carried out successfully using the

developed rig. The irradiation history confirmed satisfactory control of temperature in the range of
300-1 000°C, as well as of neutron fluence.
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Abstract

I ssues associated with material selection and behaviour are being examined for the main reactor circuit
components of the modular high-temperature reactor. The work is being performed as part of a
collaborative European development supported by the European Union 5" Framework Programme.
The work considers materials for the reactor vessel and certain high-temperature regions including the
turbine and the graphite core. This paper reviews the main elements of the materials work programme
and reviews some initial findings with regard to material choices and needs.
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I ntroduction

A common European approach to the renewa of HTR technology has been established through
the direction of a European HTR Technology Network (HTR-TN) to co-ordinate and encourage
work-shared structures and serve as a channel for international collaboration in this technology [1].
The European Commission is supporting a number of research activities on modular HTR technology
in its 5" EURATOM Framework Programme [2]. These involve partnerships between principal
industrial and research organisations from countries of the European Union working to bring European
expertise and experience in the HTR together and to support industry in the design of reactors. Two
projects within the Framework Programme — HTR-M and HTR-M1 — consider the selection and
development of materials for the key components of the HTR. They investigate the materias for the
main components, extend over four years and involve eight partners. This paper provides an overal
description of the HTR materials projects, their objectives and some results from initial actions that
focus on the needs for feasibility with respect to material choice and structural integrity.

Background to HTR development in Eur ope

Commercial experience with gas-cooled reactors began in 1956 in the UK, which extended to
cover 26 Magnox Stations and 14 advanced gas-cooled reactors using CO, gas as a coolant. HTR plants
began in Europe in the 1950s. They used helium as the coolant to permit an increase in operating
temperature. Coated ceramic fuel particles and a dispersed graphite matrix and moderator were used
and in the years 1960 to 1990 many HTR prototypes were built and tested in Europe, i.e. DRAGON
(UK, 1964-1975), AVR (Germany, 1966-1988) and THTR 300 (Germany, 1983-1989). These provided
avaluable foundation on which to base future HTR devel opment.

There was a continued interest in larger steam cycle plants in Germany, Russia and the US
through the 1970s and commercialisation seemed promising in the early 1980s with the medium-sized
concept developed in Germany for industrial process heat applications. The commercial development
of this HTR-MODUL plant was however terminated in 1990.

Renewed interest in HTRs in Europe came following the development of the HTR coupled to a
gas turbine power conversion system which led to today’s developments of the industrial prototypes
GT-MHR (in Russia) and PBMR (in South Africa) which are supported by international teams with a
strong European involvement.

Overall objectives and description of the HTR materials projects

The main objectives of the HTR materials projects are to provide information for the key
components and support the development of high-temperature reactor technology in Europe. Two
ongoing projects (HTR-M & HTR-M1, managed together) cover three areas. the reactor vessdl,
high-temperature materials (interna structures and turbine) and graphite structures including
oxidation. A description of the main activities and tests to be performed is provided in Figure 1.

Reactor vessel
Design information for the HTR reactor pressure vessel (RPV) is not well established under HTR

conditions and further improvement is needed in the areas of design and structural integrity anaysis
and materials properties data. Information is aso needed concerning manufacturing of products and
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parts, behaviour of welded joints and the influence of environment (neutron-irradiation fluence,
operational temperature, and helium environment). The integrity of the welded joints is seen as a
particularly important feasibility issue. The objective of this work is therefore to investigate and
confirm the choice of candidate materia optionsfor different HTR concepts, in relation to both normal
and accident conditions, and to compile their design properties.

The work (performed in HTR-M) covers areview of vessel materials and their properties, focusing
on existing thermal gas-cooled reactors and previous high-temperature reactors and the setting up of a
materials database on design properties. This will lead to a recommendation for appropriate vessel
materias, depending on operating conditions, and identification of data omissions and the selection of
a material for testing under irradiated and non-irradiated conditions. The work package will consider
materialsfor a“cold” (current PBMR) and “warm” (GT-MHR) vessel option. Specific tests on welded
joints are to be performed covering tensile, creep and/or compact tension fracture specimens to
determine representative properties including the effects of irradiation. A further review and synthesis
is planned on completion of the irradiation test work and examination.

High-temperature materials

The HTR primary circuit components operate at temperature above 600°C and up to 850 to 900°C
in order to achieve high energy levels and high cycle efficiency. For such components a number of
metallic and ceramic materials are required in the region of the core and reactor internals (i.e. metallic,
ceramic and composite materials) and for the core support and other structures. For these materials and
components, some data exists but the information and experience are not well established for the HTR
environment. Also, metallic materials are required for the turbine components for which the expected
working conditions are outside of today’s industrial experience and a significant effort of material
development isrequired in this area.

Thefirst step involves putting together a database of properties that takes the experience on existing
high-temperature and gas-cooled reactors into account. This is covered in HTR-M. The database will
include a reference to material composition, microstructure, manufacture (products and parts, etc.) and
extend to materials required to withstand temperature levels experienced in emergency modes
(e.g. carbon-based materials reinforced by carbon fibres, Ni-based aloys, etc.). The control rod
cladding is investigated for the internal reactor structures and the disc and blades of the turbine. For the
turbine, the two most promising grades will be investigated taking different options into account,
manufacturing aspects and characterisation of improved aloys made by various manufacturing routes.
Short term mechanical tests needed to quantify the materials in the HTR environment will be performed
covering tensile, fatigue, short term creep and creep/fatigue tests planned (in air, vacuum, helium) at
temperatures up to 1 000°C. The results of the test programme will be stored in the database.

Within HTR-M1 the work on the blade materials has been extended to cover intermediate-term
creep effects to confirm the suitability of the chosen aloys for longer-term high-temperature exposure.
Testing is planned at temperatures of 850°C with testing times up to 10 000 hours. The expected number
of tests will cover specific grades, fabrication routes and heat treatments. Tests will also be carried out
on aged material and damage analysis and lifetime modelling will be performed (based on results from
notched specimens) and the results incorporated into the devel oping database.
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Graphite

The need for reliable graphite datais a crucial issue for existing and new HTR projects and is an
important consideration for future decommissioning activities. Graphite plays an important role as a
moderator and structural component and has important safety implications because of structural and
other property changes that occur when it is irradiated. Its selection also has important consequences
for future decommissioning activities. Oxidation resistance of graphites at high temperature also requires
special attention due to its relevance for safety analyses of air and water ingress accidents, licensing
procedure and normal operation.

The HTR-M project provides for a limited review of existing graphite information. This is to
identify gaps in data and testing requirements. Many of the graphites used in previous core designs are
no longer manufactured commercially, and currently available grades of graphite are limited to a few
specific sources of raw materials. Very few of the grades may turn out to be suitable or desirable for a
European-based modular HTR. The work package also involves test work to investigate the influence
of oxidation arising from severe air ingress with core burning and an investigation of protective coatings
and innovative C-based materials. Overal this work package is expected to provide a platform of
meateria data for future application and selection of graphites for the HTR.

The HTR-M1 project will focus on initiating an irradiation programme on chosen graphites to
determine the variations in their physical and mechanical properties up to low/medium irradiation doses
(making use of the results from HTR-M as a basis for estimation and extrapolation to higher doses).
Discussions will be held with graphite manufacturers to investigate the possibility of producing small
guantities of alternative graphites (in the laboratory) which would have a better combination of
desirable properties. Whilst this project falls short of the ultimate selection criteria for the graphite,
which will mainly be based on long-term irradiation behaviour, it will establish the groundwork for
continuation of the irradiation programme on the most desirable graphite(s). The project will also
make use of valuable diminishing experience from expertsin design, experiments and testing of graphite
within Europe serving to reinstall graphite irradiation and qualification methods within Europe while
the available experience and facilities exists.

Material and structural integrity issues
HTR reactor pressure vesse (RPV)

The work on the RPV will establish available information on a few selected vessel steels and a
database for design and feasibility investigations. Two types of materials are currently used for RPV's,
depending on whether the temperature of the pressure boundary under normal operation or design
conditions exceeds the limit for LWR pressure vessels of 370°C.

Most designs of future plants make use of the either SA 508 steel for insulated vessels or
modified 9Cr-1Mo steel for “inlet temperature vessals’. These materias have similar strength levels at
temperatures up to 370°C. The use of modified 9Cr-1Mo steel alows higher temperatures with only a
gradual reduction in design strength at temperatures up to 450°C. Above 450°C alowable stresses for
all materials fal off rapidly. Modified 9Cr-1Mo steel has an even higger advantage over the other
materials at these higher temperatures. At 500°C for example, RCC-MR indicates that its design strength
istwice that of 2% Cr-1Mo steel (Figure 2).

Existing LWR pressure vessels in SA 508 and its European derivatives encompass the conditions

in proposed HTR vessels with respect to operating temperature, wall thickness, design features (thick
flanges, etc.) and irradiation levels. The large database and the extensive fabrication experience from
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LWR programmes provide a sound basis for HTR vessel design. The most obvious gap in data relates
to possible transients involving temperatures above the usual LWR limit of about 370°C.

A substantia database and fabrication experience exists at least for CO,-cooled reactors in the
UK, with respect to C-Mn steels similar to the SA 516-70 grade specified in Chinese designs. There is
European experience of complementary high-temperature materials (2% Cr-1Mo grades). There
should be relatively few problems in assembling an adequate database extending to temperatures
involved during transients.

The above considerations leave modified 9Cr-1Mo steel with the most uncertainties as to the
available database and fabrication experience with respect to HTR vessel characteristics. This material
also potentialy has the wider applicability and since for the Framework Programme it is only possible
to test one materia within the high flux reactor this represents the most likely candidate for the
experiments. The extent of testing of control specimens is expected to cover as received (welded and
post-weld hest-treated) and irradiated material (irradiation time about 100-200 hours). Thermal ageing
effects in 40 years at 450°C may be significant but useful experiments may not be possible within the
time scale of HTR-M.

The main concerns with regard to structural integrity are expected to be at the welds. They carry
an additional requirement to satisfy the safety analysis methodology and safety studies (defect location
and defect size) and have to be assessed from the point of view of non-destructive examination and
potential for failure or |eakage.

The main damage mechanisms to be addressed are fracture, fatigue and creep fatigue. These have
to be evaluated from an initiation aspect and for crack growth of defects under fluctuating thermal and
mechanica loads. The potential effects of environment (temperature, irradiation, ageing) all have to be
taken into account. The test programme and its devel opment addresses toughness and creep properties
under as-fabricated and simulated end-of-life conditions. This will provide an understanding of the
welding processes, weld metals and post-weld heat treatment required for thick welds and weld factors
to be applied on the base materia properties.

Other sengitive zones that are to be checked are areas that feature thicker sections (potential for
reduced properties and strength), hot spots and regions important from a functionality point of view.
This includes the flange area and belt line which have to satisfy primary and secondary stress limit
requirements and progressive deformation mechanisms.

HTR high-temperature materials

For interna structures austenitic and ferritic steels can be used for some of the non-graphite
components (core support plates, grids) where there is an established experience with the steel in gas
and other elevated temperature reactors. In general operability and applicability up to temperatures of
550°C has been firmly established for some materias within projects such as the advanced gas-cooled
Reactor in the UK, the European Fast Reactor Project and high-temperature reactor projects such as
AVR. Some C/C composites have also been investigated for use on HTTR for the control rod. The use
of such materials is considered to provide increased thermal resistance offering potential for improved
reactivity control during shutdown and for alowing the normal operating temperatures of future reactors
to be increased. Experience of materials for operation at much higher temperatures at the moment rely
heavily on nickel-based and Fe-Cr-Ni alloys. For the HTR which has the additional effect of a helium
environment the PNP and Japanese He/He exchangers provide some important experience (Figure 3).
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For the turbine components, especially the turbine discs and blades, criteriafor material selection
are to be based on a safe operation period, of say 60 000 hours a 3 000 rpm (50 Hz), with upper
temperature limits in the range 850 to 950°C. Candidate alloys for the disc must have a sound industrial
base and be capable of production of large defect-free ingots with good forging properties and proven
thermal stability. Candidate alloys include A286 (Cr Ni Fe), IN 706, IN718 and UDIMET 720.
The introduction of HIP material currently being investigated for the fusion reactor also offers the
possibility of producing near-finished-sized components suitable for turbine discs. For the turbine, the
materias for cooled and non-cooled blades have to be investigated (although the former clearly offers
cost advantages). Metallurgical factors such as cobalt content of the material also have to be assessed
with regard to activation potential which may impact on maintenance costs.

The main structural integrity issues concern creep and the influence of the environment. Two basic
reguirements dictate the design of gas turbine blades and discs. cycle temperature and the maintenance
of critical dimensions (clearances) throughout the service life. The selection of turbine blade designs
are often limited by the high-temperature creep properties of the material (i.e. non-cooled blade).

For turbine discs there is a requirement to limit the permanent growth and distortion to within
typical design life targets. Thisis usualy achieved by maintaining a greater part of the disc cross-section
within elagtic limits (i.e. satisfying progressive deformation or shakedown criteria). Critical regions for
the disc from the point of view of potentia creep and fatigue failure are the hottest parts. These are at
the disc neck because of unrelieved high localised stresses giving rise to undetected growth; and at the
rim, due to the additional geometric effects of the blade root slots and possibly cooling holes. Careful
material selection or control of localised stress and temperature conditions can avoid creep-fatigue
interaction problemsin these areas.

For the turbine blades failure modes such as creep, high cycle fatigue and low cycle fatigue have
to be taken into account. The gas radial temperature variation often peaks typically in the middle third
of the blade with steep temperature gradients across the blade section which vary according to the
transient and steady state conditions. All regions of the blade profile therefore undergo complex
stress-strain cycling with reversed plasticity in some areas. For materia selection a close understanding
of some important parameters such as creep rupture, creep ductility and creep rate are needed.
Typicaly for nickel-based super-alloys, time-dependent effects induced by creep and oxidation on
cyclic crack growth rates are important for design, and hence an understanding of creep crack growth
behaviour and the interaction between creep and fatigue with tensile and compressive dwells is needed.
The awareness of the role of grain boundaries in high-temperature fracture has also led to significant
developmentsin single crystal super-alloys that can give beneficial anisotropic material properties.

Corrosion can cause a significant shortening of the materia creep life and acceleration of creep
crack growth rates. Application of suitable coatings can arrest creep reduction tendencies, however
their use requires an understanding of the potential for interfacial cracking at the coating layer to avoid
the development of more significant cracking from the interface.

Graphite
a) Properties
The graphite core is a key component that affects safety and operability of the reactor. As well as

acting as a neutron moderator and shield, it is a structure that generally provides channels for the
passage of fuel and control devices, and coolant flow. The problem is that when irradiated by fast
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neutrons, graphite suffers damage to the crystallite structure. The resulting damage causes a change in
all the physical and mechanical properties of the graphite e.g. strength, coefficient of thermal expansion
(CTE) and thermal conductivity.

Ideally, the graphite chosen for HTR designs should be reasonably isotropic, exhibit small
dimensional change behaviour, and have a low CTE, a high thermal conductivity, a high irradiation
cregp constant, a low Young's modulus and a high strength. The problem is that many of these
properties are not compatible in practice for normal commercial graphites, e.g. graphites with high
strength also have a high Young's modulus. Other factors affecting the choice of graphite would be
impurity levels, cost and machinability.

Over the past 60 years, R& D activities have been undertaken in a number of countries to investigate
graphite properties. The IAEA Internationa Irradiated Graphite Database Technical Steering
Committee is currently compiling a database on graphites past and present and has recently held a
seminar [3] to review the current situation.

Many of the graphites used in previous core designs are no longer available in practical terms for
a number of reasons. The decline in the ability to manufacture nuclear grade graphite in large quantities
in the UK is an example of the above. Two large plants, one owned by Anglo Great Lakes (AGL, now
SGL) and the other by British Acheson Electrodes Ltd (BAEL, later known as Union Carbide and
presently called UCAR) manufactured all the gilsocarbon graphite used in the UK’s AGRs. Neither
plant now exists. Today's HTGR projects — HTTR (Japan) and HTR-10 (China) — use a Japanese
graphite (1G-110). This graphite, with its high strength, should be taken into account for exchangeable
core components of the HTR where low fast neutron fluences and hence low total doses apply.
The behaviour for very high dosesis not yet fully known.

For a future design it might not be possible to generate a complete irradiated material property
database for a particular graphite in advance of the design and construction phases of areactor. In such
cases, existing experience in graphite development together with irradiation test programmes can be
used to provide an initia assessment of the suitability of currently available graphites. All available
data should be put into a systematic database to find the best candidate materials. These would then
have to beirradiated at the appropriate temperatures expected under HTGR conditions and to the peak
doses envisaged and screening tests performed, to compare the results with data from the database, and
to update the existing models for reliable interpretation and comparison.

Generally, the most important material property change from the point of view of core lifetime
integrity is dimensional change. Graphite initially shrinks but then undergoes shrinkage reversdl,
i.e. growth. Thisisreferred to as “turnaround”. The exact form of the dimensional change curve varies
with irradiation temperatures. Normally, the higher the temperature the lower the peak shrinkage and
the lower the dose at which turnaround occurs. Different graphites can have significantly different
dimensional change curves at the same temperatures.

The vaidation of the through life performance of the graphite core structure is criticaly dependent
on the knowledge of graphite properties and the way they vary under fast neutron irradiation. It is
essential therefore that its behaviour be fully understood and investigated up to at least the peak design
dose and over the appropriate temperature ranges.

The final choice of graphite for the core should therefore be based on a number of factors,
although the most important will be the effects of fast neutron irradiation on its properties up to the
peak doses envisaged. Given the best graphite available, it is the task of the core designer to produce a
design that will operate safely over the design life of the reactor. The most important considerations
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are component integrity and changes in core geometry, both of which are affected by the dimensional
change. For example, graphite shrinkage could lead to disengagement of individual components and
between the core and interfacing structures and to aloss of control of the core geometry; graphite growth
could lead to the take-up of design clearances and large forces between structures, and differential
shrinkage/growth in a component could lead to high stresses and failure by cracking.

b) Oxidation

The graphite oxidation work involves two principal tasks relevant to safety analysis and licensing
of HTRs for normal operation:

» Theimprovement of experimental database for advanced graphite oxidation models.
* Experimental investigation of innovative C-based materials for application in HTRs.

Graphite burning under severe air ingress accidents is assessed by computer models based (up to
now) on isothermally measured kinetic equations which consider in-pore diffusion and chemical reaction
mechanisms. The data requirement for such models are burn-off dependent chemica (regime 1)
reactivities and in-pore diffusion coefficients. The experimental work to be undertaken deals with the
case of severe air ingress, with the diffusion influences of the oxygenation process determined using
the thermo-gravimetric facility THERA housed at FZJ. Measurements are made for the German A3
fuel matrix graphite (type A3-27) and for atypica structura graphite (V483T fine grain graphite) in
oxygen at temperatures between 823 and 1 023°K and oxygen partial pressures between 2 and 20 kPa.

Although material development for HTRs almost ceased in Germany in 1985, development of
C-based materias for fusion reactors continued. These included innovative concepts such as carbon
fibre composites and mixed materials (Si, Ti content) which show a high heat conduction and high
strength. A second series of experiments are therefore planned to look at the performance of such
materials under accident typica temperatures (about 1 273°K) in steam and in air. The experimenta
work involves the use of induction-heated tube-shaped samples in an induction furnace facility.
Oxidised gas flows through the inner bore hole of the tube with flow rates sufficiently high to suppress
the influence of boundary layer mass transfer on kinetics. Oxidation effects are measured by mass
spectrometric analysis of the product gases and by weight loss of the sample. Experiments are also
planned for measurements of CFC materias irradiated and non-irradiated (up to 1 dpa) that will look
at strength, dimensional change, thermal diffusivity and heat capacity.

HTR materials database

The need for reliable material data and properties is a key issue in the development of any
innovative reactor technology and is especialy important for the understanding of structural integrity
issues and material behaviour. It is particularly important in those areas where safety considerations
are uppermost. For the HTR key component materials a database of properties is required that covers
information on manufacturing provisions, products and parts, test datainformation and design properties.
Reliable design property information is one of the main outputs and needs. Work on developing a
database is underway with considerations being given to the development of a web-based facility.
Design and technological issues plus omissions and shortage of test data will be the basis on which the
database will be built up and expanded and on which future R& D needs will be assessed.
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Summary and conclusions

The need for reliable material data and properties is a key issue in the development of HTR
technology and is especially important for those areas where safety considerations are uppermost.
The HTR-M & M1 projects aim to provide a firm materials platform on which to develop the future
HTR technologica basis within Europe and provide afirst step towards building an understanding of
the behaviour and manufacturing requirements for some of the new materials that will be needed for
such developments. The objective is to improve knowledge of materials for future HTRs for the reactor
pressure vessel, the control rod and turbine (blades and discs) and the reactor graphite. The projects
extend over a period of four years and are being performed with the support of the European Union
5™ Framework Programme. The project is also being co-ordinated through the direction of a European
HTR Technology Network (HTR-TN). This paper outlines the work programmes and reviews important
issues concerning material needs for feasibility and assurance of structural integrity.
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Figure 1. Summary of HTR-M & HTR-M1work programmes

Materials for the
High-temperature Reactor

Review of existing RPV materials used on gas-cooled & other reactors
Establish a database for RPV steels at low and elevated temperatures
Tests on steel RPV welded joints: tensile/creep, cross weld, creep/fatigue,
fracture as required.

Tensile/creep fracture tests on specimens irradiated in HFR at NRG
Synthesis of results

Vessel
Materials

Internal Structures
Identification of materials & compiling of existing data.

Selection of most promising grades for further R&D effort.
Development and testing of available alloys for HTR requirements
Test work on control rod cladding materials. Mechanical/creep tests at
temperatures up to 1 100°C in facility at CEA

Turbine

Identification of the materials & compiling of existing data

Selection of most promising grades for further R&D

Development and testing of available alloys to meet HTR requirements

Test work on turbine disc and blade materials. Short-term tensile/creep tests
(air, vacuum) from 850 to 1300°C, Fatigue tests at 1000°C at CEA. Short-term
creep & creep/fatigue tests in helium at JRC on servo hydraulic test rig.
Medium-term creep tests for blade material (10 000 h) at 850°C

Lifetime modelling based on notched specimen tests

High-temperature
Materials

Properties
State of the art and first version of database of properties

Assess requirement for new graphites and needs of future HTRs

Discussions with manufacturers on producing small quantities of alternative
Graphite graphites . o
Irradiation programme on chosen graphites to determine variations in physical
and mechanical properties up to low/medium irradiation doses

Oxidation

Tests to obtain kinetic data on fuel matrix & structural graphite in oxygen
(823 and 1 023 K — partial pressures 2 & 20 kPa — using thermo-gravimetric
facility THERA at FZJ.

Testing of oxygen resistance of advanced C-based materials (CFCs, doped
materials, SiC), steam & air using oxidation facility INDEX of FZJ
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Figure 2. Allowable stressesfor RPV materials
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RADIALLY KEYED GRAPHITE MODERATOR CORES:
AN INVESTIGATION INTO THE STABILITY OF FINITE ELEMENT MODELS

W.R. Taylor*, M.D. Warner®, G.B. Neighbour?, B. McEnaney, S.E. Clift*
Bath Nuclear Energy Group, Department of Engineering and Applied Science
University of Bath
Bath BA2 7AY, UK

Abstract

Finite element (FE) approaches are widely used to successfully predict the behaviour of engineering
structures. However, the mechanica interactions between the keys and blocks in graphite moderator
cores present particular computational problems due to the large number of contacting surfaces. Such
models can often be computationally unstable. In this study, modelling strategies designed to improve
solution stability have been explored. Results indicate that the incorporation of inter-layer friction can
significantly enhance computational stability.

! Department of Mechanical Engineering, University of Bath, Bath BA2 7AY, UK
2 Present address: Department of Engineering, University of Hull, Hull HU6 7RX, UK.
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I ntroduction

The majority of the United Kingdom's gas-cooled thermal nuclear reactors have a graphite
moderator core of the radially keyed design type. This core design is composed of large graphite bricks
interspaced with interlocking moderator keys, geometrically configured in a manner which produces
an overall negative Poisson’s ratio under thermal and mechanical influences. It is critically important
that the principal safety functions of control rod insertion and fuel cooling can be maintained throughout
the reactor life. Based on existing evidence, it is presently believed that there is a large degree of
redundancy in this functionality but this has yet to be quantified. Ultimately, the influence of factors
such as cracked and broken keys on the relative displacement of the large number of core blocks needs
to be evaluated in order to ensure safe operation.

The possibilities of assessing graphite moderator core behaviour in service are obvioudy
extremely limited. One approachable way to proceed with an exploration of the mechanical behaviour
of the coreisto develop computer models, finite element (FE) analysis providing an obvious choice of
technique[1,2]. There are, however, potential difficulties associated with this type of numerical
approach. Graphite core behaviour can be highly non-linear due to the large number of independent
bodies and contacting surfaces, and this can produce unstable or highly inefficient solutions.

The aim of this study was therefore to establish a stable modelling strategy which allowed the effect
of contact conditions and restraints on key motion of a single key and a 3 x 3 multiple key-keyway
model configuration to be investigated. While the work has been prompted by current UK requirements,
the FE methodol ogies deployed are relevant to al graphite-moderated, high-temperature nuclear reactors.

M ethodology

Investigations into key movement and analysis stability were first explored using a model of a
single key and its surrounding keyway (ABAQUS FE software). The dimensions of the model were
extracted from the geometry of atypical Magnox moderator core (Table 1), with an element height of
4.2 mm. For calculation efficiency eight noded elements were used with one internal integration point
(CP8R: eight-node bilinear, with reduced integration). Contact surfaces were defined to allow relative
motion between the key and the keyway bodies. The entire perimeter of the key was designated as the
“master” surface, whilst “dave” surfaces were defined for both inner edges of the keyways.

Material properties for unirradiated Pile Grade “A” nuclear graphite show that the material
exhibits high anisotropy (Table 2). The long axis of the moderator brick corresponds to the extrusion
axis in manufacture and is denoted as the parallel direction. Since the finite element modelling was
concerned with a horizontal dice of the moderator core, an isotropic model was used, with the
perpendicular values taken from Table 2.

All entities of the model were constrained so that no out of plane motion could occur (z-direction).
In addition, the lower keyway was completely restrained and the upper keyway was prevented from
rotating. The model was loaded by applying a controlled displacement of 1 mm to the upper keyway in
the y direction; this was deliberately applied at an oblique angle in order to produce a response
involving multiple contacting surfaces. The behaviour of the model was then predicted.

Results and model developments

The model was run under the described conditions, and the upper keyway closed sufficiently to
cause contact between the key and the upper keyway and the resulting displacement of the key.
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Table 1. Geometrical data used in the modd construction

Typical data, provided by BNFL

M odel component Dimensions (mm)
Diameter of all fuel channels 98.4
Square brick depth and width 170.7
Octagonal brick depth and width 221.0
Octagonal brick side face 170.7
Corner key depth 42.7
Corner key width 17.6
Side face key depth 30.0
Side face key width 17.6
All keyway widths 17.8
Keyway depth (side face, square brick) 16.7
Keyway depth (side face, octagonal brick) 18.5
Keyway depth (corner face, octagonal brick) 23.6
Key/keyway clearances 0.2
Wigner gap (side-faces) 11

Table 2. Pile Grade “ A” materials properties

Typical data, provided by BNFL

Y oung’'s modulus

Tension _ 11.0+ 3.4 GPa Paralld
Compression 7.6+ 2.1 GPa
Tension _ 4.8+ 1.4 GPa Perpendicular
Compression 41+ 14GPa

Coefficient of friction
Dynamic (>250°C) 0.03 t0 0.08 Parallel and perpendicular
(ﬁﬁﬁcﬁlﬁ(;n?c values) +0.05t0 0.10 Parallel and perpendicular

Poisson’sratio

v | =0.1 | Parallel and perpendicular

Figure 1. 3-D mode of a single key-keyway
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However, the solution failed to converge after only 15% of the prescribed displacement following
severe cutbacks in time incrementation and excessive discontinuity iterations. This instability was
attributed to a number of factors. Any change of direction in the key may cause numerical instabilities
that the solution routine needs to deal with. Multiple changes in directions, which can be caused by
multiple movements or rotations, cause “key rattle’. The result of this is cutbacks in solution
increments and possible failure of the solution routines to find a convergent solution. An additional
instability of the system can be caused by unconstrained rigid body motion — this results from the lack
of connection between the graphite blocks and keys that are not in contact. This unconstrained motion
allows free movement of the keys within the keyways and hence allows key “bounce”, a process that
can continue ad infinitum. This causes the same numerical problems evident in key rattle.

As a result of this failure of the solution to converge, the model was run under a variety of
modelling and contact conditions, each tested to improve the stability of the solution. These were run
asfollows.

Altering contact surface conditions

The construction of the contacting surfaces was altered from a single contacting key-keyway
contact pair (for each of the upper and lower keyways) to sets of three contacting surfaces located
around the edges of the key (Figure 2).

Figure 2. Location of master and dave surfacesin a key-keyway contact pair

— —. Master Surface

—  Slave Surfaces

This approach produced improved solution efficiency as the master surface had a constant tangent
direction for contact with each dave surface. The corner nodes of the key were not included in the
master surfaces and were therefore able to pass through the dave surface. Due to the small key rotation
however, this penetration never exceeded 0.08 mm.

This modification of the contact configuration produced a convergent solution, for the complete
1.0 mm displacement. The occurrence of “rattle” behaviour was confirmed and can be seen in Figure 3,
which shows the displacement of the centre of the key. Whilst the solution finally converged, severe
time increment cutbacks appeared in the solution, including discontinuity iterations.

Restriction of key separation after initial contact

In this investigation, the contact surfaces were restrained from re-separation once initial contact
had occurred. The instability of the key motion was reduced, and a stable solution was reached.
However, comparison of the key motion with previous solutions showed that the technique influenced
the path of the displacement and the final resting positions of the key within the keyway. This
procedure was considered inappropriate asit artificially influenced the final solution.
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Figure 3. Displacement behaviour of the centre of the key
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Modelling of key displacements with springs

Spring elements of very low stiffness were attached to the key in order to reduce the rattle effects
of the key within the keyway. One end of the spring was situated in the centre of the key, the other
was connected to ground. In addition, a small resistance to rotational motion was introduced to the
system using a rotational spring. The concept was that forces may have been able to reduce any
bouncing or rattle movements of the key and stop rigid body mation.

Despite the initial analysis stability after first contact with the keyway, however, further
displacement caused the tendency for the key to dlide and move in an attempt to return to its original
position relative to the ground. As a result, this process presented a problem due to artificialy
imposing mation conditions on the solution. Although the problem was small in this case, since any
significant contact pressure was enough to overcome these spring forces, solution stability was
compromised since the direction of key displacements were often reversed in subsequent increments.
Like many of the previous modelling techniques, this process caused inefficient solutions due to
incremental cutbacks.

I nvestigation into the use of friction and mass

All springs were removed from the model. An underlying rigid plane surface was then defined
against which inter-layer friction could be generated. The underside of the key was selected as a
contact surface with this plane, whilst the base of the keyway elements was smply constrained in the
z direction. In an initial process test, a normal force of 103N was applied to the centre of the key to
simulate the weight of the key and that of the keys in the nine layers above. This provided the
perpendicular force necessary for africtional force between the key and the underlying surface to be
generated.
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Although the solution of each increment was slightly longer in comparison to previous models
(on account of more contact surfaces), the full 1 mm displacement was achieved with this model, with
minimal cutbacks in time incrementation. As a development of the most stable solution tested, mass
effects replaced the force used to create friction, in an attempt to model this process more accurately.
Thiswas achieved by assigning a density of 1 731 kg/m? to the graphite key. A gravitational acceleration
field was then applied to the system, perpendicular to the rigid layer (z direction). The two keyway
components of the single key model were not assigned a value of density as they were fully constrained
by the boundary conditions imposed. The result of these new conditions provided identical analysis
stability. The modelling technigue was therefore retained, as the conditions were considered more
accurate than applying a single point force, which could locally distort elements and produce peaks in
friction and hence artificial moments and forces.

Extrapolation of the single keyway model findingsto larger models

A single generic unit cell, consisting of 1 226 solid elements, was designed to model a square
section of the core surrounding either an interstitial channel, or, with an additional centre section, a
corner key section (Figure 4).

Figure 4. Single generic unit cell
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A 3 x 3 unit cell arrangement was created (Table 2/Figure 5) and a ramp uni-axial displacement
of 5 mm was applied in order to assess the ability of this type of geometry to respond with a negative
Poisson’s ratio. The compression was applied over a period of 10 seconds. Simple boundary conditions
were used. These were designed to produce multiple contacting surfaces. A much larger model,
however, would be required to predict the effect of the actual core boundary conditions. The complete
outer bricks enabled the displacements to be applied to the octagonal bricks only, in the manner of
restraint rods at the core periphery.

Figure 6 shows the fina position of the corner key and key-way that experienced the highest
displacement. It can be seen that the key has experienced an anti-clockwise rotation and loaded
in shear due to the relative movement of the two octagonal bricks that comprise the keyway.
Transference of displacement occurring throughout the model is shown on an undeformed model
inFigure?.
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Figure 5. Boundary conditions applied for uniaxial compressive loading

Figure 6. Key and keyway position after a uniaxial displacement
of 5 mm was applied to the upper surface of the 3 x 3 mode

upper brick
motion

Figure 7. Displacement in the model (mm) under 5 mm uniaxial loading
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In a separate analysis, the displacement was allowed to continue until no more movement was
possible. It was found that the outer surface could be displaced approximately 7 mm. At this point, all
bricks and keys in the 3 x 3 model had come into contact with their immediate neighbours, i.e. al the
gaps had been closed up. In addition, larger model sizes have been tested. The increasing model
complexity significantly reduced the efficiency of the analyses. The dramatic increase in andysistimeis
considered aresult of the increase in the number of contact surfaces required in the model. The resulting
stressfield is shown in Figure 8.

Figure 8. Distribution of von Mises stressunder 5 mm uniaxial compr essive displacement
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One possihility of improving model efficiency would be to reduce the level of detail at the centre
of the graphite bricks. It islikely that no significant changes in the FE solutions would result from this
simplification as the centre of the bricks experience very little stress or strain (Figure 7) as the problem
is primarily one of contact between the bricks and keys.

Conclusions and recommendations for further work

e This study has shown that the graphite bricks themselves deform very little. The deformation
applied to the model was accommodated by closing up the gaps between the layers of bricks.

» Finite dement analyses of key-keyway interactions that use springs to represent the interactions
between the contacting surfaces displayed unstable behaviour associated with keys rattling
inside the keyways. This led to rapidly changing contact conditions and failure of the model
to produce a convergent solution.

e The incorporation of inter-layer friction between the model and a rigid substrate produced a
stable solution in the single key and multi-key models. However, the large number of contacting
surfaces and the necessity to use three-dimensional elements significantly affected the
efficiency of the model and produced impractical analysis times.

* Recommendation for further work: As the bricks themselves have been shown to undergo
minimal deformation, the FE models could be made more efficient by reducing the numbers
of elements used to represent them. This could convey considerable advantage in reducing the
computer run times. This would allow the behaviour of larger models, with more realistic
boundary conditions and materials properties, to be explored.
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Abstract

With the aim of nuclear application of ceramics in the high-temperature engineering field, the authors
have investigated the mesoscopic microstructure related to the mechanical and thermal properties of
ceramics. In this paper, recent activities concerning mechanical properties, strength and Young's
modulus are presented.

In the strength research field, the brittle fracture model considering pore/grain mesoscopic microstructure
was expanded so as to render possible an estimation of the strength under stress gradient conditions.
Furthermore, the model was expanded to treat the pore/crack interaction effect. The performance of
the developed model was investigated from a comparison with experimental data and the Weibull
strength theory.

In the field of Young's modulus research, ultrasonic wave propagation was investigated using the
pore/wave interaction model. Three kinds of interaction modes are treated in the model. The moddl was

applied to the graphite, and its applicability was investigated through comparison with experimental
data.
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I ntroduction

In general, it is important to study macroscopic properties such as mechanica and thermal
properties from a viewpoint of mesoscopic microstructure in order to develop microstructurally
controlled new materials with the necessary material properties as well as to develop design and/or
maintenance methods for structural materials. The authors have investigated the mesoscopic
microstructure related mechanical properties as well as thermal properties of ceramics aiming at the
nuclear application of ceramics in the high-temperature engineering field. In the paper, our recent
activities with regard to the mechanical properties, strength and Y oung’s modulus are presented on the
basis of mesoscopic microstructure.

In the field of strength research, a brittle fracture model taking the mesoscopic microstructure into
account was proposed [1]. Severa researchers have expanded the model so as to treat the strength
under stress gradient condition [2-5], e.g. bending strength, etc., since the model was applicable only
to a uniform stress condition; specifically, the model can predict only tensile strength. Furthermore,
we have modified the model so as to treat the interaction effect between crack and pore in order to
predict strength over a wide range, including under oxidation conditions, etc. [6]. Moreover, the
performance of the mesoscopic microstructure based fracture model was investigated from a comparison
with the Weibull strength theory [4], which is generally applied in ceramics strength research.

In the field of the Young's modulus research, a prediction model has been developed [7-11].
In the model, the interaction between ultrasonic wave and mesoscopic poresis considered. Three kinds
of wave/pore interaction modes are treated in the model:

1) Direct wave mode. The wave has no interaction with pores.

2) Creeping wave mode. The wave impinges on pores and then it propagates around the pore as
acreeping wave.

3) Direct wave mode. The wave impinges on pores and scatters away.

The model can predict the ultrasonic wave propagation velocity as well as the height of echo
signal due to pores, and the Young's modulus is obtained on the basis of wave propagation theory
within a solid. The Monte Carlo simulation technigque was also used so as to predict the non-uniformly
distributed pore arrangements [12].

Generally speaking, the models presented are basically applicable to the other ceramic materials,
such as the superplastic material 3Y-TZP zirconia (3 mol% yttria stabilised tetragonal zirconia
polycrystal), silicon carbide, etc.

Strength-related activity [3-6]
M esoscopic microstructure-based fracture model [4]
Uniform stress condition (Burchell model) [1]
The grain of graphite consists of a stack of parallel hexagona net planes as schematically shown

in Figure 1. Due to the weak van der Waais force operating in the ¢ axial direction and the strong
covalent bond connection in the a axial direction, cleavage within the grain occurs easily in the c axial
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Figure 1. Microstructure-based fracture model
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direction. If the inherent flaw in the graphite body faces a grain having inclination angle 6 (as shown
in Figure 1), the crack would deviate from its extension direction. When the uniform stress g acts on
inherent flaw size c, the probability that one grain will fracture, Py, is.

4 K : @
P, = —costH—< @
Tt

Jrc

where K¢ is a fracture toughness for grains, so-called particle Kic. If there are n grains in the entire
row, that probability that all grainswill fail, P,, is:

2

Here, it is assumed that the flaw will extend at a grain size, a, if the entire row with n grains fail.
Therefore, Eq. (2) is thought to be the probability that the flaw size ¢ will extend from length c to
length ¢ + a. The probability that the flaw will extend from c to ¢ + ia, i.e. fracturing i rows of grains,
isthen expressed as.

O ) 3
P, :II_Ol D4cos‘lH—K'C : SE
? er/r_[(c+|aiHH
which then may be approximated to:
(4)

-

InP, = ‘!’Ing.ﬁcosl%géﬂ
c+ia .
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Now, when the probability f(c)dc means that initial flaw size has a length between ¢ and ¢ + dc,
the probability that onetip of asingle flaw will fracture under applied stress o may be written as:

‘I’ f (c) p, (o,c)dc ®

The survival probability Ps is then given as:

P, = 1—3 f (c) p, (o,c)de ©

Here, when N is the number of pores per unit volume and V is the specimen volume, the total
survival probability of the volume V under stress o, having 2NV flaw tips is (P)*V. Therefore, the
total fracture probability of the specimen may be written as:

o = ™ (7)
Pia =1-(P)?V =1-A- [ f(c)p.(o,c)dc
4 ‘!' ()i (o.c) -

Stress gradient condition (expanded model with divided small elements) [2,3]

If the specimen has alarge stress gradient, it would be necessary to divide into small elements so
as to regard the uniform stress within the small elements as schematically shown in Figure 2. When the
stress and volume of (ki.j;) element are a(k,j;) and V(k,j;), the survival probability of the element is:

O - NV (ke ) (8)
Ps(kk i ) = ﬂ“!’ f (C) Epn{o(kk i ))‘} depy

| |
Therefore, the total fracture probability of the specimen may be written as:

NV (ki jj) (9)

kn jm

D 00
Pa =1- ) rl %_{f(c)Epn{c(kk,jj),(}dcg

Figure 2. Application of microstructure-based brittle fracture model to stress gradient condition
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Application of the model

Tensile strength

Thetensile strength of nuclear grade graphite, H-451, was estimated by Eq. (7) on the basis of the
microstructure-based brittle fracture model. Input parameters are summarised in Table 1.

Table 1. Input parameter s of H-451 graphite

Parameter Value
Mean grain size (um) 500*
Bulk density (g/cm’) 1.79*
Mean pore size (um) 42*
Standard deviation parameter of pore size 2.3
Mean pore area (Um°) 700*
Number of pores per volume (m™) 2.97 x 10*
Specimen volume (m™) 4,65 x 107"**
Specimen breadth(mm) 10.29**
Grain fracture toughness (MN/m*?) 0.285*

*  From Ref. [1].
** From Ref. [13].

In the table microstructural parameters were obtained by Burchell from an image analysis with
microstructural observation [1], and specimen size was determined by the experimental data of the
graphite [13]. Here, pore size distribution f(c) in Eqg. (7) is assumed to be a log-normal statistical
distribution. The standard deviation parameter is determined so as to fit the mean tensile strength in
the analysis. Figure 3 shows the prediction and experimental results. We can see from this figure that
the microstructure-based brittle fracture model has a fairly good prediction of the tensile strength
distribution.

Figure 3. Prediction of tensile strength of H-451
graphite by microstructure-based brittle fracture model
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Tensile strength distribution

The experimental data are plotted with three kinds of probability plots; they are the Weibull,
normal and log-normal probability plots. Figure 4 shows the Weibull probability plot of experimental
data, and correlation coefficients for them are listed in Table 2. From them it is found that the tensile
strength fits in well with the Weibull statistical distribution rather than the other two distributions. It is
presumed, therefore, that the fracture of graphite might obey the so-called “weakest link theory”, and
the “weakest link” might correspond to the defect of the origin of fracture among many defects within
the graphite body. The predicted result is also plotted with the Weibull probability plot in Figure 5.
The prediction fit in well with the Weibull statistical distribution as opposed to the experimental data.
Correlation coefficients of the prediction are also listed in Table 2. The prediction result shows the
same tendency as the experimental data, i.e. both experimental and predicted data fit in well with the
Weibull probability plot and next with the normal probability plot.

Figure4. Weibull probability plot of experimental data
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Table 2. Correation coefficientsfor three kinds of statistical distributions

Experiment* | Prediction
Weibull 0.983 0.998
Normal 0.974 0.997
L og-normal 0.960 0.987

* From Ref. [13].
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Figure 5. Weibull probability plot of predicted data
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Bending strength

Microstructure-based brittle fracture model was applied to the four-point bending test in Eq. (9).
The predicted analytical result is plotted with experimental data[13] in Figure 6. We can see from this
figure that the model has a good bending strength prediction, although the predicted variance of the
bending strength is somewhat smaller than the experiment; namely, the expanded model with divided
small elementsis applicable to the bending strength condition.

Figure 6. Prediction of four-point bending strength of H-451
graphite by microstructure-based brittle fracture model
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Comparison of bending strength with Weibull strength theory

The prediction by Weibull theory was also carried out to the bending strength condition. Here, the
Weibull modulus, m, is determined by the tensile strength data[13] from a Weibull probability plot as
shown in Figure 4. The predicted mean bending strength was 22.1 MPa, which is a fairly good
prediction compared with experimenta mean bending strength of 22.0 MPa. However, it is not
possible to predict the strength distribution such as the microstructure-based brittle fracture model; this
is adisadvantage of the theory from a viewpoint of an assessment of structural integrity.

Grain size effect on strength

Figure 7 shows the grain size effect on the tensile strength predicted by Eq. (7). In the prediction
the pore size is assumed to be constant as listed in Table 1. We can see from this figure that the
fine-grain materia has high tensile strength. Figure 8 shows the Weibull probability plot of different
grain size with constant pore size distribution. From this figure it is found that the material with fine
grain size has large scatter of the strength. This is a reasonable trend if the relative pore size is taken
into account; when the grain size becomes smaller, the pore size becomes relatively large, and at that
time the pores would act well as the origin of fracture.

Pore distribution effect on strength

Figure 9 shows the pore size distribution as a function of standard deviation parameter in the
log-normal statistical distribution. In this case the mean pore size is assumed to be constant at 42 pm.
Figure 10 shows the pore distribution effect on the tensile strength predicted by Eq. (7). In the
prediction the grain size is assumed to be constant at 500 pm. The material with large pore deviation
parameter has low tensile strength, because there are many large-size pores in the material. Figure 11
shows the Weibull probability plot of different pore size distributions. It is understandable that the
material with large pore deviation parameter shows large scatter of the strength, because there are also
many large pores in the material.

Figure 7. Grain size effect on tensile strength
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Figure 8. Weibull probability plot of different grain size
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Figure 11. Weibull probability plot of different pore deviation parameter
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Young's modulusrelated activity [9-12,14-16]
Wave/pore interaction mode [7,8]

Pores with a radius r are assumed to be distributed homogeneously at a constant pitch p with N
layers as shown in Figure 12 [7]. When the ultrasonic wave propagates from the left side to the right
side, the waveform was changed by the pore-wave interaction. Three kinds of wave propagation mode
due to pore-wave interactions were considered in the simulation analysis: the direct wave, creeping
wave and scattering wave modes as shown in Figure 13 [7]. If we consider that the collision
probability of incident ultrasonic wave to a pore is f, then the probability of direct wave is 1 —f. Now,
if ¢ isthe probability of the creeping wave after impinges on the pore at probability f, the probability
of creeping and scattering waves are cf and (1 —c) x f, respectively. Therefore the propagated wave
becomes a mixed-mode wave in combination with both direct and creeping waves. Now, the time
delay between the direct and creeping wavesis:

(=le/4_x (10)

where |, is the circular length of the pore with radius r, and V. and V, are the sound velocities of
creeping and direct waves, respectively.

Figure 12. Ultrasonic wave propagation within porous body [7]
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Figure 13. Pore-wave interaction model [7]
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If the number of pore layers becomes large enough, the propagating ultrasonic waveform as a
function of time, h(t), becomes a Gaussian statistica distribution, and h(t)is given by [7]:

et f (11)
h(t)=H e 2
wheret,, t, and H are:
t, ={a+ 02 n(c} M, (12)
t, = ol
a+§ﬂh(c)
H =
ty [6/2m
where a and o are given by:
a=NI[g (13
o? =N [pfi-o)

Here, in the Gaussian statistical distribution given by Eq. (11), both mean value and maximum H
is given by t = tp. In the case of the graphite, the porosity, P, in Eq. (13), was determined from the
true density of the graphite asfollows:

_226-y (14)

P
o 226

whereyisabulk density.

If the sound velocity of the longitudinal wave in the solid body is taken into account, the sound
velocity is given by:

E(1-v) (15)

Uy v(-2y)
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where E and v are the Y oung's modulus and Poisson’s ratio, respectively. Then the Y oung’s modulus
with poreis calculated by:

(1-Py) (16)
3 , 0 O
G, 5 g 20

where E; and E are Young's moduli without and with pore conditions, respectively. a is the ratio of
sound velocity, and is given by:

E_
=

oo Ve an
Vp

Analytical condition of graphite
Input parameter

The typical graphite properties of fine-grained nuclear grade graphite are listed in Table 3.
Analysis input parameters include porosity Py, pore radius r, probability of the creeping wave ¢ and
sound velocities V; and V.

Table 3. Typical propertiesof fine-grained isotropic nuclear grade graphite (I G-110 graphite)

Bulk density (kg/m°) 1.78 x 10°
Tensile strength (MPa) 25.3
Compressive strength (MPa) 76.8

Y oung’s modulus (GPa) 7.9
Thermal expansion coefficient (293 to 673 K) (10 %/K) 4.06
Thermal conductivity (673 K) (W/(mK)) 80

Since mean pore radius was estimated at 9.2 um for fine-grained nuclear graphite, 1G-110, by a
guantitative image analysis technique [2], the pore radius was determined to be 9 um in the analysis.
The sound velocity of the creeping wave around the spherical pore was assumed to be 0.71 x V, [8] in
this study. The input parameters used in the analysis are summarised in Table 4.

Table 4. Input parameter s of smulation analysis

Porosity 0.2124
Pore radius (um) 9

i Direct wave 2100
Wave velocity (m/s) Creeping wave 2100 x 0.71

Probability of creeping wave

In the pore-wave interaction model, the probability of the creeping wave is concerned with the
attenuation characteristics of the ultrasonic wave. Therefore, at the beginning of the analysis, the
probability of the creeping wave was determined from the attenuation data of the fine-grained nuclear
graphite, 1G-110[14].

236



Figure 14 shows the noise echo height versus distance from the surface as a function of the
probability of the creeping wave. The noise echo height decreased as distance increased, and also as
the probability of the creeping wave decreased. This is an understandable change when taking into
account the total number of the scattering wave, i.e. the total number increases when the distance from
the surface increases due to the increasing of the pore-wave interaction chance as well as when the
probability of the creeping wave decreases. From this figure the probability of the creeping wave is
determined as1—c =3 x 10 inthe analysis.

Figure 14. Noise echo height versus distance from the
surface asa function of probability of creeping wave
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Application of the model
Estimation of Young’'s modulus

The ultrasonic wave/pore interaction model was applied under the oxidation condition, and the
Y oung’ s modulus change with oxidation was estimated. The oxidation induced weight loss, burn-off,
was considered as bulk density in the analysisin Eq. (14), and the Y oung’ s modulus was estimated by
Eqg. (16). Here, the Y oung's modulus without pore, Eg, was 17.5 GPa in this study, which is derived
from the crystal Young's modulus in a and ¢ axial directions with random grain orientation [16].
The analytical result is shown in Figure 15 with the experimental data. We can see from this figure
that the interaction model predicts fairly well the Y oung’s modulus under oxidation conditions.

Figure 15. Prediction of Young' s modulus under oxidation condition (IG-11 graphite)
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Now, the Young's modulus change with oxidation was analysed with severa different kinds of
graphites, fine-grained with small pores to coarse-grained with large pores, as listed in Table 5.
Analytical results were plotted in Figure 16 in normalised value by each 0% burn-off value. We can
see from this figure that the Y oung’ s modulus with the oxidation change can express the common line
when the normalised value is applied.

Table5. Input parametersin the oxidation effect analysis

Graphite 1G-11 PGX H-451 AXF-5Q AGX
Density (g/cn’) 1.72 1.74 1.79 1.8 1.648
Pore size (um) 14 238 41 1 188

PGX from Ref. [2], all others from Ref. [1].

Figure 16. Young' s modulus change with oxidation of several kinds of graphites
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Estimation of oxidation damage

One of the important subjects using the UT is to detect the oxidation damage in the graphite
component, since the oxidation greatly affects the strength of the graphite. If the graphite is oxidised
by oxygen, water, etc., pores are produced within the graphite. Since the created pores would act as a
crack initiation and/or extension, the strength of the graphite is reduced with oxidation. Therefore the
wave propagation within the oxidised graphite components was investigated through simulation
analysis. The pore radius was determined by the fracture toughness data under oxidation taking the
fracture mechanics approach into account. Sato, et al. reported the mode-I fracture toughness under
oxidised conditions of fine-grained nuclear graphite, 1G-110, and they provide the following
experimental equation:

Kic - exp(-5278) (18)

ICO
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where Kic and Ko are the mode-l fracture toughness for oxidised and un-oxidised conditions,

respectively. B is the so-caled “burn-off” defined by the weights, W, and W, before and after
oxidation, respectively.

g V6 -W (19
W

On the other hand, from tensile strength data under oxidation condition [15], the oxidation-induced
strength degradation can be estimated as follows:

S
2 = exp(-743B

0

(20)

where S and Sy are the tensile strength of oxidised and un-oxidised conditions.

From the fracture mechanics consideration:

K, O0S+c, (21)
where ¢, isacrack size. The crack size isthen estimated by:

K, Of (22)
c O G5 O exp(4.32B)

Here, the crack size was assumed to be equal to the pore size in the analysis. The maximum
waveform height in oxidation condition was normalised by that of un-oxidised condition, and plotted
in Figure 17 as a function of burn-off. The ultrasonic signal echo height increases with increasing
burn-off. For exampl e the estimated echo height was about 1.5 times as large as that of the un-oxidised
one at 5% burn-off. From thisfigure it is found that the UT is hardly applicable to the detection of the
oxidation damage in graphite components under uniformly oxidised conditions, because normally the
pass/fail judgement is done by the signal/noise ratio at 4, which corresponds to 12 dB. When the
distributing oxidation condition, which would be caused by higher temperature oxidation at about 600 to
900°C and the near surface region have high burn-off, the UT might be an applicable method.

Figure 17. Ultrasonic signal echo height asa function of the burn-off rate
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Summary

With the aim of nuclear application of ceramics in the high-temperature engineering field, the
authors have investigated the mesoscopic microstructure-related mechanical properties as well as
thermal properties of ceramics. The neutron irradiation study has been planned and proposed as an
innovative basic research using the high-temperature engineering test reactor (HTTR). Currently, the
preliminary study is being carried out using other research reactors such as the Japan Materials Testing
Reactor (JIMTR), etc., to determine the most effective irradiation test conditions using the HTTR.

In the paper, our recent activities with regard to the microstructure-related strength and Young's
modulus are presented. To devel op the mesoscopic microstructure-related material model is one of the

key points in the research, and the model will be useful to develop microstructurally controlled new
materias as well as to develop an advanced design and/or maintenance method for structura ceramics.
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Abstract

Graphite oxidation must be carefully considered in safety analyses for modern energy systems such as
HTRs or fusion reactors. Restrictions of actua oxidation models and their improvement are discussed
and some experimental data and cal culation results concerning these subjects are presented. Advanced
graphite oxidation models should solve the diffusion/reaction equation for in-pore diffusion controlled
conditions (regime I1), provided that burn-off dependent reactivities and diffusivities are known. It is
suggested that a reasonable agreement between experimental rate data and calculation results is
obtained only if graphite remova by erosion is considered in addition to gasification. Further, for
high-temperature oxidation of graphite by oxygen, in regime Il the increase of the mass transfer rate
by a two-reaction mechanism should be taken into account. Finaly, changes in geometry and
configuration of carbon components induced by oxidation in regime 111 have to be considered.
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I ntroduction

Graphite and other carbon-based materials are widely used in innovative energy systems like
high-temperature reactors (HTRs) and fusion reactors. Safety considerations for these systems require
a careful examination of accident scenarios with carbon oxidation (air ingress with carbon burning,
water ingress). Accordingly, carbon oxidation codes were developed and used for these systems[1,2].

As described in more detail in [3], the chemical oxidation regime (regime 1) is less important in
safety examinations for accidents because of the comparatively low rates in this regime. Nevertheless,
for oxidation under normal operation of HTR this has to be considered. In regime | volume-related
ratesr, are given for small concentration ranges of the oxidising gas as:

r = koexp(~Ea/RT)ct O, (B,)  [mol M3 37] (1)

where n is the reaction order, k, is the rate constant, E, is the activation energy, c. is the educt gas
concentration and B, is the volume related burn-off, here used as a relative value normalised with the
burn-off of the virgin material. For larger concentration ranges a Hinshelwood-Langmuir type equation
has to be used, which also considersinhibition by reaction products [see right-hand side of Eqg. (2)].

More relevant for safety analysesisregime Il (in-pore diffusion controlled regime). At intermediate
temperatures, consumption of oxidising gases within the pores becomes important and, accordingly,
the oxidation attack becomes smaller in the depth of the material; this is due to the fact that the
temperature dependence of the chemical processis much larger than that of the competing in-pore gas
diffusion. Therefore, a concentration and — as a consequence of that — a burn-off (oxidation) gradient
within the carbon is found. For integral isothermal rates an increase with (surface related) integral
burn-off Bs up to a plateau value is usually observed [4]. Assuming carbon to be homogeneous with
respect to gas transport and reactivity, Eq. (2), which is a superposition of second Ficks law and rate
equation of regime I, has to be solved (written here for Hinshelwood-Langmuir kinetics [4,5], cy iSthe
product gas concentration, x is material depth, € is the transport porosity, D is the effective gas
diffusivity within the graphite and k are rate constants). The solution of Eq. (2) is substantially
complicated by the fact that D¢ and k (particularly k,, depend significantly on the local burn-off; this
burn-off dependence israrely known in a sufficient manner).

2c, _ kyo (€xp(~E x /RT) (€, 2
0x2  1+k, [exp(—Enp/RT) 8, + kg [@Xp(-Eas/RT) 8,y

- Meff

The relation to the integrd rates ry, of regime |l is given by the concentration gradient on the
geometrical surface:

B, oo

Due to the aforementioned problems with the solution of Eq. (2), isothermally measured rates ry,
have mainly been used up to now; this however has the disadvantage that non-isothermal processes
cannot be exactly modelled and that information on the depth of oxidation attack is not obtained. Fitting
equations for r;; use solutions of Eg. (2) for B = 0 containing an empirical burn-off dependence f,(By);
as an example, the following expression for isothermal ratesr,, is based on kinetics asin Eq. (1):
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[ = k” @xp(—OSEIEA/RT) Ij:£n+l)/2 |:f|| (Bs) [ITDl =2 |__$-l] (4)

with (for B = 0):

K, =m[2/(n+l) [mo|(1—n)/2/(mo.5—1.5n |_—$)]

In contrast to this simplified approach, advanced carbon oxidation models require a complete
solution for Eq. (2).

At high temperatures (regime I11) external mass transfer to the outer surface is the rate-limiting
step and the reaction is restricted to the geometrical surface only; mass transfer rules are usualy applied
here for rate calculations, meaning that kinetics are not influenced by the properties of the solid.
It should be noted however, that mass transfer may be influenced under certain conditions by the
chemical reaction, particularly in the case of air ingress. Carbon gasification can occur for air ingress
conditions at high temperatures via the Boudouard reaction, whereas CO formed is oxidised by
oxygen within the boundary layer to CO,; this leads to a remarkable rate increase in comparison with
mass transfer rules. Advanced oxidation models have to consider these influences. Further, graphite
oxidation models have up to now been restricted more or less to conditions where the geometry and
the configuration of the carbon components remain unchanged by oxidation. However for HTRs, in
reaity changing geometry will influence flow and mass transfer conditions; in case of large burn-off a
pebble bed core may densify by movement of the debris of oxidised pebbles. Strength loss of block
type HTR fuel or of reflectors may even lead to a break-down of the respective component combined
with a complete change in flow conditions. Because the accident progress is substantially influenced
by these geometry effects for later accident stages, these effects have to be carefully considered in
safety analyses and should be modelled in advanced oxidation models.

For the approximate estimation of transition temperatures between different oxidation regimes
Table 1 contains respective formula (valid drictly for n=1 and B;=B, = 0; | = V/Sexposed, where
Sexposed = geometrical surface of the specimen exposed to the oxidising gas, V = specimen volume
and 3 = masstransfer coefficient). Transition I-111 —omitting regime |1 — occurs for B = D/l respectively
Shix < P/l (Sh = Sherwood number, X, = characteristic specimen length as defined by analogy theory
in flow/masstransfer, Y = diffusion permeability Dg/D).

Table 1. Approximate transition temper atur es between oxidation ranges

Transition between
oxidation regimes

I-11 -E ERmnDB(iDEﬁ
) 0 g VOD]2
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Transition temperature [K]
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Numerical solution of the diffusion/reaction equation

Most relevant input data for models solving the diffusion/reaction Eq. (2) are burn-off dependent
reactivities and diffusivities. In the next subsection, the data situation is briefly outlined for a typical
nuclear grade graphite. Using these data, the computer model PROFIL is used for demonstration of the
differences to the ssimplified approach using the example of reaction with air.

Burn-off dependent reactivities and effective diffusivities

Data on burn-off dependent reactivities of nuclear carbon are mainly available for oxidation in
oxygen/air. For V483T fine-grain graphite (ash content: < 300 ppm, density: 1 810 kg/m®) developed
for use in the core support structure of HTRS, a continuous reactivity increase by afactor of 3.8 upto a
burn-off of 0.37 isfound at 7 73 K in air, followed by a nearly linear rate decrease [3]. Thisincreaseis
due to enlargement of pores and the opening of blind pores, whereas the decrease is caused by reduction
of the inner surface area due to oxidation-induced vanishing of pore walls; its activation energy is about
165 kJ/mol. For homogeneous graphites, no temperature dependence of the (normalised) reactivity
versus the burn-off curve was found. Literature data on the regime | reaction order of other nuclear
graphitesin air (12-100 kPa) resulted in values of 0.54-0.60 [6]; sufficient data alowing for afit on a
Hinshelwood-Langmuir equation are not yet available. The more complicated behaviour of less
homogeneous materials like the HTR fuel element matrix material A3-27 as reactivities of other types
of nuclear carbons (CFCs, doped carbons) in regime | are given in [7]. Effective diffusion coefficients
in porous carbons may be measured by static [8] or transient [9] methods; only transient methods are
able to cover the effect of blind pores, which are also affected by oxidation. A systematic comparison
of gtatic and transient results is still to be done. Measurement of diffusion permeabilities at different
pressures alow for the determination of the contribution of Knudsen diffusion and provides data on
the average pore radius [6]. For V483T graphite it was shown through static measurements that the
opening of closed micropores at low burn-off (air oxidation 673 K) led to a significant decrease of the
average (transport) pore radius of A3-27 from 2.5 pum (virgin) to 0.45 pm (burn-off 0.15). Its diffusion
permeability  increased in this burn-off range from 8-107 to 5-102. For burn-off dependence of
diffusion permeability holds here:  ~ B*". Data for the HTR fuel element matrix materia are
presented in [3].

Solutions of the transport/reaction equation with PROFIL

Numerical solutions of Eq. (2) are performed with the computer model PROFIL for V483T graphite
because of its homogeneous character. The burn-off dependence of reactivity and permeability used are
those used in the previous section. The oxidation medium is air at 0.1 MPa; a temperature-independent
Hinshelwood-Langmuir term ko, = k; [éxp(~E », /RT) =035 [m?/mol] is applied. No hindrance by
external mass transfer (regime I11) is taken into account. Geometry of a plane sheet (thickness = 0.02 m)
is assumed with oxidation from both major surfaces.

At first, the relevance of instationary calculations were proven. Based on Crank [10], it was shown
that quasi-stationary conditions (dc/dt = 0) are usually alowed in the solution of Eq. (2) because time
constants for reaching diffusion/reaction equilibrium under constant burn-off are small compared with
characterigtic times, which are required for variation of burn-off dependent diffusion/reaction parameters
by the chemical reaction.
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Figure 1 contains numerical solutions of Eq. (2) for 1 073 K; r, versus burn-off is given for
different assumptions. Curve A represents a solution without consideration of any other weight loss
than by chemica reaction. There is a strong rate increase, followed by slower decrease which
accelerates in the final stage. Such behaviour is not observed under fast flow conditions, but may be
found during oxidation in a thermogravimetric apparatus with small flow rates (low T). The rate
increase is due to an increase of reactivity and porosity with burn-off at low burn-off values. The rate
decrease is caused by the dominating decrease of reactivity at high burn-off, which aso leads to an
effect similar to a diffusion boundary layer. In the outer regions with high burn-off, the diffusivity is
high and the reactivity is small and, accordingly, the mass transport resembles that in a boundary layer.
Oxidation experience in regime Il with flow, however, shows that there is a continuous size reduction
due to erosion by flow-induced shear forces and some dust is usually found in these experiments (up
to 20% of the total weight loss for turbulent flow in tubes, Re = 2 500). Rate curves B model oxidation
rates considering erosion, which is roughly approximated by an erosion rate r. depending on the outer
burn-off by re = 1.410°(Byx- o — 0.4)?> m/s (Byx- o= 0.4). Erosion acts only on the outer surface.
Curve B-1 contains the chemical oxidation rate and curve B-2 the total C-removal rate (chemical
reaction plus erosion). Both curves lead to a plateau value, as observed in regime Il under flow. A rate
decrease asin curve A does not occur, because the af orementioned boundary-layer-like effect does not
exist and an equilibrium between erosion, renewing of the outer surface, and chemical reactions with
diffusion is established. This results in oxygen concentration profiles, which move nearly unchanged
in shape through the porous carbon, as the density (oxidation) profiles do. Such oxygen concentration
profiles are shown in Figure 2 for different time steps. For comparison one profile without calculation
of erosion (H) is shown, too; the latter reveals the boundary-layer-like effect between 0-0.006 m.
The depth of penetration of the oxidation effect is higher than estimated by usual formula, based on
B =0, even if erosion is considered.

Figurel. Calculated regimell ratesvs. integral burn-off
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Figure 2. Oxygen profilesin V483T at 1 073K in air
A:t=2000s, At of subsequent curves A-G: 4000 s, H: t =30 000 s
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Additional calculations were performed for transient rate behaviour in regime 1. The answer of
r; on jumps in temperature is demonstrated in Figure 3 (V483T in air, starting temperature 1 073 K,
lower curve chemical reaction only, upper curve includes erosion). Rate ry, follows that jump, but
because the af orementioned equilibrium is disturbed by temperature change, for a significant period of
time resp. C-removal rate r,, changes its value until the equilibrium oxidation profile for the actual
temperature is reached. This transient behaviour has to be considered in evaluation of experimenta
r data.

Figure 3. Regimell ratesduring fast temper atur e changes
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Comparison of these calculations with experiments in regime 1, described resp. cited in a former
paper [5], reveals sufficient agreement. The depth of penetration (density profiles) measured and
calculated (considering different gas composition) are of the same size; for the increase of ry, with Bs a
factor of 6 £+ 3 was measured (this uncertainty is caused by the uncertainty of the measured starting
value). Considering that g for low B used in calculations is probably too low due to neglecting dead
end pores, the calculated increase factor of 9 might be overestimated; that can explain the disagreement.
The burn-off resp. time range required to reach a stationary rate is in calculations larger than measured
by up to a factor of 2, which might be due to uncertainties in the erosion function used. Agreement
between measured and calculated stationary r,, valuesis still sufficient but suffers to some extent from
the aforementioned differences between theoretical and measured apparent activation energies in
regimell.

Continuation of these caculations is required to obtain a sufficient understanding of such
reaction/transport processes. Differences of numerical solutions of EqQ. (2) to results of approximate
method are obviously too large to be omitted. Further, the described solutions of Eq. (2) are only valid
for homogeneous materials;, an extension of the model to inhomogeneous carbon materials (matrix
graphitesfor HTR fuel elements, composites) has yet to be done.

I nfluence of chemical reactions on mass tr ansfer

For the lower temperature range of regime Il of the graphite/O, reaction it was experimentally
verified that no influence of chemical reactions on mass transfer occurred [11]. The same holds for fast
temperature transients as expected in fusion reactor accidents [12]. There are however severa reports
on rate measurements at higher temperaturesin regime 111, indicating an enhancement of rates compared
to mass transfer rules by up to a factor of 4 [13]; an explanation of this effect is given in [13].
As schematically shown in Figure 4, the carbon oxidation by air may occur at high temperatures through
a two-reaction process involving carbon gasification by Boudouard reaction and homogeneous
CO-burning in the boundary layer. Steeper gradients and higher temperatures within the boundary
layer can explain the above-mentioned rate enhancement.

Figure 4. Schematics of carbon oxidation in air by a two-reaction mechanism
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The rate enhancement is obvioudly coupled to the change in carbon gasification mechanism from
C/O, to C/ICO, (Boudouard) reaction. The conditions for this change will be discussed here in detail.
The (regime | and regime I1) rates of the Boudouard reaction are substantially smaller for a given
temperature than those of the C/O, reaction; however, at high temperatures, a (common) rate limit
exists by mass transfer conditions. Accordingly, CO,, which isformed near the surface though a C/O,
reaction, will with increasing temperatures compete with oxygen as gasifying agent. This is due to the
fact that no mass transfer restrictions are acting under these conditions for the Boudouard reaction due to
the lower chemical rates and due to the smaller diffusion distance to the carbon surface. The contribution
of the Boudouard reaction to the total C gasification is roughly given by the quotient g:

. ; 5
regime || rate of the Boudouard reaction with q< 1 ©)

4= mass transfer controlled rate of the C/O, reaction

One should bear in mind that not only the CO, formed near the carbon surface by C/O, reaction
has to be taken into account in estimation of the Boudouard reaction rates, but also CO, aready present
in the bulk and diffusing to the surface. This quotient g describes the process fairly exactly for low
g values; at high values some deviations may be found, because the homogeneous reaction moves
from the surface into the boundary layer and with respect to boundary layer transport multi-component
diffusion has to be considered. Nevertheless, g = 1 may be taken as a first approximation for conditions
when the gasification has changed completely to the two-reaction mechanism.

A computer model that allows easy introduction of this two-reaction mechanism into graphite
oxidation codes for calculation has not yet been developed. In addition it should be noted that in the
majority of air ingress accident sequences to be considered, the two-reaction mechanism is not relevant,
because the oxygen is aready completely consumed in areas with relatively low temperatures, which
correspond to low g values. Nevertheless, in case of loss of vacuum with air ingress into the vacuum
vessd of fusion reactors, the two-reaction mechanism has to be considered in hot carbon areas for some
minutes, until these areas are cooled down. Further, it should be noted that the regime |1 kinetics of the
Boudouard reaction are not sufficiently known [14]. Additional measurements of Boudouard kinetics
are however required, not only because of the two-reaction mechanism, but also because the Boudouard
reaction is the main process attacking fuel elements for several important sequences of chimney
draught air ingress accidentsin innovative small-sized HTRs [14].

Altogether, we propose a rate enhancement factor of 4(q to be used in safety analyses for air ingress
accidents until a complete computer model describing the two-reaction mechanism is available.
Preliminary regime | rate data of the Boudouard reaction for use of in estimation of g are found in [5].
It should be noted that the above-mentioned rate enhancement factor only has to be applied on the
mass-transfer-controlled (regime 111) reaction of oxygen with carbon.

Oxidation-induced changes of geometries and configuration

For most cases in regime |11, the oxidation does not proceed homogeneously along the surface,
because the mass transfer coefficient is not constant. This leads to changes in geometry, which induce
further changes of mass transfer coefficients and oxidation rates. Whereas for simple geometries like
pebbles, cylinders or plane sheets the distribution of mass transfer coefficients along the surface is
well known, this is not the case for the complex geometries which are formed by inhomogeneous
oxidation along the surface. Accordingly, experiments are necessary for measurements of the respective
effects. For HTR air ingress accident conditions such measurements were performed for (fuel element)
pebblesin the most and least dense configurations, for pebble beds and for cylindersin crossflow.
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Experiments on defined configuration were executed on a single graphite pebble surrounded by
alumina pebble segments, simulating the surrounding in a bed [15]. In general it was found that the
total burn-off rate for the least dense configuration is similar to that of a single pebble, but the most
dense configurations lead to higher oxidation rates. Experiments on graphite pebble beds with the most
stochastic configuration possible were first performed in the FZJ facility SUPERNOVA [16] a
comparatively high air flow rates. Figure 5(a) shows the inner section of the furnace with the pebble
bed; alumina pebbles are used in the bottom part of the pebble bed in order for the graphite pebbles to
always have flow conditions as in the centre of the bed. Figure 5(b) contains a facility for measurement
of the diameter distribution of oxidised pebbles. Figure 6 shows pebbles oxidised at about 1 000°C in
air flow to 15 and 25% of burn-off in comparison with a virgin pebble. At contact points with other
pebbles the oxidation remains small; no oxidation is found there up to atotal pebble burn-off of 20%.
The relation between the (local) maximum and the average burn-off of a pebble was measured to
about 3.

Figure5. Inner section of SUPERNOVA with bottom part of test pebble bed (a)
and facility for measurement of diameter distribution of oxidised pebbles (b)

Similar experiments were performed later on in the facility VELUNA (University of Duisburg) at
low flow rates representative of air ingress by chimney draught in the HTR-Module. The results were
in general similar to those of SUPERNOV A, but — due to the lower flow rates — the relation of maximum
to average burn-off increased to up to 9. For both the SUPERNOVA and VELUNA experiments it
was not possible to fit the results of the burn-off distribution along the pebble surface into a reasonable
mass transfer model. The oxidation behaviour of graphitic cylindersin cross-flow isdescribed in [11].

In recent safety analyses for air ingress in pebble bed HTRs with the code REACT/THERMIX we
considered these geometry effects for the core as follows. We selected — depending on the total air
flow rate within the HTR core — a suitable value for the relation between maximum and average
burn-off between 3 and 9 with a corresponding (experimental) burn-off distribution. Further, these
values were multiplied for each mesh point of the caculation grid by the relation of actual rate to mass
transfer rate, i.e. weighted with the degree of mass transfer influence. In so doing, a more realistic
answer to the question of at what time the first coated fuel particles are set free from surrounding
graphite can be given.

Concerning changes in configuration of graphitic components by break down or debris movement,
no reasonable model exists up to now. In safety analyses it was assumed [2], that the bottom reflector
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Figure 6. Shape of oxidised pebbles compared with virgin onesat 15% (a) and 25% (b) burn-off

breaks down at a certain burn-off, but calculations were not continued beyond this point. Experimental
data about the flow behaviour in the case of configuration changes may be obtained from the NACOK
experiments[17], where a downsized HTR core can be oxidised in air.

Conclusion

The discussion of the status of advanced graphite oxidation models for oxidation regimes Il and
I11 leads to the conclusion that in safety analyses for air respectively steam ingress accidents in HTRs
and fusion reactors the following topics should be considered:

e Inregime Il asolution of the combined reaction/in-pore diffusion equation is advisable for not
too inhomogeneous carbons, provided sufficient reactivity and diffusivity data are available.
This leads to more precise results for the transient behaviour and provides data on the depth
of the oxidation attack. For inhomogeneous materials a sufficient model does not yet exist.
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For high-temperature oxidation by air in regime Il an increase of the mass transfer rate by
chemical reactions (two-reaction mechanism) has to be considered; a complete model for the
complex process does not yet exist, but reasonable results are obtainable using a smplified
approach.

Data on changes in geometry by carbon oxidation in regime |11 are available for pebble beds,
single pebbles and cylinders in cross-flow; this effect has to be taken into account, because
deviations between maximum and average burn-off of a component may be large. A complete
model for the interaction between geometry changes and mass transfer does not yet exist for
pebble beds, nor for more simple geometries like single pebbles and cylinders, simplified
approaches are available for the most safety-relevant issues. Concerning configurational

changes of graphite components by oxidation no reliable data are available and additional
measurements are required.
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IRRADIATION CREEP IN GRAPHITE —A REVIEW

Barry J. Marsden
The University of Manchester School of Engineering, UK

Stephen D. Preston
SERCO Assurance, Risley, Warrington, Cheshire, UK

Abstract
In the presence of fast neutron radiation graphite creeps at a faster rate than it would without radiation.

Thisis fortunate, as otherwise shrinkage and thermal stresses would lead to early graphite component
failure in reactor. Work on irradiation creep carried out since the early 1950s is described in this paper.
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Definition of irradiation creep

Irradiation creep in graphite is defined as “the difference in dimensions between a stressed sample
and a sample having the same properties as that stressed sample when irradiated unstressed”.

In unstressed graphite, fast neutron irradiation changes dimensions, modulus and the coefficient
of thermal expansion (CTE). In addition, stressed graphite exhibits creep strain, additional changes to
CTE and additional changes to modulus. It is aso postulated that creep strain modifies the graphite
dimensional change rate.

Therefore creep strain is the total strain observed in the stressed specimen minus:

e Thestrain due to dimensional change alone.

e Thestrain due to irradiation-induced change to CTE in an unstressed specimen.

* Thestrain due to irradiation-induced change to Y oung’s modulus.

* Thestrain due to the additiona change in CTE dueto creep strain.

» The postulated dimensiona change due the change in creep strain, due to the change in CTE.

The assessment of irradiation creep and creep rate, in the UK and other countries, is usually
represented by the following rel ationship:

o= alr) & lexol-by] + BT 2

where a(T) and 3(T) are temperature-dependent constants, b is a constant, o is the applied stress, y is
theirradiation dose and E. is the creep modulus, which is modified by structural changes or oxidation,
but not the initial irradiation hardening (pinning) discussed |ater.

Early work

Simmons [1] observed that specimens irradiated under constant stress at 164°C exhibited a
permanent set, which could not be thermally annealed out and was different in magnitude in the
perpendicular and parallel extrusion directions.

Losty and Davison [2,3] carried out irradiation creep experiments on graphite and carbon springs.
They showed that carbon crept at a much faster rate than graphite, but both exhibited non-linear
primary irradiation creep. The constant strain experiments carried out at temperatures between 30 and
330°C showed that the creep rate in both graphite and carbon decreased with dose as a function of
initial stress. From these results it appeared that the behaviour was not dependent on temperature but
was a function of irradiation dose alone. The constant stress experiments showed that for carbon, creep
increased at an ever-increasing rate with dose, whereas for graphite, the behaviour appeared to be
linear. There was a partial recovery of creep strain in graphite on load removal.

Losty, et al. [4] carried out further experiments in one of the Calder Hall reactors. He demonstrated
that irradiation creep strain was proportional to stress and that there was an initia non-linear rapid
increase in strain with dose (primary creep) after which the creep rate was linear and appeared to be
independent of irradiation temperature. Further experiments by Losty, et al. [4] were carried out in
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compression in HERALD (AWE). These experiments covered a range of stresses up to 18.75 MPa, to
adose of ~2.4 x 10" n/cm? EDND at 70°C. The experiments showed a bi-linear dependence on creep
strain with stress.

Gray, et al. [5] reported higher dose experiments for a number of graphites including Pile Grade A
and some new improved candidate graphites. The graphites were irradiated to 50 x 10 n/cm? EDND
at anominal temperature of 410°C in both compression and tension. In analysing these experiments he
accounted for the irradiation induced changesin CTE and modulus.

Both PGA and the new isotropic graphites exhibited non-linear primary creep strain to
~2.5 x 10%° n/cn?, followed by linear secondary creep strain. PGA graphite samples cut perpendicular
to the extrusion direction crept at twice the rate of PGA samples cut parallel to the extrusion direction.
There appeared to be little or no effect of irradiation temperature. The authors noted that there appeared
to be a correlation between the linear (secondary) creep rate and the initial elastic deflection due to the
loading. It was also noted that in a previously radiolytically oxidised specimen with 18% weight l0oss,
a creep dtrain of 7.5% was attained, which was much greater than would have been expected for
non-oxidised material. It was also noted that large strains were achieved in tension, that would have
failed an unstressed sample irradiated to a similar dose. The observed change in CTE due to creep
strain is also presented in the paper; compressive creep strain increasing CTE, tensile creep strain
decreasing CTE.

Brocklehurst and Brown [6] later reported further data on the BR-2 experiments for semi-isotropic
graphites with irradiation temperatures between 300-650°C. This work also included irradiation creep
results on an HOPG graphite sample. Although originating from different sources, all of these
semi-isotropic graphites had similar values for the Y oung’s modulus. They fit the following relationship
to the combined tensile and compressive data:

&, =00 +fBoy

where the constant o equals (0.9 + 0.1) x 10° per psi per 10%° n/cm? (or 6.2 x 10™° MPa per 10”° n/cn?)
and the constant B equals (0.2 + 0.1) x 10°° per psi per 10% n/cm? (or 1.38 x 10°° MPa per 10%° n/cn).

Upon conversion of the creep rate to eastic strain units this gives 1.03 for a and 0.23 for 3.
The primary creep coefficient has been taken to be unity and the secondary creep coefficient 0.23 for
UK assessments in the range 300 to 650°C ever since.

The pyrolytic specimen irradiated in these experiments was loaded parallel to the basal plane
(“a’ direction). Before irradiation the modulus was measured as 75 GPa which was an order of
magnitude lower than the theoretical value of ~1 000 GPa. Brocklehurst and Brown took this as an
indication of the large amount of basal plane shear that was possible within the crystal. They plotted
the creep data for this specimen along with the semi-isotropic creep data and the previously reported
PGA creep datain elagtic strain units [5]. The resulting data fitted the equation given above.

Measurements on other properties showed that there was an additional change in CTE due to
creep strain as described above, but not a change in Y oung's modulus above that was expected due to
fast neutron irradiation. The change in thermal expansion could be annealed out, but the creep strain
could not be fully recovered.

Jenkins and Stephen [7] irradiated graphite springs at temperatures between 70 and 300°C.

The creep rate was measured in reactor. Unfortunately the experiment was subject to several unexpected
trips and shutdowns. However analysis of the results showed that transient creep accounted for about
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0.31 elastic deflections (lower than that found by the other works above, but similar to that given by
Kennedy, see below). The results clearly showed that all of the transient creep strain was recoverable
on load removal in reactor, but only partially recoverable out of reactor. The steady state creep rate
increased with irradiation temperature by a factor of about 1.6 between 100 and 300°C. Thisresult is
the opposite to that given by Kennedy, who predicted a higher creep rate at 100°C and is contrary to
that found by other UK works, which measured no change in rate between these temperatures.

Theearly UK creep law isillustrated in Figure 1.

Early work in the USA and Russia

Kennedy [8] carried out irradiation creep experiments on various graphites between 150-370°C.
His results indicated that graphite exhibited primary and secondary creep strain. He proposed that the
primary creep behaviour could be related to a model proposed by Hesketh [9] and not the pinning/
unpinning model discussed later. From the results he concluded that primary creep was independent of
temperature and that it was proportional to the irradiated modulus. He also noted that the experiments
showed that primary creep was recoverable in a reactor. He concluded that (even at these low
temperatures) secondary creep did exhibit temperature dependence. Further results at low temperature
and at 700°C are presented in a later ORNL report [10]. He concluded that the creep mechanism in
graphite could be explained by a model for uranium, given by Roberts and Cottrell [11], which relates
creep to the growth and yield of the crystals.

Similar results to these have been produced at the Kurchatov Institute in Moscow who proposed

the creep law:
F
€. = 0KIn%+1E+ BG(F _Qz)
1

where F is the irradiation fluence (or dose in units E, > 0.18 MeV) and K, Qi, Q. and B are
temperature-dependent creep constants.

This Russian work [12] provides a fundamentally different creep law to the UK creep law,
although the Russian creep values are in good agreement with US data from Oak Ridge, see Figure 2.

High-temperature creep experiments

As part of the DRAGON programme, irradiation creep experiments on Gilsocarbon graphite were
carried out by Manzel, et al. [13] in the range 850 to 1 240°C to a dose of 11.9 x 10%° n/em”* EDND.
These experiments consisted of three sets of 12 specimens connected together and loaded with three
different loadings. Unfortunately there are insufficient data to confidently separate out primary and
secondary creep coefficients, but the results clearly show that there is a temperature dependence on
creep rate and probably primary creep.

Veringa and Blackstone [14] carried out irradiation creep experiments in HFR Petten. These
restrained creep experiments were carried out over a large temperature range from 400 tol 400°C.
The specimens consisted of a dumbbell inside a restrainer. Both dumbbell and restrainer were
manufactured from graphite, however the restrainer was manufactured from a different (more irradiation
stable) graphite. The data appeared to indicate that creep rate was not only a function of temperature,
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but also a function of flux. Veringa and Blackstone [15] presented the creep coefficient multiplied by
Y oung's modulus and the neutron flux. These data form a consistent set of data, which they fitted to
the relationship:

exp\— Ei kT
creep coefficient = cont.M
Ex®
where E;, is an activation energy, k is Boltzman's congtant, T is temperature, E,, is the modulus and
@istheflux.

No other author has put forward the possibility of flux dependence on irradiation creep and results
by Brocklehurst [16] for boronated graphite appear to show that there should be no rate dependence.
However, the present authors consider that the results from this work give such a good fit to the above
relationship, that it merits further analysis and comparison with creep data from other sources.

Two extruded coke graphites— AS2-500 and P;JHAN — were irradiated between 850 and 1 100°C
in graphite creep experiments in the Siloé reactor at Grenoble by Jouquet, et al. [17]. The experiments
were monitored continuously in reactor to a fast dose of ~3 x 10** n/cm® EDND. The results show
primary and secondary creep strains. Once again it is demonstrated that the primary creep strain is
recoverable. The primary creep strain was found to be between 0.74 and 1.45 elastic deflections with
the exponential coefficient for primary creep between 2.8 and 4.0. The secondary creep rate B(T) was
between 0.4 and 0.72 compared with 0.23 as defined by the UK creep rule for temperatures between
300-650°C.

The effect of moduluson creep strain

It is reasonable to assume that in a constant stress creep experiment, the irradiation creep strain
should be modified by changes to the modulus and it is known that fast neutron irradiation significantly
changes the modulus in graphite. Furthermore in the AGR and Magnox reactors, there are significant
changes to modulus due to radiolytic weight loss. Weight loss is aso of interest in HTR designs
incorporating a steam cycle and helium/water heat exchanger, since there is also the possibility of
weight loss due to thermal oxidation in the event of leakage.

To study this effect Brocklehurst and Brown [18] irradiated various isotropic graphites, under load,
in the BR-2 reactor to a dose of 60 x 10° n/cm? EDND between 300-650°C. Some of the specimens
had been pre-irradiated to 140 x 10° n/cm® EDND and some had been pre-oxidised radiolytically to
28% weight loss. The experiments were carried out in compression and tension. In order to understand
the findings it was then necessary to try to separate out the creep strains from the changes due to
dimensional change, modulus changes and CTE changes.

The main difficulty was to sort out the change in modulus due to pinning, the change in modulus
due to structure and the change in modulus due to oxidation. The method used was to anneal the
specimens to remove the pinning effects.

When plotted as elastic strain, the pre-oxidised specimens, as predicted by the UK creep law,

appear to creep at alower creep rate than the controls (see Figure 3). However, the effect is lower than
would be predicted by reduction in modulus aone.
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In the case of the pre-irradiated specimens, these appear to show a reduced creep rate as expected
(see Figure 3), but again the data are insufficient to arrive at any firm conclusion.

These findings, along with the theoretical consideration discussed later, were used as the basis for
the UK creep rule.

Creep at high dose and high temperature

ORNL and KFA have carried out irradiation creep experiments to high dose at high temperatures.
Data exist for H451 graphite and ATR-2E and ASR-1RS. The experiments were carried out at
temperatures of 300, 500, 600 and 900°C for various tensile and compressive loads. Most of the
experiments were carried out past “turnaround” in the dimensional change curve.

Datafor ATR2-E and H451 were analysed by Kennedy, Cundy and Kliest [19]. They put forward
amodel to account for the non-linear secondary and tertiary creep rate as given below:

.. Oco ., _ B Davy, M
gch_KXHEH’K_KE H%m%

where K’ is the secondary creep coefficient (0.23 as discussed above), [ is a constant equal to 0.75 in
the graphite assessed and the term in sguare brackets accounts for the structural changes to the
graphite as a function of the irradiation-induced volume change normalised by the maximum volume
change (AV/V) .

This relationship was successfully used to predict the high dose creep data for ATR-2E at 300°C
and 500°C and H451 at 900°C (see Figure 4).

Brocklehurst and Gilchrist [20] presented further high-temperature data to a relatively low dose.
They assessed creep data for VNMC, SM2-24 and IM1-24 at 850°C and 1 050°C irradiated to a dose
of ~12 x 10% n/cm? EDND. The data indicate that there is a significant increase in primary creep with
irradiation temperature and also an increase in secondary creep coefficient.

These experiments also supplied data for Poisson’s ratio in creep. These data were recently
reassessed by Mitchell [21] using an averaging technique, giving a Poisson’s ratio of 0.25 in creep,
which is near to the elastic value of 0.2. The valueis certainly less than 0.5 as used in assessments for
creep behaviour in metals.

In support of the HTTR in Japan Oku, et al. [22] carried out irradiation creep experiments on 1G-110.
The experiment was carried out at temperatures of 756-984°C to a dose of 12 x 10% n/cm® EDND.
The secondary creep rates they calculated from the results were 0.51-0.72 (MPa)™ (n/em?® x 10%)™.
This should be compared with the values above from the UK programme.

Theor etical methods
The UKAEA methodology

Kelly and Brocklehurst [23] outline in detail the so-called UK pinning/unpinning methodology.
The theory predicts that the irradiation-induced polycrystalline creep rate, in a particular direction,
taken asx in this case, can be described by:
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£, =KT, %
Ex

where K isaconstant, Cy isthe crystal shear modulus, E, is the polycrystalline shear modulus and Ty
isthe applied stress.

The shear modulus for crystal basal shear is modified by irradiation due to disocation pinning
and the low dose change in polycrystalline modulus is aso attributed to pinning. Therefore the equation
above predicts, as observed, that there should be no change to creep strain due to low dose irradiation.

Furthermore, tests on single crystal and highly orientated pyrolytic graphite (HOPG) show that
only loading in shear gives a non-linear stress-strain curve. However, polycrystalline graphite exhibits
non-linear stress-strain behaviour in all loading modes. Irradiation tests on single crystal and HOPG
show that the compliance Sy is greatly reduced whilst the other compliances do not change
significantly (except where large lattice strains occur for irradiation temperatures <300°C).

Kely and Forman [24], using a computer model, assessed this process and compared their results
with experimental data. The results were compatible with observations, but they did not provide a
definitive proof of the mechanism.

However, it should be noted that changes to the modulus caused by structural modifications at
high dose, or those changes caused by oxidation, would be expected to change the secondary creep
rate as these will affect the bulk modulus, E,, but not the crystal shear modulus,Cy,.

Cottrell model
The model proposed by Roberts and Cottrell [11] to explain irradiation creep in uranium assumes

that the crystals yield due to internal stress caused by dimensional change, alowing the graphite to
creep under externa load. The formulation is:

el —léd, 4
I o e C =
O Oy |
where Axx is a constant and o, is the yield stress of the crystal. This model was further developed by

Williamson and Jenkins [25] but was never accepted by the UK nuclear industry, though it did find
favour in the US.

Jenkins [26] also put forward a model to explain transient creep. This model was further developed
by Green [27] who also made an attempt to visually observe the microscopic changes to the structure.

There is obviously more work required in this area to resolve these two approaches. At present
the pinning/unpinning mode! is preferred.
The effect of creep strain on CTE and dimensional changerate

As previoudy discussed it had been observed in experiments that creep strain modified CTE.
Kelly [28] observed that using the relationships derived by Simmons [29], that if creep strain modified
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CTE it may aso be expected to modify dimensional change. He related the modification to a correction

term in the creep strain of:
Ecr _Ecr _! %%\/
o~ dy

where g is the true creep strain, €, is the apparent creep strain and the term in the integral is the

correction termin which a’,is the measured CTE in the crept specimen, a, is the measured CTE in the

irradiated control specimen, a, and o, are the crystallite CTEs which are unchanged by irradiation and

)i djc - Xl d(;(a isthe difference in graphite crystallographic dimensiona change ratesin
¢ ay a ay

the ¢’ and “a” directions.

Kelly also observed that there must be some change to the CTE in the direction perpendicular to
the loading direction. He presented some limited data on this lateral change, but there were insufficient
datato give a definitive lateral coefficient. Kelly and Burchell [30] took this analysis and applied it to
the analysis of creep experiments on H451 irradiated at 900°C and ATR-2E irradiated at 500°C at
5 MPain compression.

The analysis reconciled the previous discrepancy between predictions of creep strain at high dose
and experimental measurements using the UK method asillustrated by Mitchell [22]. However no data
are presented for the tensile creep experiment on ATR-2E at 500°C or the experiments on ATR-2E
at 300°C.

To try to resolve the lateral changes to CTE due to creep strain, an experimental programme [31]
was devised to assess the effect of large elastic strains on the CTE of unirradiated graphite. Specimens
of Gilsocarbon graphite were loaded to large strains in tension and compression. The change in CTE
was measured under load, hoping that the small change in CTE expected could be detected. However,
the change in CTE observed was much larger than expected and was of a similar magnitude to the
change observed in the irradiation creep experiments, which involved much larger strains. The CTE
reverted to almost the original value after load removal, although there was a small residual effect left.
The CTE was measured in both the loading direction and perpendicular direction. The latera effect
was approximately equal to the negative of the elastic Poisson’s ratio.

The effect of creep strain on Young s modulus

Finally, some comment is required on the significant change to Y oung's modulus with creep strain
for isotropic graphite reported by Oku, et al. [32] (~35% for 0.23% creep strain). Thisis much greater
than the few per cent change to modulus reported by Price [33] and Brocklehurst and Kelly [20].
Clearly such a significant change requires further investigation.
Conclusions

» Irradiation creep in graphite has a primary, secondary and tertiary stage.

» The graphite creep strain, when normalised by multiplying by the modulus and dividing by
the stress, appears to give acommon law for all types of nuclear graphite.
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[4]

[5]

[6]

There is evidence that primary creep is equal to about one elastic deflection for temperatures
up to about 800°C. It may be greater above this temperature.

There is strong evidence that primary creep can completely recover on load removal in
reactor and may partially recover on shutdown.

Transient creep is probably of little interest for ongoing irradiation-induced stresses as at most
it only accounts for a few elastic deflections which is small compared with the secondary and
tertiary creep strains. In addition, ignoring it for ongoing stress is probably pessimistic.

Russian data and US data predict high creep rates at low temperature, whereas most UK data
predicts no change in creep rate between 150 to 650°C. However at temperatures greater than
~650°C al of the authors agree that there is a significant increase in secondary creep rate.

The proposed flux dependence of secondary creep rate proposed by Veringa [34] requires
further investigation, as the data appear to be convincing.

A better understanding of the microstructural processes behind primary, secondary and tertiary
creep is required to give confidence in the methodol ogies being used.

The changesto CTE and Y oung's modulus due to creep strain require further investigation.

Further creep experiments are required to high dose. Sufficient measurements should be made
of CTE, modulus and dimensional change on both the creep specimens and the control
specimens to assess the results in detail .
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Figure 1. UK creep dataand rule
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Abstract

Nuclear graphite under load shows remarkably high creep ductility with neutron irradiation, well in
excess of any strain experienced in un-irradiated graphite (and additional to any dimensional changes
that would occur without stress). As this behaviour compensates, to some extent, some other irradiation
effects such as thermal shutdown stresses, it is an important property. This paper briefly reviews the
approach to irradiation creep in the UK, described by the UK Creep Law. It then offers an aternative
analysis of irradiation creep applicable to most situations, including HTR systems, using AGR
moderator graphite as an example, to high values of neutron fluence, applied stress and radiolytic
weight loss.
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I ntroduction

Nuclear graphite under load shows remarkably high creep ductility with neutron irradiation, well
in excess of any strain experienced in un-irradiated graphite (and additional to any dimensional changes
that would occur without stress). As this behaviour compensates, to some extent, some other irradiation
effects such as thermal shutdown stresses, it is an important property. This paper briefly reviews the
approach to irradiation creep in the UK, described by the UK Creep Law. It then offers an aternative
analysis of irradiation creep applicable to most situations, including HTR systems, using AGR
moderator graphite as an example, to high values of neutron fluence, applied stress and radiolytic
weight loss.!

Early irradiation creep experiments

There are various ways of measuring in-pile irradiation creep of graphite that vary in degree of
sophistication, accuracy and the nature of the data generated. In early experiments, stress relaxation
was studied in loaded graphite springs and thin slabs where it became evident that a large proportion
of the stress relaxation took place during irradiation [1]. These experiments were limited to strains
well below the failure strain, such that the stress relaxation effect could almost be attributed to the
irradiation-induced increase in Young's modulus. Blackstone [2] attributes the first series of “read”
irradiation creep experiments to C.R. Kennedy [3] in which large cantilever beams were placed under
constant load in flexure and the strain measured at various temperatures between 150-1 000°C in the
Oak Ridge Research Reactor. He found that there were two distinct stages in the irradiation creep
process, a transient creep and a steady-state creep. The transient creep strain was reported to saturate
very quickly with a saturation value close to the elastic strain under the same force. Kennedy [3] aso
established that steady-state creep strain was linearly proportional to stress and fluence (and as became
evident later also the un-irradiated elastic compliance).

Three experimental techniques are used to study irradiation creep. The first isa“read” irradiation
creep experiment in which a specimen is subjected to a constant tensile or compressive stress while
under irradiation with continuous strain measurement. This gives an accurate measure of the irradiation
and stressing conditions, but the complexity and cost of this method make an investigation of alarge
number of specimensimpractical. The second technique can be found in either the “restrained growth”
or the “restrained shrinkage” experiments, first used by Losty, et al. [4] and most commonly used
in the irradiation temperature range 400-1 400°C. In this temperature range, all graphites undergo
irradiation-induced shrinkage, but the shrinkage rates can differ markedly for different graphites.
Using this knowledge, the shrinkage of a graphite tensile specimen can be restrained by pads or split
sleeves made of a graphite that exhibits a smaller shrinkage rate or even expands under irradiation.
By measuring the unconstrained dimensional change as well, the induced creep strain of samples within
the restrained shrinkage assembly can be ca culated knowing the various differences in shrinkage rates
of the various components. The main disadvantage with this technique is that there is no possibility to
make measurements during the irradiation. After irradiation, the stress at temperature deduced from
established creep laws. Although this method is less accurate and precise than constant stress
experiments, the advantage is that it is possible to obtain many results for a range of conditions and
materias [5]. The final technique method can be regarded as a combination of a stress relaxation and

! Graphite oxidation in high-temperature reactors (HTRS) can occur due to either steam or air ingress into the
cooling circuit (principally due to an accident). Although in future generating systems under development,
concurrent oxidation is excluded, oxidation may still occur to small degrees in the conventional HTR as a
consequence of in-leakage from the water circuit and in al HTR designs through incomplete removal of
atmospheric air and moisture from the gas circuit. However, overall oxidation in all these systems will be low.
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a restrained shrinkage experiment. A large block of graphite is irradiated under a temperature and
neutron flux density gradient. Strips are then cut from the block and their curvatures are measured.
These results are only meaningful if astress calculation can be performed [6]. This method was primarily
used in the Dragon Reactor Experiment. As Blackstone [2] remarks, the above three techniques may
be regarded as complementary since real irradiation creep experiments are used to derive creep laws,
the restrained shrinkage experiments provide information on different materials, temperature and flux
gradients and the larger block experiment provides a test of the data and stress models under more
realigtic conditions. However, this brief history of early irradiation creep experiments has demonstrated
the complexity involved and the difficulty in obtaining large data sets.

The stages of irradiation creep

There are two main stages in the irradiation creep process. The first stage, called transient creep, is
characterised by arapid (reversible) deformation that soon decreasesin rate and can be represented by:

v (1)

P
€ = Ee‘GVJ'Ge‘“adt or at constant stress €, = P%(l—e‘av)
0

where g isthe transient creep strain, a is the exponential transient creep strain rate, E isthe Young's
modulus of the materia, P is a constant to relate the total transient creep strain to the elastic strain at
stress g, y is the fluence and t is an integration parameter. The second stage, called steady-state creep,
is characterised by alinear dependence of the creep strain, €, on stress, g, and fluence, y, such that:

y 2

gy = kJ’cdt or a constant stress €,, = kay
0

where the constant k is called the irradiation creep coefficient. As transient creep saturates rapidly, the
more technological important mechanism is the irreversible steady-state creep with most experiments
being designed to measure the value of k. There is strong evidence to suggest that the irradiation creep
coefficient, k, of various nuclear graphites is inversely proportiona to the Y oung's modulus and also
dependent upon the neutron flux [2]. Analogous to thermal creep, there is little information on the
existence of atertiary stage in irradiation creep, probably because creep experiments generally failed
to reach sufficiently high fluence. Therefore, the total creep strain, €, in irradiated graphite can be
expressed by the sum of both transient and steady-state creep components such that:

3)

€, =€, +€, OF €, = P%(l—e—w) +koy

As can be seen from Eq. (3) above, creep strain isalinear function of stress. Various studies have
shown Eq. (3) to be a good representation of creep data at low fluence. At high fluence, typically
greater than 60 x 10%° n cm EDN, the steady-state creep rate decreases with increasing fluence. Kelly
(1992) comments that this observation was expected theoreticaly and to some extent demonstrated
experimentally that changes in E, due to structure changes in the graphite would modify the creep
rates, and has since been observed in high fluence HTR experiments. Kelly [7] remarks that the normal
creep model isonly strictly valid for small creep strains <0.5% and that changes in Y oung's modulus
may not be significant in that range of strains.
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The UK Creep Law

The UK Creep Law for AGR moderator graphites as elaborated by Method Statement C6/1
(GCDMC/P28) [8], differs dightly from Eqg. (3). Brocklehurst [9] reports that the observed decreasing
steady-state creep rate at high fluence can be attributed to structural changes that modify the internal
stress distribution. He presents a theoretical approach that suggests the steady-state creep rate is directly
proportional to the effective crystal shear modulus divided by the polygranular Y oung's modulus [9].
Since digdocation pinning increases both moduli in proportion, only the structura effects on Young's
modulus will affect the steady-state creep strain. Thus, under constant stress, the steady-state creep is
modified by substituting E, for the effective modulus, E;, such that:

_OED _ 4

where S represents the proportional change in Young's modulus due to structural changes due to
irradiation damage at high fluence.? Hence, at constant stress, the steady-state creep strain becomes:

) vld (5)
gy =ka[—ady’
&

Brocklehurst [9] also comments that the effect of radiolytic oxidation is to reduce the structure
factor, S or more precisely the effective elastic modulus in irradiation creep, E., by W(= (E/Ep)ox), the
proportional change in Y oung’ s modulus due to radiolytic oxidation only, such that:

E. = EgsSW (6)

where Egs is the unirradiated static Y oung's modulus. At present, for AGR moderator graphite, W is
given by exp(-bx) where b = 3.4 and x is the fractiona weight loss. From various studies, the constants
in Eq. (3) for AGR moderator graphite can be shown to be a = 4.0, k = 0.23/E. and P assumed to be
unity. The coefficients of 0.23 and 4.0 are reported to be applicable for al polygranular graphites
irradiated below ~650°C [10]. The coefficient of 0.23 is actually derived from the slope of creep strain
per unit initial elastic strain versus fluence and can be shown to equal k&, [11]. Therefore, in summary,
the current UK Creep Law for AGR moderator graphite (originaly proposed by Brocklehurst and
Kelly [12]) under uniaxial stress, for transient and steady-state creep respectively is asfollows.

, (7)
g, = 40exp(-4y) J’Eiexp(4y 'Jdy' or at constant stress €, = Ei(l_ exp( ‘4Y))
0 ¢ ‘
y ®)

g, =023 idy’ or at constant stress €,, = 0.23£y
) Ec E

C
Alternatively, the UK Creep Law for constant stress can be expressed as:

_ o o 9)
€. = E_c(l_ exp( —4y)) +O.23E—y

C

2 Kelly and Burchell [17] suggest the structure factor, S, is similar in free and crept samples.
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Generally, the UK Creep Law represents data well for fluence up to ~60 x 10%° n/cm® EDN.
At higher fluence, the UK Creep Law progressively underestimates the measured creep strain, €.

Originally, the structure term was added to account for any discrepancy between the measured and
predicted creep strain, however this term has limited success, no real physical meaning and cannot be
measured directly.

Irradiation creep data

The bulk of al available irradiation creep data were obtained principaly by the UKAEA,
KFA Jilich, Reactor Centrum Nederland and CEN Saclay in co-operation with the DRAGON project.
The results are concerned with the changes in creep strain or coefficient as a function of fluence or
temperature. Notabl e exceptions include studies by Kelly and Brocklehurst [13] who discuss radiolyticaly
oxidised specimens and Kennedy, et al. [14] and Brocklehurst and Kelly [15] who discuss changes in
Young's modulus, CTE and Poisson’s ratio as a function of creep strain. All these studies support the
view that any nuclear graphite irradiated under constant stress, the tensile and compressive creep
strains, plotted as creep strain/initial elastic strain, ecEy/o, are directly proportional to the fluence and
independent of temperature in the range 140-650°C (for UK graphites see [16]). However, at high
temperatures, i.e. >650°C, the creep strain/initial elastic strain is the same for al graphites over awide
range of stresses, but the gradient of the line is proportional to irradiation temperature. Only at very
high stresses (~40 MN/m?) is there a deviation from linearity.

Recent developments

Kely [7] reviews the theory of irradiation creep and reiterates that the UK model is based upon
plastic and elastic deformations that are dominated by basal plane shear. He states that this assumption
explains the correlation between the initial secondary creep and the corresponding un-irradiated
Young's modulus for al graphites irradiated at the same temperature and flux. He also explains that
the UK model assumes that the creep rate of the component crystallites does not change with creep
strain or fluence and more importantly the properties measured on a control sample exposed unstressed
apply to the stressed sample. AsKelly states [7], the latter assumption isincorrect since CTE is known
to change with irradiation creep and so other properties may also be affected.® For example, Kennedy,
et al. [14] studied the dependence of CTE as a function of creep strain using a range of graphites all
stressed in the extrusion direction. The CTE was found to increase linearly with creep strain. In addition,
creep strain has been shown to affect the CTE of Gilsocarbon-based graphites. Creep under a tensile
stress decreases CTE and creep under a compressive stress increases CTE (Figure 1), where the
unstressed CTE values are taken from control samples irradiated to the same fluence as the stressed
sample [17]. From this work, Kelly and Burchell [17] realised that the original definition of creep
strain, i.e. the difference in length between a stressed specimen and a control, is only correct if the
dimensional change component in the stressed specimen is the same as that of the control. However,
as dimensional change is directly proportional to the CTE and since the CTE is modified by the creep
strain, it was realised that the dimensional change component in the stressed specimen cannot be the

% It should be noted that work on un-irradiated graphite supports the observations found for the correlation of
CTE with irradiation creep strain. For example, Matsuo and Sasaki [22] studied the CTE variation of H-327
grade nuclear graphite with temperature in the unstressed condition and at compressive stresses ranging from
~45% to 95% o¢. Their results showed that the thermal expansion increased linearly with applied compressive
stress. Further, this work was supported by Matsuo and Sasaki [20] who found a linear relation between CTE
of pre-stressed polygranular graphites and the residual strain. The change in CTE was found not to depend on
the nature of the sample, the pre-stressing direction and the bulk porosity changes induced by pre-stressing.
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same as that in the control specimen. That is, the true creep strain, €., will be higher in tension and
lower in compression than previoudy assumed. In the evaluation of creep srain, the following
correction to the creep strain is required:

(10)

Y
—c! _ |:kx;(_a)(—l—><T|:| '
oo [y

where ay, a}, 0, and o, are the CTEs of the bulk unstressed and crept graphite in direction x, a and ¢
axes of the graphite crystallites, respectively, and Xt isacrystal shape change parameter.

Analysisand discussion

The UK Creep Law, Eg. (9), has only been demonstrated to successfully apply at a fluence of less
than ~60 x 10° n cm™ EDN and at stresses of up to 30 MN/m?. Most of the existing creep data were
obtained to relate creep strain to fluence, irradiation temperature or applied stress. However, the
established experimental relationship between creep strain and Y oung's modulus allows for an intuitive
argument for the likely behaviour of creep strain at high weight losses. Certainly, the UK Creep Law
can be used to suggest that the effect of structural changes caused by radiolytic oxidation on creep can
be treated independently of other factors such as irradiation temperature and fluence by incorporating
such structural changes into the E. term. At least, this seems to be supported by the experimental
evidence in the fluence range studied by Kelly and Brocklehurst [16], i.e. up to ~40 x 10%° n cm® EDN.
Young's modulus is known to decrease exponentialy with thermal or radiolytic oxidation to high
levels of weight loss. Therefore, it seems intuitive that irradiation creep can continue to be predicted
by correcting E. by Eox in Eq. (9). At present, there is no evidence to suggest that these relationships
will not continue to hold at high weight losses.

Emerging from the theory of irradiation creep (pinning/unpinning model) developed by Kelly and
Foreman [18], the UK Creep Law is also expected to apply at applied stresses less than 30 MPa. From
the limited amount of experimental data available on highly stressed samples (e.g. [16]), it appears that
an increase in irradiation creep at a given fluence does not become apparent until samples experience
stresses above ~30 MN/m?. The theory of irradiation creep also predicts an increase in crystallite creep
strain at high stresses although in this area the theory is less devel oped and only makes predictions that
cannot be directly related to the externally applied stress.

The creep data at high fluence (>50 x 10®° n cm™ EDN) shows deviation from linearity. This is
often attributed to changes in the elastic/plastic response of the bulk materia, i.e. modification to the
structure term, as it is difficult to explain a change in the underlying linear creep rate generated within
individual crystals. Therefore, opinion in the UK has favoured the substitution of the appropriate
structure term component of Young's modulus into Eq. (9) to improve the prediction of creep strains
that would otherwise deviate from linearity at higher fluence. However, in the case of irradiation
creep, it is the intra-crystalline movements of intergtitial atoms that dictate the magnitude of the creep
strain under irradiation. In this sense, the macroscopic structure does not change the fundamental
mechanisms involved and therefore one should not expect a change in the nature of the relationship
between creep strain and fluence at high fluence or as a function of oxidation.

As reported, the UK Creep Law has been demonstrated to represent well irradiation creep (up to
60 x 10° n cm™ EDN) for various nuclear graphites, a range of applied stresses (both tensile and
compressive) in the temperature range 300-650°C. It follows, therefore, that nuclear graphites which
have been oxidised prior to irradiation should also follow the UK Creep Law (in a similar manner to
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various grades of nuclear graphites with arange of densities). Examining the UK Creep Law it can be
seen that as the Young's modulus decreases due to increasing oxidation, creep strain increases to
compensate (assuming constant stress). However, the effects of simultaneous oxidation and irradiation
appear hot to have been addressed either experimentally or theoretically.

Irradiation creep — A new analysis

While the prediction of creep strain by the UK Creep Law appears to be valid for low fluence and
low weight losses, it is not clear whether structural changes either through neutron damage (particularly
post-turnaround) or radiolytic oxidation will render the UK Creep Law invalid. Separate from the UK
Creep Law, the work of Kelly and Burchell [17] suggests that steady-state creep remains substantially
linear to high fluence well beyond turnaround and that earlier discrepancies between measured
(or apparent) creep and a linear extrapolation from low fluence are due to the incorrect determination
of irradiation creep. Brocklehurst and Kelly [15] also show that German irradiation creep data on
ATR-2E at 500°C under compression show behaviour in broad agreement with a linear creep law
post-turnaround. On the balance of probabilities, a smilar argument is likely to apply to high radiolytic
weight losses. Therefore, using the correction given by Eg. (10), and without reference to a structure
term, a new analysis may be undertaken to generate a relationship between the apparent creep strain,
€., and fluence, y, for high levels of fluence, applied stress and simultaneous radiolytic weight loss.

From Eq. (10), the correction term, C;, to the apparent irradiation creep strainiis:

Y Eh’ —G dXT (11)

= [

Strictly (o}, —a ) isafunction of applied stress, temperature and fluence, but because (a}, —a ) can

be described singularly by a function of apparent creep strain, €; (c.f. Figure 1), the term (0(;( -a X)
can be assumed to be a constant with respect to dy' in Eq. (11) such that:

TR o) @2
c_aaa( v !

:o)

From an analysis of HAPG data extracted from Kelly and Brocklehurst [19], the term X; fits the
following empirical relationship:

Xr(%) = 0.034 + 0.1864y + 2.7803 x 107 2 (13)
whereyisin units of x 10 n cm™ EDN. Therefore, Eq. (12) smplifiesto:

(14)

_ %ﬁ‘xﬁﬁamm x10-2y +2.7803x106y?]
Cc a

Analysis by Mobasheran for H-451 graphite as given in Brocklehurst and Kelly [15] give alinear
relationship for (o} —a,) (compressive creep strains only) irradiated a 800°C such that:

ol —a, =-0504 . x10™ (15)
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Brocklehurst and Kelly [15] aso discuss areview of Price in which creep experiments at Hanford
and ORNL are described. They report Price found that for most data for near-isotropic graphites, the
ratio of CTE of a creep specimen, o, to that of an unstressed sample irradiated under identical
conditions, aJ/ao, may be related to creep strain, €., by the expression:

16
&:1—188(: ( )
Qo

Therefore, based upon the above work of Mobasheran and Price and also un-irradiated studies of
CTE versus applied stress, e.g. Matsuo and Sasaki [20], there is some evidence to suggest that CTE
variance with irradiation creep strain is linear. A dtatistical analysis of UK AGR graphite data
(Figure 2) seems to suggest that the most appropriate empirical fit (lowest R? value) be:

(a, —a,) = -0922* - 0891% (17)

where (a;( -a X) isin unitsof x 10° K™ and €., is per cent apparent creep strain. However, since the
magnitude of creep is suggested to be independent of the mode of applied stress, then the relationship
between (0(;( -a X) and €; is more appropriate to be a linear fit over the tensile and compressive

irradiation creep strains, as previously suggested by both Mobasheran and Price. The best-fit linear fit
for AGR date’ is:

(o) -0, ) = 06106 | (18)

which is between the prediction generated by Maobasheran and Price (0, = 4.81), see Figure 3. Between
20-120°C, the CTEs for the ¢ axis and a axis of the graphite single crystal can be estimated as
27.035x 10° K™ and -1.088 x 10° K™ Therefore, the term (0.—a,) equals 28.123 x 10° K™
By combining Egs. (14) and (18) and inserting the above values, the following relationship may be
obtained for apparent creep strain, €., with increasing fluence, y (in units of x 10° n cm™ EDN):

(1 —exp(—4y) + 0.23y) (19)
(1+(0.4043x 102y +60316 x106 y2))

et(esu)

Figure 3 shows a plot of Eq. (19) and also the UK Creep Law. As can be seen, at low fluence the
correction required is small, but at much higher fluences, say 200 x 10®° n cm? EDN, the apparent
creep measured is approximately half the true creep strain. These results are in line with those of Kelly
and Burchell [17] who found that significant corrections needed to be applied to the apparent irradiation
creep of H451 graphiteirradiated at 900°C at afluence of 25 x 10%° n cmi? EDN. Thus the reduction in
apparent (measured) creep strain and the prediction given by the UK Creep Law can be attributed to
the CTE corrections given in Eg. (10). Further, predictions can now be made that incorporate radiolytic
oxidation into the model without reference to a structure factor.

Neighbour [21] in analysing dimensional changes for AGR graphites proposed a rough correlation
between radiolytic fractional weight loss, x, and fluence y (in units of x 10 n cm™ EDN) such that

“ It is interesting to note that Marsden, et al. [23] found a single linear relationship between CTE and applied
strain for AGR graphite in both tension and compression. Changes in CTE of ~3.5 were noted for compressive
strains of ~-1%, much higher than that expected from irradiation creep strains.
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x=ay where a = 1.889 x 10°. By integrating Eq. (8) to determine the effects of simultaneous
oxidation only then it can be shown that:

Eoe Cexp(aby) - 10 (20)
—=02830—"—"—
o 0 ab E

Implementing the above equation, a prediction of both true and apparent creep strains versus
fluence with simultaneous radiolytic oxidation can be made as shown in Figure 4 where radiolytic
oxidation progressively increases the creep rate compared with neutron irradiation only. Figure 4 also
shows for comparison a prediction for a sample with 15% weight loss from radiolytic oxidation prior
to neutron irradiation and simultaneous enhanced oxidation (by a factor of 1.5 over that which would
be expected in an AGR at a given dose) with neutron irradiation.

Conclusions

The UK Creep Law is a semi-empirical method of describing changes in irradiation creep strain
and indicates that Y oung’s modulus is the controlling parameter for relating creep strain with increasing
fluence. Consequently, since the prediction of Y oung's modulus with radiolytic oxidation can be made
with confidence, the effects of radiolytic oxidation to high weight losses on creep strain should aso be
predictable. However, its should be noted that the case of simultaneous oxidation and irradiation does
not appear to have been addressed either experimentally or theoretically for the UK Creep Law.

At low fluence, the steady-state creep is observed to increase linearly with fluence, but it
progressively deviates from linearity and an apparent reduction in creep strain is observed. The UK
Creep Law accounts for this by changes in the “structure term”, however this term has no satisfactory
physical meaning. A more physically satisfying explanation of the apparent decrease in creep strain is
the modification of CTE, and consequently dimensional change, by creep strain.

An analysis was presented which showed that the steady-state creep rate should remain constant
without reference to a structure factor. The approach also allowed the prediction of irradiation creep of
graphite subject to simultaneous irradiation and oxidation, using AGR moderator graphite as an
example. The anaysis provided a more physicaly satisfying explanation for the decrease in the
apparent creep strain observed at high fluence than the UK Creep Law did. It is envisaged analysis
presented can also be applied to HTRs systems. This review of irradiation creep experiments also
identified the need to undertake new creep experiments under better and fully monitored conditions.
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Figure 1. Effect of “apparent” creep strain on the CTE measured
parallel tothe stress axis of Gilsocarbon graphite (data taken from [17])
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Figure 2. Effect of “apparent” creep strain on the CTE of Gilsocarbon graphitewith linear
and polynomial best-fitsand predictions based on thework of Price and M obasheran
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Figure 3. A plot of irradiation creep strain (esu) from both the UK Creep Law
[Eqg. (9)] and the prediction for equivalent apparent creep strain from Eqg. (18)
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Abstract

The disposal of radioactive wastesis an issue which preoccupies the authorities in numerous countries.
Most plan to dispose of wastes in underground repositories, but the execution of such plans have been
fraught with difficulty and delay, and no adequate analysis of comparative risks seems to have been
applied to the issue.

In the specific cases of graphite, the argument for consideration of other disposal options is strong,
especially when al relevant factors are assessed on a technical basis. One may conclude that it is
entirely the political agenda, based upon inadequately analysed environmental perceptions, which has
led to the intent to dispose of carbonaceous wastes by land burial.

In this paper, the numerous alternatives are discussed in the context of existing and potentiad HTR
carbonaceous materias as intended for use in reflectors and fuel compacts, highlighting the issues
which the designer needs to take into account in preparation for the eventual decommissioning of his
plant and disposal of the irradiated material. Particular reference is made to the valuable experience
gained from the successful dismantling of the Fort S. Vrain plant, and the value of applying this
experience at the design stage is highlighted.
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I ntroduction

The disposal of radioactive waste materials from the world’s nuclear plants is probably the biggest
issue facing the nuclear industry today, at least in the public and political perception. Yet, in our
previous Information Exchange Meeting on the Basic Studies on High-temperature Engineering held
in September 1999, there was not a single paper on this “back-end” issue for any newly-built reactors.

Nuclear regulators now require potential licensees to have strategies in place for al activities on
their plant for the complete life cycle, including decommissioning. Specificaly, this requires the
identification of waste streams and the integration of the disposal of those wastes with the national
programme for the creation of waste disposal processing sites.

It is therefore now increasingly important for reactor designers to look far ahead to the eventual
destiny of plant components and waste products when selecting materials and designing the reactors.
This paper concentrates more specifically upon the graphite and carbon components, evaluating the
lessons which have been learned from the present experience of decommissioning activity on earlier
graphite-moderated reactors.

A brief overview of decommissioning experience on graphite-moder ated reactors
Magnox and production reactors

Three countries which have operated significant numbers of graphite-moderated plants are now
engaged in practica decommissioning activity and/or have plans in place to evaluate some of the likely
practical problems which such activity will face — these are the United Kingdom, France and the
Russian Federation. Japan, although operator of only one graphite reactor at Tokai (discounting the
current HTTR project), is also devoting considerable energies to this problem on the basis that the
reactor site isrequired for further development. The USA has not contempl ated serious decommissioning
of its former production reactors at Hanford and Savannah River, but has successfully completed the
dismantling of the Fort St. Vrain HTR, and this particular experience is of considerable value in the
present context.

In the UK, active dismantling of the reactor vessal and core has begun for the Windscale Prototype
Advanced Gas-cooled Reactor, and it is aso intended to dismantle the former production reactor
Windscale Pile No. 1 in which a serious fire occurred in 1957. Other graphite-moderated plants are to
be maintained intact (from the pressure-vessel inwards) through periods of “care and maintenance”
and “safe store” lasting up to 135 years in some cases. The objectives of such a delay are to await
decay of the shorter-lived isotopes in order to diminish operator doses and to utilise improvements in
dismantling technology which are expected to be developed in the intervening period. France also
plans safe storage of its commercial Magnox reactors, although for alesser period.

This gtrategy was recently compared with that planned for reactors of the former Soviet Union [1].
Under the Soviet system, little attention was paid to the eventual need to dispose prudently of the
components from nuclear plants. These problems are now being addressed in Russia for the production
reactors and for two prototype AMB reactors at Beloyarskaya NPP and also, along with colleagues
from Lithuania and Ukraine, for the future disposal of the RBMK plant. In the case of the earlier
reactors, certain fuel ponds and cores have been stabilised with epoxy materia to prevent the spread of
contamination and have been further sealed with welded steel plates pending future disposal actions.
Thisisin contrast with the UK philosophy that no actions should be taken ahead of dismantling which
make the operation more difficult to accomplish although, with the very high levels of fission-product
contamination present in certain cases, such action may have been unavoidable.
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Setting aside Fort St. Vrain for closer examination in a later section, the principal carbon and
graphite issues which have been identified so far arising from these activities are as follows:

During “care and maintenance” and “safe storage’: (a) core stability, (b) activity transport by
air movement or leaching, with particular attention being paid to releases of tritium, (c) increase
in reactivity to air through catalytic contamination during vessel storage and (d) colonisation
by organic material, possibly leading to the release of **C and other isotopes.

Wigner energy release, especially during cementation of components and subsequent storage
(hardly an issue for HTR).

A potential for a carbon dust explosion where impure dusts exist.

Fragmentation of graphite components through excessive neutron irradiation effects during
reactor operation.

Activation of the impurity content of the material, leading to radiation hazards during handling
and storage and potentially introducing additional leaching problems.

Contamination of the material both with fission products from failed fuel and also with
activated corrosion products from other parts of the circuit.

Specific activation of long-lived isotopes, augmented by coolant sources (for example, **C
from nitrogenous coolants adding to the smaller amounts arising from **C).

Premature short-term actions resulting in the complication of dismantling and treatment
(for exampl e, the impregnation with “stabilising” resins).

Difficulty in removing components, including: (a) sticking caused by carbonaceous deposits
in carbon-dioxide-cooled systems, (b) lack of features included at design stage to facilitate
removal and (c) failure of such features as threaded holes due to distortions.

Mixing of graphite and non-graphite materias in storage vaults, usualy from components
containing steel or Magnox wires or struts.

No strategy or fina destiny for graphite wastes in place, resulting in the need for temporary
surface storage boxes and buildings and hence greatly inflated costs.

Unwillingness to consider other options for disposal, despite credible technica solutions being
available.

This final point is extremely important. Serious anomalies exist in the regulation of the nuclear
industry compared with other industries. Whilst nuclear operators are being forced through political
agreements to drive towards zero emissions of radioactive materials, there is no regulation on the
fossil-fuel industry which discharges large quantities of **C and other isotopes; this has led to the
farcical situation in the UK whereby a new fossil-fuel power plant intended to supply power to the
Sellafidd nuclear site has been built outside the perimeter fence to avoid compromising the site’'s
permitted discharge limits. There is growing debate, viewed with a reluctant sympathy by some
nuclear regulators, that the playing field should be levelled.
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Fort St. Vrain

An excellent review of this HTR decommissioning project was given at an IAEA Technical
Committee Meeting in 1998 [2]. Graphite components were removed using a grab working from a
rotating platform above the core, which was flooded with water. The blocks had been hand-placed
during construction and no means to retrieve many of them was included in the design; consequently it
was necessary to employ specially designed equipment or to drill holes to facilitate the removal.
A proportion of the blocks had been originally machined with threaded holes to facilitate lifting during
decommissioning [3], but it was frequently not possible to engage with these threads, although the
reason is thought to be mechanica problems rather than neutron damage of the graphite (M. Fisher,
personal communication).

A magjor issue was the dose rate on some of the blocks, which exceeded 3 Sv (the distance of this
reading from the surface is not specified) on one large permanent side block, and it is thought that the
bulk of this activity arose from original impurities within the graphite since the extent of activity
transport around the circuit was low. The blocks were transferred to a stedl flask whilst underwater,
and the flask was then used for transhipment to a hot cell where the components were transferred to a
shipping cask and removed from the site as low-level waste.

This disposal route did not, of course, include the 1 482 hexagonal graphite fuel blocks for which
a specia storage facility was built, providing storage and cooling for steel cylinders each containing
six elements. Whilst this aspect of the programme has deferred, rather than solved, the disposa
problem for these components, it has allowed the remainder of the reactor to be completely removed
and the site returned to free use.

A particular issue identified at Fort St. Vrain was the difficulty of quantifying the levels of tritium
and *°Fe isotopes which are particularly hard to detect.

Graphite materials and plant design

It is evident that the future requirements of the decommissioning programmes need to be taken
into account in the selection or specification of graphite materials, in addition to the structural and
operationa needs for these components. In this paper we focus on the graphite or boronated carbon
reflector material for the new HTRs.

It is pleasing to note that the designers of the two prototype HTRs currently being commissioned
have given careful thought to future decommissioning needs. As examples, a brief survey of these
issues for the Chinese HTR-10 is given in [4], whilst the question of the reliable recovery of fuel
particles from the compacts from the Japanese HTTR, and the disposal of the graphitic debris through
high-temperature oxidation in CO,, isgivenin [5].

A great deal of work has also taken place to identify the most suitable graphite for the reflectors
of the newly planned modular HTRs, concentrating on the ability of the chosen material to withstand
thermal shock (good thermal conductivity equates with a high degree of graphitisation), to have a high
degree of dimensional stability (frequently correlated with a relatively high coefficient of thermal
expansion), and to have a good resistance to thermal oxidation from coolant impurities (particularly
moisture). However, the published papers (e.g. [6]) make scant reference to potential problems from
activation of impurities (other than the close attention to boron with respect to the neutron absorption
cross-section). A particular problem is the formation of ®Co, and it is especidly ironic that the
imposition of a specific target cobalt concentration part-way through the production of the Gilsocarbon
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graphite for the UK AGR programme actually allowed the manufacturers to relax the controls
compared with the former manufacturer-controlled specification. This resulted in an increase in cobalt
content, creating a severe handling problem in the later reactors even with just the very small quantities
of graphite associated with the irradiation-monitoring programme. Thus, it is extremely important that
the specifications for impurities in the new materia s take the activation issue into account.

Equally, there should be an anaysis of the rest of the design of the plant, firstly in order to attempt
limitation of material transfer to the graphite from other parts of the circuit, such as oxidation products,
which could become activated within the graphite pores, and secondly the individual blocks should be
tailored with the need for the eventual removal taken into account. In the case of Fort St. Vrain, whilst
the latter point received consideration, and was in the main a success, activation was a severe problem.

Finally, the reactor vessel itself needs to be of such a design that the eventua removal of the
graphite and other internal components is made as simple asis practical (athough there is one option
for graphite disposal which would see the graphite disposed of in situ, see below).

Routesfor graphite disposal

There is currently of the order of 200 000 tonnes of irradiated nuclear graphite in the world's
reactors and associated nuclear facilities. Most of this consists of moderator blocks, but there is a
sizeable quantity of fuel-dleeve debris, small-scale debris and items such as moulds from nuclear
devices. Currently, most of this material appears to be destined for eventua disposal in land-burial
sites, despite the innate potential of graphite to be converted to gaseous forms with consequent delivery
of the isotopic content, principally *C, into the biosphere.

Such amethodology highlights three important factors:

* Volume of waste, and consequent capacity of repository facilities.

» Isotopic content (half-lives, leaching etc.).

» Future security, over extremely long times.

These factors combine into an overall and unavoidable matter — very high cost.

There are powerful political and environmenta factors influencing this decision, including the
Oslo-Paris Commission (OSPAR) Agreement which effectively commits European governments to
work quickly towards a “near-zero” radioactive release philosophy by 2020,* and it does not appear
that serious consideration is any longer being given to possible alternatives. With a new generation of
graphite-moderated HTRs now becoming a realistic possibility, with the potentia to add further large
guantities of waste-irradiated graphite to the stockpile, it is the authors' belief that an objective and
wholly independent comparative risk assessment of the full range of optionsis timely, if not overdue.
Should such an analysis indicate that some of the alternatives do actually represent potentialy more
appropriate routes, then it is the scientists responsibility to ensure that both the public, and political
leaders, are given the full facts on which to review their judgements.

Before reviewing arange of alternative treatments, we should mention the possibility of recycling
of existing graphite by using ground graphitic material as filler in the manufacture of new graphites.
Whilgt this suggestion has been made a number of times, the cost of setting up a dedicated manufacturing

! Not including releases from “non-nuclear” industry.
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plant to handle active raw materials would be prohibitive, especially with different nations producing
theinitial waste and manufacturing the new graphite. A great deal of effort would also be necessary to
ensure that a new graphite was produced which displayed appropriate properties, and there is an
additional problem in that the irradiation properties of such new materials could not be obtained
through MTR experiment in sufficient time to justify the necessary safety case or commercial lifetime
assessments for the new reactors. One would also have to face the consegquences of constructing a new
reactor with already radioactive materials.

The merit of such a procedure would be a net volume reduction in the total quantities of waste,
and it is the overall objective of volume reduction which provides the greatest incentive for a serious
re-evaluation of aternatives to permanent deep burial of graphite wastes. An alternative form of
recycling existing graphite waste would be as backfill in containers for other types of active waste.

Repository burial

A serious argument for pursuing alternatives to the deep repository approach is that in a number
of countries, public opposition, shared in many cases by local government authorities, has meant that
no repository with adequate capacity exists. The earliest that such a repository could now become
available in the UK, for example, is 2020. The public appears now to prefer supervised shalow or
surface storage, with consequent additional and ongoing personnel costs. Ancther public perception is
that by following this route, the authorities are handing on the problem to future generations rather
than dealing with it, although when suggested aternative ways of dealing with it are proposed, these
obtain equal public opposition.

On technical grounds, the potential problems are groundwater in-leakage and leaching (more
complex still in proximity to the coast), seismic stability and the high cost of construction. The long-term
environmental risk clearly remains because material is not fully “removed” from the environment.

Sea disposal

Although there is now a moratorium on sea dumping, it is interesting to note that a review
conducted by the European Commission in 1985 concluded that it was very favourable in comparison
with land-disposal options for disposal of UK nuclear graphite [7]. Prior to the moratorium, a great
deal of nuclear waste had been dumped in the oceans, following an assumption that if the immediate
containers eventually failed, the collective population dose was protected by the “dilute and disperse”
strategy. Public opinion now expects radioactivity to be “locked in” and controlled. Essentialy there
are two locations which might commend themselves for sea disposal — a deep ocean trench remote
from land, giving maximum effect to the dilution factor, and a subduction zone in which the waste
containers, within geological time scales, are conveyed into the mantle of the Earth.

Volume reduction
An obvious dternative to the “dilute and disperse” philosophy for radioactive materias is one of
“concentrate and contain”. We now turn attention to work in progress on a variety of techniques with

the potential to significantly reduce the residua volume of active material, abeit introducing some
additional complicationsin the process.
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Disposal of irradiated graphite by burning raises a number of technical difficulties:

» Itisimpractical to burn graphite in a conventiona furnace, at least without the presence of a
significant catalyst.

* Burning releases not only CO, (environmentally sensitive, although compared with the fossil
fuel burn the quantities are very small) but also radioactive gases and particulates which are
dominated by *C (as CO, and aso as CO if the combustion process is not wholly complete),
%Cl and residud tritium (as water).

« Residua ashes, enriched in other isotopes such as ®Co, remain to be disposed of by other
methods although there is clearly a very large volume reduction.

One problem that is automatically solved through incineration, for reactors which have operated
at low temperatures, is the risk of Wigner-energy release in the long term.

Numerous papers have appeared in the literature in recent years, offering a variety of solutions to
increase the reactivity of the graphite to air prior to incineration. It seems clear that any industrial
process would certainly be facilitated by the introduction of a catalyst. Simply soaking the graphite in
asolution of lead acetate ahead of introduction to the furnace would increase its reactivity by orders of
magnitude (A.J. Wickham, personal communication). Research in France has resulted in the successful
operation of an industria pilot plant (without catalytic assistance) using fluidised-bed incineration [8].

However, the incineration issue is dominated in Europe by concern about the release of *'C, in
contrast to the view apparent in the USA [9] where the arguments are based upon comparisons with
the quantities released in A-bomb tests and the quantities produced by cosmic-ray bombardment of
atmospheric nitrogen. It would be feasible, and indeed reasonable, to add the combustion of billions of
tons of fossil fuels, releasing not only *C but also other isotopes into the environment.

Nair [10] developed a model in 1983 for the consequences of combustion of the graphite from all
UK Magnox reactors” at the rate of one pile per annum commencing in 2000, taking into consideration
the fate of the release of *C in terms of the removal through dissolution in the oceans and balance
within the troposphere and phytomass growth and decay, and aso taking into account projections on
the extent of fossil-fuel burn, atomic-weapons testing and cosmic-ray production. His calculations
indicated that this would result in a peak incremental dose to the individua of 102 puSv.y™ followed
by an exponential decay over about 50 years to 10~ uSv.y ™. This should be compared with an
individual dose from cosmic-ray bombardment alone of 10-14 puSv.y ™. The estimates also support the
view that the effective half-life of **C in the accessible environment (to man) is about 35 years — very
much less than the 5 760 years representing itstrue radiological half-life.

Of course, matters are not quite that simple, since the population dose close to the incineration
plant would be very much higher, and there is a case for siting such plants in remote areas, which
would mean transporting the graphite away from the original reactor.

Suggestions have been made in the past, in connection with graphite incineration, to avoid the
release of carbon dioxide into the environment and to convert the CO, to carbonate. This resultsin a
very large increase in the tota volume of material compared with graphite — 8 times if converted to
calcium carbonate and 16 times if as barium carbonate. Consequently, conversion to carbonate is only
of interest if concentration of the **C component can be effected.

2 Except for Calder Hall and Chapelcross which were separately owned at that time.
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Fortunately there is a potentia solution to both of these problems, which is to use a trapping
technology to concentrate and retain the **C. There are severa options: gas centrifuge, static Helikon
process or a cryogenic separation technique first considered by Ontario Hydro in Canada to recover
YC arising from irradiation of nitrogen annulus gas in the CANDU plant trapped on resin beds [11].
In applying this to graphite combustion, the CO, first formed would be converted into CO, the **CO
fraction separated and reconverted to CO,, and then to carbonates which would be re-used in the
cementation of other radioactive wastes. There is also a Japanese patent for a similar process in which
the trapping of both *C and tritium is claimed [12]. However, al of these options present a
much-increased short-term cost.

Finally, we consider aternative technologies to direct combustion. Studsvik Inc. has developed
a thermal organic reduction (THOR ") process which utilises a pyrolysis and steam-reformation
technology,® and also has a commercial low-level-waste processing facility operating in Erwin,
Tennessee [13] which has been shown to have the capahility to handle awide range of solid and liquid
LLW streams including graphite, charcoal and ion-exchange resins. Carbon-containing wastes are first
reduced by pyrolysis in the absence of oxygen, or with limited oxygen, to volatile gases and a fixed
carbon char. The char is then further processed with steam to gasify the carbon content. Essentidlly,
wet-ground graphite may be introduced as a durry directly to the second stage of the process since it
contains only extremely small amounts of bound hydrogen. The product “water gas’ (CO + H,) can
then be oxidised to give CO, and water. Again, there is the option to capture the CO, product and
isolate the *C, as previously discussed.

It is proposed [13] that the steam-reformation process could, perhaps facilitated through suitable
foresight at the design stage of the reactor vessel, be conducted in situ, obviating the need for complex
handling procedures and thus contributing significantly to the minimisation of personnel dose. Of course,
this does first demand a move away from a commitment to dispose of the graphite as stabilised solid
waste.

Thisisnot the only potential in situ treatment, since a Russian proposal [1] for a sintering procedure
alied to the “Thermit” process could conceivably be conducted in situ athough it would be necessary
to have some method for mixing the chemical agents. The process involves the addition of aluminium
and titanium dioxide to create a burning wave front which creates a carbonate matrix which might,
again, be employed in some form as a suitable medium for the stabilisation of other types of radioactive
waste.

Comparativerisk

The consequence of the present drive towards minimising or eliminating and radioactivity release
to the environment from the nuclear sector has been to retain the waste materials in interim surface
storage, from which it can be retrieved for treatment by newer technologies as yet not identified. This
resultsin larger radiation doses and increased risk to the operator and, indirectly, to the public at large.
Thelack of public trust in the procedures of the nuclear industry is currently having the opposite effect
to that intended. However, it is not sufficient to rely wholly upon technical analysis: “... the assessment
of risk has carried its own risk — namely, an undue reliance on logical quantitative techniques that fail
to address the root causes of public concern and apprehension...” [14].

% Being developed in association with Bradtec Decon Technologies Ltd, Bristol, UK.
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We believe that the time is now overdue for a major re-appraisal of the whole waste issue.
The stages of this procedure would be similar for most materials, but we continue to concentrate here
upon graphite and carbon wastes:

1) A thorough “state-of-the-art” technical appraisal of the alternative options for treatment/
disposal.

2) An objective comparative risk assessment, ignoring social and Socio-economic pressures; it is
acknowledged that some parts of this will be extremely difficult to quantify, particularly the
risks of penetration of deep repositories on geological time scales and the consequent threat to
the population at that time.

3) A full and public evaluation of the technology and comparative risks, taking into account the
expressed specific concerns of the public; it has to be recognised that whilst public perceptions
of relative risk associated with the nuclear industry seem to the industry to be highly illogica
compared with very high risks they are willing to tolerate,* these are deeply-held beliefs and a
joint and tolerant approach to resolving the issueis essential.

On this last point, it is not sufficient for the industry to claim “transparency” [16,17]; without
trust and confidence from the public, the exercise becomes pointless.

Résumé

It is evident that some basic precautions, such as limiting the presence of impurities in the graphite
manufacturing process, were not as successful for the existing nuclear graphites as might have been
hoped, and will as a consequence increase personnel doses during decommissioning as well as perhaps
requiring the application of more complex procedures that would otherwise have been necessary. It is
therefore most important that such mistakes are not repeated in the specification and quality control of
new graphites and other carbon materials for the reflectors of the new generations of HTR.

Secondly, planning for eventual decommissioning is of paramount importance. The designers,
potential operators and licensing authorities have a responsibility to engage in the public debate about
the disposal of radioactive wastes now, and are encouraged to support the proposals for a detailed
comparative risk analysis and open evaluation of these issues, which might most usefully be handled
on an internationa basis. Finalised designs for the new reactors should allow for the accommodation
of dternative strategies and should al so have the eventual decommissioning needsin mind.

4 Smoking, car travel, etc. It is considered that the risk of death from smoking 10 cigarettes per day is 1 in 200,
an accident on the road is 1 in 8 000 and the risk from the UK nuclear industry, including waste disposal, is
1in 40 000 000 [15].
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Abstract

The International Database on Irradiated Nuclear Graphite Properties contains data on the physical,
chemical, mechanical and other relevant properties of graphites. Its purpose is to provide a platform
that makes these properties accessible to approved users in the fields of nuclear power, nuclear safety
and other nuclear science and technology applications. The database is constructed using Microsoft
Access 97 software and has a controlled distribution by CD ROM to approved users. This paper
describes the organisation and management of the database through administrative arrangements
approved by the IAEA. It also outlines the operation of the database. The paper concludes with some
remarks upon and illustrations of the usefulness of the database for the design and operation of HTR.

! Present address: British Energy Generation Ltd., Barnett Way, Barnwood, Glos. GL4 3RS, UK.
2 Current Chair, Steering Committee, IAEA International Database on Irradiated Graphite Properties.
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I ntroduction

In September 1995, the International Atomic Energy Agency (IAEA) Specialists Meeting on
Graphite Moderator Lifecycle Technologies was held at the University of Bath [1]. Delegates at the
meeting drew attention to a number of factors:

» The decline in the number of graphite experts remaining in the nuclear power industry and
research organisations.

e Thepossible withdrawa of certain countries from graphite-moderated reactor technology.

* A renewed interest in developments in high-temperature reactor technology (which has
intensified considerably since 1995).

e The development of more sophisticated safety cases for continued operation and life extension
of existing graphite-moderated plants.

* A new interest in certain types of graphite data as aresult of decommissioning activity.

Taken together, these factors prompted a recommendation to establish a central archive for the
storage of data on properties of irradiated graphite.

Following the meeting at Bath, a proposal to create a centralised archive of irradiated graphite
properties was brought to the attention of the 13" meeting of the IAEA International Working Group
on Gas-cooled Reactors (IWGGCR) in 1996. The Committee expressed support for the concept,
but funding the development of the database was seen as an obstacle. After due consideration, the
United Kingdom Health and Safety Executive (HSE), with the University of Bath acting as the main
contractor, undertook the original development of the database. In 1999, after several meetings with
representatives of interested Member States, a Working Arrangement was approved by IAEA. Within
the IAEA, the Atomic and Molecular Data Unit in the Department of Nuclear Sciences and Applications
maintain the Graphite Database.

Pur poses and obj ectives of the Graphite Database

The Graphite Database consists of data on the physical, chemical, mechanical and other relevant
properties of irradiated nuclear graphites contributed by Member States and organisations from the
Graphite Database Members. The purpose of the Graphite Database is to preserve and further expand
the existing scientific information on the physical, chemical, mechanical and other properties of
irradiat graphites (including zero dose) relevant for nuclear power, nuclear safety and other nuclear
science and technology applications, and to create a comprehensive international source for such
information, including reference data.

The Graphite Database is intended to:

» Facilitate the development of national and international programmes on graphite-moderated
reactors and fusion technol ogies.

» Assigt the safety authorities in the assessment of safety aspects of graphite-moderated reactors,
including the safety aspects of reactor decommissioning.

» Serve as a comprehensive source of scientific information for a broad range of material science
applications, including the non-nuclear technology aress.
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Member ship of the Graphite Database

Full Membership of the Graphite Database is restricted to Member States of the IAEA that are
willing and able to provide relevant data owned by them or non-governmental organisations within
their territories for inclusion in the Graphite Database. To participate in the Graphite Database an
official request to this effect must be made by the Member State to the Director General of the IAEA.
A prospective member of the Graphite Database must provide the following information:

* Theamount of data offered for immediate inclusion in the Graphite Database.

» A brief description of data offered for inclusion in the Graphite Database (including any access
restriction).

« Anedtimate of the future data contributions to the Graphite Database.

« A gtatement of acceptance of the obligations stipulated in the International Agreement provided
by the IAEA.

Member States that are not in possession of data relevant to the Graphite Database, but have a
strong interest in the use of such data and in the development of the Graphite Database, may be
accepted as Associate Members of the Graphite Database. A prospective Associate Member of the
Graphite Database must make an official request to the Director General of the IAEA. Such a request
shall include the following information:

e A description of the current and future needs of the Member State which motivate the
application for Associate Graphite Database membership.

» A description of the expected non-data contribution of the applicant to the Graphite Database
devel opment and maintenance.

« A statement of acceptance of the obligations stipulated in the Database Arrangements provided
by the IAEA.

Full database Member States

At present, the Full Member States of the Graphite Database are Germany (represented by
Forschungzentrum, Julich, FZJ) Japan, the United Kingdom and the United States of America
Lithuaniais an Associate Member and it is expected that The Netherlands will be seeking membership
very shortly. A number of other IAEA Member States are also considering participating in the project.

Database Sponsors

Non-governmental organisations making voluntary contributions to the operation and maintenance
of the Graphite Database are Database Sponsors. A Database Sponsor may access restricted data with
the approval of the Member who provided the data. Database Sponsors are informed about the Agenda
of each forthcoming Steering Committee Meeting and may request to be invited to attend the meetings.
Database Sponsors may on request be invited to all technical meetings that are organised by the
IAEA in relation with the Graphite Database. At present, the Graphite Database is sponsored by Toyo
Tanso Co. Ltd. (Japan) and Eskom Enterprises, Pebble Bed Modular Reactor (PBMR) Programme
(South Africa).
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The Steering Committee
The Steering Committee of the Graphite Database is made up of:

a) One representative from each Member State of the Graphite Database appointed by the
appropriate national authority.

b) One representative of each Associate Database Member.
c) A Steering Committee Chairman.

The IWGGCR and the IAEA are each invited to send an observer to Steering Committee
meetings. The Steering Committee meets once a year. Since its formation the Steering Committee has
met in Vienna, Austria (1999), Oak Ridge National Laboratory (ORNL), USA (2000) and in Rain,
Germany (2001).

The programme of the Steering Committee includes:
e All technical matters relating to data and Graphite Database operations.

e Consideration of annual progress report prepared by the IAEA in co-operation with the
Liaison Officers of Graphite Database members.

e Evauation of the Graphite Database status and operations, and the progress made in its
devel opment.

* Recommendations on the procedures regulating the operation of the Graphite Database.

e Consideration of financia aspects of the Graphite Database and recommending relevant
measures and actions.

» Discussion of proposals from the Members and Associate Members of the Graphite Database
relating to the operation and devel opment of the Graphite Database.

The Chairman of the Steering Committee may invite representatives of Graphite Database Sponsors
to attend the Steering Committee meetings as observers for obtaining information or advice on specific
items of the agenda or following a specific request for attendance from the Sponsors. The invitation is
extended through the IAEA.

Present members of the Steering Committee, who also act as Liaison Officers for their Member
States, are as follows.

Germany Dr Gerd Haag (FZJ)

Japan Dr Kazuhiro Sawa (JAERI)

United Kingdom Dr Anthony J. Wickham*

United States of America Dr Timothy D. Burchell (ORNL)

Lithuania Dr. Rimantas Levinskas, Lithuania Energy Institute
Together with IAEA representatives

* Chair of Committee until February 2002.

Full details of the organisation and operation of the Graphite Database can be found at its web
site[2].
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Technical objectives of the database

The Graphite Database contains key physical properties data for various nuclear grade graphites
under various reactor conditions, some of the data relate to high irradiation temperatures and high
neutron fluences. As of September 2000, 32 400 records are in the database.

The development of the database had the foll owing objectives:

» User friendly interaction with the database, based upon “point and click” activity and menus.
* No specidist IT knowledge.

* Clear presentation of data.

* Flexible methods of dataretrieval.

* FHexible database structure to allow for different data types.

»  Secure methods of data distribution.

At present the database concentrates on numerical data with limited textual and graphica material,
although the Steering Committee may elect to extend the capabilities within the system for the
inclusion of anecdotal referencesin due course.

Database platform

Microsoft Access 97 has been used as the main tool for storing data and for development of the
database. The Microsoft Access relational database permits the rapid development of customised
interfaces to data and it aso facilitates rapid changes to data formats. Access 97 and the software
developed using it can operate on any personal computer (PC) running Microsoft Windows 95 or
higher. A CD ROM driveisalso required for installation of the database.

Classification of data

At an early stage in the technical discussions it was realised that a number of Member States
regarded irradiated nuclear graphite data as sensitive information or of commercia interest that
should not be made available freely. Thisled to definitions of datain the database as follows.

* Unrestricted data are data published in the open literature and those offered by Database
Members on behalf of the data supplier for free dissemination.

* Redtricted data are dl other data that are nonetheless made available to other Database
Members for non-commercial purposes. Restricted data will be disseminated to Members
only by CD ROM. Restricted data will also be made available to current Database Sponsors at
the discretion of the Steering Committee and the representatives of the Member States that
provided such data.

» L2 restricted data is another category of restricted data from operating plants that are provided

by the commercial utilities in the United Kingdom and potentially for other commercially
sensitive data from other States. The listings of the L2 restricted data are made available to all
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restricted data users. Potential users of these data are required to sign a confidentiality
agreement directly with the utilities providing the data before achieving access to the detail.
These data are also distributed by CD ROM.

Types of data in the database

The current content of the database consists principally of data recording changes in physical and
mechanical properties of nuclear graphites upon fast neutron irradiation. The list of properties is set
out in Table 1. The selection and prioritisation of data for input into the database is a responsibility of
the Steering Committee, which has taken into account severa factors. These include the development
of safety casesfor current plant and for new HTR designs.

Table 1. Classification of materials property data in the Graphite Database

Group 1. Sample Characterisation * Final Pore Volume
* Weight Loss, %
* |rradiation Temperature

* Fluence Group 7. Thermal Conductivity
* Graphite Grade
* Burn-up * Initial THHCOND
* Direction of Measurement (with * Fina TH-COND
respect to extrusion direction) * Experiment Temperature

* Experiment
Group 8. Strength
Group 2. Crystalline Parameters (a

and c arelattice parametersand La * |nitial S (Tensile)

and Lc arethecrystallite * Final S(Tensle)

dimensions) in Angstroms * |nitial S (3 pt Bending)
* Fina S (3 pt Bending

* alnitia * [nitial S (Compressive)

* aFina * Final S (Compressive)

* ¢ Initial

* ¢ Final Group 9. Poisson’s Ratio

* Lalnitial

* LaFina * Initial u

* LcInitia * Finalu

* Lc Final

Group 10. Dimensional Changes
Group 3. Elastic Moduli
* Length Change, %

* |nitial E * Diameter Change, %

* Final E * Volume Change, %

* |nitial G

* Fina G Group 11. Irradiation Creep
Properties

Group 4. Electrical Resistivity
* Appld Stress

* Initial r * Creep Strain

* Finar * Creep Coefficient

Group 5. Coefficient of Thermal Group 12. Acoustic Properties

Expansion, CTE
* Initial Sonic Velocity

* |nitial CTE * Final Sonic Velocity

* Final CTE * Initial Attenuation

* CTE Temp Range * Final Attenuation
Group 6. Sample Properties Group 13. Stored Ener gy
* Initial Density * Totd S

* Final Density * dS/dt

* |nitial Open Pore Volume 1 * Release Temperature
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An important factor that has been considered by the Steering Committee is the problem of different
standards and definitions employed by the data suppliers concerning, for example, absorbed neutron
dose. In order to preserve traceability of the data, the Steering Committee has decided to enter datain
the units employed by the origina data supplier without conversion or rationalisation. However, careful
attention is paid to ensure that users are not confused by different units, and the Steering Committee
regularly reviews appropriate conversion factors as well as any technical issues affecting these factors.
For example, there has recently been a thorough discussion about the conversion of neutron dose units
into terms of “displacements per atom”, which has led to an energetic debate about the appropriate
value of the displacement energy to be used for the conversion, on which the literature is inconsistent.

Operation of the database
Data input and formatting

Nuclear graphite data are contributed to the Graphite Database through its Members, either upon
initial joining or through continuing data contributions. Database Members are responsible for the
collection, validation, categorisation, specification and appropriate formatting of nuclear graphite
properties data relevant to the Graphite Database. At present most data is being supplied to the IAEA
in the original format as specified by the data contributors. Data is mostly submitted as technical reports
that are formatted and arranged according to each particular authors or institutions' requirements.
Some data have a so been submitted in electronic form. The flexible database structure ensures that the
differing arrangements of data contributions can be entered easily into the database. However, expert
appraisal is required to ensure that data entered are meaningful. It is preferable if each data set is
submitted using a predefined template, as this minimises additional formatting; details of the template
are given in Graphite Database web site [2] and the User Manual [3].

To ensure traceability of the data, each submitted data set is identified as a “Volume” in the
database, which corresponds to a uniquely identifiable submission, referenced by a title, authors,
source, report number and country of origin. The submitted data are stored and a copy is formatted for
inclusion in the database as a “Table”. Data received in paper form must be converted to electronic
form before formatting into a“ Table” in the database. Currently, thisis done manually, asit was found
that using optical character recognition methods introduced errors. Several verification methods have
been employed to reduce errors during data logging and formatting. Data input rules have been used to
restrict the range and/or type of datathat can be entered under a particular property. After data entry
and formatting random selections of records are produced and these are compared with the original data.

Using the database

Full details of the operation of the database are presented in the User Manual [3], so only a brief
summary is given here. The relationships between the principal e ements of the database are shown in
Figure 1. Tables are similar to conventional spreadsheets with each property being identified by
column heading. Tables are stored in asingle Access 97 file together with other database components.
Relationships between different properties are created from program code at run time, thus ensuring a
flexible method of dataretrieval.

Query screens ask the user for particular information relating to the final data set they wish to
retrieve. A succession of query screens enables the user to specify the data set that is retrieved and
displayed as a report. The user can aso identify and, if needed, change the units in which the data are
listed. Various filtering and sorting functions are available in the database to enable the data set to be
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Figure 1. Relationships between the principal elements of the database

Query
/ screens \
Tables Reports
Program
codes, etc.

refined to suit the requirements of the database user. In addition to the numerical data, the database
also contains small amounts of both graphical and textual information, for example experimental details
that may be relevant to the data. Finally, the customised report can be exported to other applications
for further analysis.

Relevance of the Graphite Database to new designsof HTR

The effects of irradiation upon the properties of nuclear graphites in HTR will depend upon the
irradiation temperature neutron fluence domain during its lifetime. These domains will vary both from
one design to ancther and, for a given design, with location within the reactor. As an example, Table 2
summarises these domains for various locations of graphites within the HTR-500 plant that was
developed in the 1980s[4], but was never built.

Table 2. Operating temperatures and lifetime neutron fluences
for graphite componentsin the HTR-500 (adapted from [4])

Operatin Lifetime fluence/

e e temp%r AU°C | 1670 om?? (EDN)
Top reflector — 250 15
Core 2.0 450 34
Core 3.0 475 19
Core 4.0 650 1.2
Core 5.0 675 0.8
Bottom reflector — 700 0.4

In more modern designs, particularly those coupled with gas turbines, the irradiation temperatures
are higher but the neutron fluences can be lower if the reactors are designed so that the inner reflector
blocks are exchangeable. For fuel element graphites the temperatures are much higher (up to about
1 100°C) but the lifetime neutron dose is rather small [~0.5 x 10 n cm™ (EDN)].

Figures 2-4 show examples of the effect of neutron irradiation on several properties of a nuclear
graphite that has been used in the development of an HTR. The property data are recorded in the
Graphite Database. Figure 2 shows an increase in Y oung’ s modulus as aresult of neutron irradiation at
720-770°C. For the neutron fluence irradiation temperature domain in this study Young's modulus
also increases dlightly over the range of fluences used. Figure 3 shows the dimensional changes for the
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Figure 2. The effect of neutron irradiation in therange
720-770°C upon the Young s modulus of a nuclear graphite
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Figure 3. The effect of neutron irradiation on the
relative dimensional changes of a nuclear graphite
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Figure 4. Effect of neutron irradiation at 1 115-1 165°C upon the CTE of a nuclear graphite
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graphite for higher irradiation temperatures and a wider range of neutron fluences that are found in
Figure 2. As is observed for many graphites under a range of irradiation conditions, the nuclear
graphite used in this study showsinitial shrinkage before turn around at about 50 x 10 n cmi® (EDN).
Figure 4 shows the effect of neutron irradiation at 1 115-1 165°C upon the coefficient of thermal
expansion (CTE) of the graphite. Asis observed for most nuclear graphites under various irradiation
conditions, thereis an initial increase in CTE upon irradiation that reaches a broad maximum at about
10-15 x 10 n cm™? (EDN). Thereafter, CTE decreases to reach the un-irradiated value at about
28 x 10° n cm™? (EDN). At higher fluences the CTE continues to decrease until it reaches a value that
is about 65% of the un-irradiated value at 50 x 10%° n cm > (EDN).

After along period of low interest in the HTR technologies developed in the 1970s and 1980s, in
recent years there has been a substantial increase in interest from several countries in developing new
designs of HTR containing graphite components. It is likely that some new designs of HTR may
require the development of new grades of nuclear graphite and so new irradiation test programmes
will be desirable. In such cases, the Graphite Database may be used for scoping studies using data for
graphites that are similar in structure to those being developed and that have been exposed to neutron
fluence temperature domains that are close to those in the new designs. The value of the Graphite
Database will increase if, in due course, the irradiation properties data for the newly developed graphites
can be incorporated. Also, there are undoubtedly other relevant, extant data in files, reports and
publications that could be incorporated into the database if they are made available.

Conclusions

The International Database on Irradiated Nuclear Graphite Properties contains data on the
physical, chemical, mechanical and other relevant properties of graphites subject to fast neutron
irradiation. Its purpose is to provide a platform that makes these properties accessible to approved users
in the fields of nuclear power, nuclear safety and other nuclear science and technology applications.
A flexible and user-friendly platform for the database has been constructed using Microsoft Access 97
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software. This paper has described the organisation and management of the database through
administrative arrangements approved by the IAEA. It aso outlines the operation of the database in
order to extract required data. The database contains much information that is useful for the design and
operation of HTR. Its usefulness in this area will be increased if additional, extant data can be
incorporated into the database. In the future, it will also be useful if results from any new materials
testing experiments made to support the design of new HTR can be added to the database.
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Abstract

Crystalline oxide ceramics are promising matrices for plutonium and minor actinide transmutation in
specifically devoted nuclear reactors. An important issue concerning these materials is the investigation
of their ability to confine radiotoxic e ements resulting from the fission of actinides. Here, we study
the diffusion and release upon annealing or irradiation at high temperature of a toxic fission product
(Cs) in atypica oxide ceramic (zirconia). The foreign species are introduced by ion implantation and
the diffusion is studied by Rutherford backscattering experiments. The results show the influence of
the fission-product concentration on the diffusion properties. The Cs mobility is strongly increased
when the impurity concentration exceeds a threshold of the order of afew atomic per cent. Irradiation
with medium-energy heavy ions is shown to enhance Cs diffusion with respect to anneding at the
same temperature. The effects described in this paper have to be taken into account when developing
innovative nuclear fuels in order to decrease the risk of accidenta release of radiotoxic elements into
the geosphere.
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I ntroduction

The reduction of the excess amount of plutonium and other actinides arising from the nuclear fuel
cycle or nuclear weapon dismantling is an important challenge for the industrialised world in the next
decades. A solution to thisissue is the incorporation of these radiotoxic species in non-fertile matrices
and their burning in nuclear reactors specifically devoted to the task [1-3]. Crystalline oxide ceramics,
more particularly zirconia (ZrO,), were identified as very promising matrices for actinide transmutation
due to their high melting point, their reasonable thermal conductivity and their strong resistance
against irradiation [4-6]. One of the most serious problems to be solved for the final qualification of
new nuclear fuels with respect to safety criteria is the evaluation of their ability to confine radiotoxic
elements resulting from the fisson of actinides. Such an investigation relies on the study of the
mechanisms of fission-product (FP) diffusion and release, which depend on parameters such as the FP
concentration and lattice location, the substrate temperature and the nature, amount and mobility of
radiation damage produced in the host material.

lon beams provide very efficient tools for diffusion studies since they can be used for irradiation,
doping and characterisation of solids[7]. First of al, foreign species may be introduced into the host
matrix by ion implantation in a wide range of concentrations (from a few ppm up to severa atomic
per cent). Then, the radiation damage produced in the nuclear fuel can be easily simulated by inert gas
irradiation at various energies (from a few hundreds of keV up to several hundreds of MeV). Findly,
the depth distribution of fission products following various treatments (annealing or high-temperature
irradiation) may be performed using the Rutherford backscattering (RBS) technique [8] implemented
with aMeV ion accelerator. The present paper reports the case study of caesium in zirconia, which can
be generalised to other fission species and nuclear matrices.

Experimental procedure

The samples used in the experiments are cubic {100} -oriented zirconia single crystas, fully
stabilised with with 9.5 mol.% yttria. They contain 1.5 wt.% hafnium as a contaminant. The surface
was covered with athin carbon layer (~15 nm) in order to avoid charging of the samples during ion
beam analyses.

Caesium ions were introduced into zirconia single crystals by 300 keV room-temperature ion
implantation at the IRMA implanter of the CSNSM Orsay facility (see Figure 1) [9]. lon fluences ranged
from 5 x 10" to 5 x 10" cm? in order to vary the Cs concentration from ~1 to ~10 at.%. The current
density was always kept lower than 1 pA cm™ to prevent excessive target heating during the process
of implantation. The energy used ensures a good separation of the high-energy peaks of Csfrom the Zr
front edge in RBS spectra (see next section).

Implanted samples were then either annealed in vacuum during one hour or irradiated at the IRMA
machine (also during one hour) with 360 keV Ar ions (total fluence: ~10™ cm™) a temperatures
ranging from 300°C to 1 000°C. Irradiations with Ar ions were performed in order to smulate the
damage created in a fuel matrix by the various nuclear reactions. Only half of the crystal surface was
exposed to the Ar ion beam and both irradiated and un-irradiated regions were subsequently analysed.

The modifications of the Cs ion depth distribution due to thermal annealing or high-temperature
Ar ion irradiation were investigated by RBS experiments at the ARAMIS accelerator of the CSNSM
Orsay facility (see Figure 1) [9]. The RBS analysis was made using 3.06 MeV “He ions. The energy
resolution of the RBS set-up was ~12 keV, which corresponds to a depth resolution of the order of
10 nm.
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Results and discussion

Figure 2 presents RBS spectra recorded in a random direction on a ZrO, single crysta implanted
with 300 keV Csions at a fluence of 3 x 10'® cm™, before and after thermal treatments. The data can
be separated in two parts: (i) the low-energy plateaus (below channd 410) due to the backscattering of
analysing particles from the Zr atoms of the target and (ii) the high-energy peaks (between channel
420 and channel 435) arising from the backscattering of analysing particles from implanted Cs atoms.
It should be noted that the signals generated by the backscattering from O atoms of the target, appearing
at an energy much lower than the Zr edge, are not displayed in the figure for the sake of clarity.
The normalised yield versus channel scales can be easily transformed in atomic concentration versus
depth scales (see Figure 2) in order to provide the depth distribution of implanted Csions.

The Cs depth profile before any heat treatment (filled squaresin Figure 2) iswell reproduced with
a Gaussian distribution. The values found for the projected range, R, ~ 45 nm, and the range straggling,
AR, ~ 30 nm, are in reasonable agreement with the results of Monte Carlo simulations for implanted
ions performed with the TRIM code [10].

The FP diffusion and release are monitored by the modifications occurring in the depth distribution
of implanted elements upon annealing or high-temperature irradiation. The data of Figure 2 clearly
show that annealing at 500°C (filled triangles) induces only a little modification of the Cs profile,
whereas irradiation at this temperature (open triangles) or annealing at 600°C (filled circles) lead to a
drastic modification of the Cs peak with a strong decrease of the Cs concentration (from ~4.5 down to
~2 at.%). The latter effect isthe manifestation of the diffusion and subsequent desorption of implanted
Species.

The summary of the results obtained on Cs-implanted ZrO, samples submitted to thermal
treatments is presented in Figure 3. It shows the variation of the Cs concentration at the maximum of
the distribution as a function of the annealing or irradiation temperature for various implantation
fluences. For crystals implanted at low atomic concentrations (i.e. below 2 at.%), no diffusion of Cs
atoms occurs up to the highest temperature investigated in this study. In this concentration range,
high-temperature Ar irradiation has no influence on the mobility of implanted species. For crystals
implanted at high atomic concentrations (i.e. above 4 at.%), diffusion and release of Cs atoms occur
upon annealing at ~550°C. The result is a decrease of the Cs concentration down to a critical value (c.)
of the order of 1.5 at.%. In this concentration range, Ar ion irradiation increases the mobility of Cs
atoms, since they start to diffuse at ~450°C to reach the same final concentration as upon annealing.
Furthermore, once the Cs concentration has dropped down to the critical concentration, the Cs depth
profile remains almost unaffected up to the highest annealing temperature, revealing a high stability of
the phases formed below c..

The determination of the local atomic configurations of foreign species in the host matrix may
help to understand the diffusion results summarised in Figure 3. Previous RBS and channelling data
recorded on ZrO, single crystals implanted with FP showed that a large fraction of Cs ions occupy
substitutional lattice sites at low atomic concentrations (i.e. below ~2 at.%) [11-12]. In ZrO,, Zr atoms
are located in the centre of a cube formed by O atoms (ZrOg dodecahedron); the distance between Zr
and O atoms is ~2.4 A and the Zr atoms are in the Zr*" oxidation state with a radius of 0.87 A [13].
Sincetheradius of Cs atoms ranges from 0.174 to 0.202 nm [14-15], the substitution of a Zr atom by a
Cs one creates a large stress, which can only be relaxed by the formation of anionic vacancies in the
vicinity of the substituted atom. In this atomic configuration, Cs ions occupy positions only dightly
displaced from the original locations of Zr atoms, leading to the value of the substitutional fraction
measured by channelling.
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When the Cs concentration exceeds ¢, the fraction of Csions in substitutional lattice sites falls
down to zero, and a severe damage is induced into the zirconia lattice by ion implantation [11-12].
The solubility limit of Csin ZrO, (at 2 000 K) was estimated to be ~1.5 at.% [16-17]. The decrease of
the substitutional fraction at high Cs concentration is thus very likely due to either the precipitation of
Csatomsin metallic inclusions or the formation of ternary compounds (such as Cs,ZrO; [16-18]).

Annealing above 550°C of crystals implanted at high ion fluences leads to a drop of the Cs
concentration down to 1.5 at.% and to a release of excess Cs atoms from the ZrO, matrix. This result
indicates that the atomic configurations built up at high Cs concentrations are not thermodynamically
stable. The substitutional fraction measured in RBS and channelling experiments after annealing
implanted ceramics up to 800°C remains essentially unchanged for al the samples investigated in this
study. This result reveals that Cs atoms are randomly located in the case of heavily-doped crystals
even when these crystals are annealed at temperatures above 550°C. Thus, despite the fact that the
final concentration is the same after annealing for samples implanted at low or at high fluences, the
local environment of implanted species is obvioudly different. The atomic configurations most probably
formed are thus: isolated atoms surrounded by vacancies in the case of weakly-doped samples and
precipitates in the case of highly-doped samples (in both cases before and after annealing). Therefore,
the annealing of ZrO, crystals doped with high Cs concentrations likely induces a rearrangement of the
clusters formed during implantation, leading to the diffusion and release of a part of implanted species.

Irradiation with rare gas ions of heavily-doped single crystals leads to an enhanced diffusion of
Cs atoms as compared with sole annealing. Since 360 keV Ar ions essentially slow down via elastic
collisions with the nuclei of the target atoms, it can be assumed that nuclear collisions assist the
fission-product diffusion by shaking up the Cs clusters formed during implantation. The result is a
modification of the number and size of these clusters accompanied by the release of excess FP from
the host matrix at atemperature ~100°C lower than upon annealing.

It should be pointed out that very similar results were obtained in MgAl,O, crystas implanted
with Csions at similar fluences, with the difference that the Cs migration occursin heavily-doped spinel
samples at higher temperatures than in ZrO, (~800°C for annealing and ~700°C for high-temperature
Ar ion irradiation). The same conclusion can be drawn from these results since previous RBS and
channelling experiments performed in spinel also showed that a large fraction of Cs atoms occupies
substitutional lattice sites at low concentration and random positions at high concentration [19].

Conclusion

The experiments presented in this paper demonstrate that ion beams provide very useful tools for
the evaluation of oxide ceramics as potential matrices for nuclear waste incineration. The main issue
addressed in this study is the diffusion and release of fission products upon annealing or irradiation at
high temperatures (up to 1 000°C). lon implantation was selected to dope the materia with the species
to be confined. lon irradiation was used for the simulation of the damage created in the matrix by a
radiative environment. The modifications of the depth distribution of fission products upon heat
treatments were monitored by nuclear microanalysis techniques (RBS).

The results show that the diffusion and release of fission products in oxide ceramics is strongly
dependent on the concentration of foreign species. The fission-product mobility increases when the
concentration exceeds a threshold of the order of a few atomic per cent. Further enhancement of the
fission-product mobility is observed when the temperature rise is accompanied by radiation damage
production. It is of great importance to consider the dramatic fission-product release described in this
paper when devel oping innovative nuclear fuels, in order to decrease the risk of accidental contamination
of the geosphere with radiotoxic elements.

310



Acknowl edgements

We would like to acknowledge the ARAMIS staff of the CSNSM in Orsay for assistance during

implantation and RBS experiments. This work was partially supported by the GDR NOMADE and the
NATO Collaborative Linkage Grant N° PST/CLG 974800.

[1]

[2]
[3]
[4]

[5]

[6]

[7]
(8]

[9]

[10]

[11]
[12]
[13]
[14]

[15]

REFERENCES

Scientific Basis for Nuclear Waste Management XIX, W.M. Murphy and D.A. Knecht, eds.,
Mater. Res. Soc. Symp. Proc., 412, 15 (1996).

Proceedings of the 4™ Workshop on Inert Matrix Fuel, J. Nucl. Mater., 274 (1999).

C. Degueldre and J.M. Paratte, Nucl. Technol., 123, 21 (1998).

W.J. Weber, R.C. Ewing, C.R.A. Catlow, T. Diaz de la Rubia, L.W. Hobbs, C. Kinoshita,
Hj. Matzke, A.T. Motta, M. Nastasi, EK.H. Sdlje, E.R. Vance and S.J. Zinkle, J. Mater. Res,,
13, 1434 (1998).

Hj. Matzke, Proceedings of the International Workshop on Advanced Reactors with Innovative
Fuels, OECD Publications, Paris, p. 187 (1999).

K.E. Sickafus, Hj. Matzke, Th. Hartmann, K. Yasuda, JA. Vadez, P. Chodak I1I, M. Nastas
and R.A. Verrdl, J. Nucl. Mater., 274, 66 (1999).

L. Thomé and F. Garrido, Vacuum 63, 619 (2001).

Handbook of Modern lon Beam Materials Analysis, J.R. Tesmer and M. Nastasi, eds., Materials
Research Society (1995).

E. Cottereau, J. Camplan, J. Chaumont, R. Meunier and H. Bernas, Nucl. Instrum. Meth., B 45,
293 (1990).

J.F. Ziegler, J.P. Biersack and U. Littmark, The Sopping and Range of lons in Solids, Val. 1,
J.F. Ziegler, ed., Pergamon, New Y ork (1985).

L. Thomé, J. Jagielski and F. Garrido, Europhys. Lett., 47, 203 (1999).

L. Thomé, J. Jagielski, A. Gentils and F. Garrido, Nucl. Instrum. Meth., B 175-177, 453 (2001).
J. Emdey, The Elements, J. Emdley, ed., Oxford University Press (1998).

R.D. Shannon and C.T. Prewitt, Acta Crystal ., B 25, 925 (1969).

R.D. Shannon, Acta Crydtal., A 32, 751 (1976).

311



[16] M.A. Pouchon, M. Dobeli, C. Degueldre and M. Burghartz, J. Nucl. Mater., 274, 61 (1999).
[17] M.A. Pouchon, Ph.D. Thesis, University of Geneva (1999).
[18] L.M.Wang, S.X. Wang and R.C. Ewing, Phil. Mag. Lett., 80, 341 (2000).

[19] L. Thomé, J. Jagielski, C. Binet and F. Garrido, Nucl. Instrum. Meth., B 166-167, 258 (2000).

Figure 1. Schematic representation of the ion beam facility of the CSNSM Orsay [9]
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NORMALIZED YIELD

Figure 2. RBS spectrarecorded in arandom direction on a ZrO, single
crystal implanted with Csionsat a fluence of 3 x 10" cm™, before and
after annealing or irradiation with Ar ions at the indicated temperatures
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Figure 3. Maximum Cs concentration vs. annealing (filled symbols) or irradiation
(open symbols) temperaturesfor ZrO, single crystalsimplanted with Csionsat fluences
of 5x 10" at.cm™ (triangles), 3 x 10™ at.cm™ (squares) and 10 at.cm™ (cir cles)
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METHOD OF REACTOR TESTSOF HTGR
FUEL ELEMENTSAT AN IMPULSE LOADING

A. Chernikov, V. Eremeev, V. Ivanov
Scientific and Industrial Association Luch
24, Zheleznodorozhnaya Str., Podolsk, Moscow Region, 142100, Russia

Abstract

The method employed for testing HTGR fuel elements under impulse loading (during several tens
seconds) in the impulse graphite reactor (IGR) is described. Experiments with spherical fuel e ements
have shown reliability of the control system, providing maintenance and measurement of the specified
level of temperature and energy release.

A program for computation of temperature fields in fuel elements and coated fuel particles and
temperature stresses distribution along a section of fuel e ements was developed.

As an illustration of the progress made, the results of fuel element tests are presented at an energy
release of 22 kW.
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I ntroduction

Uranium-graphite fud elements based on coated fuel particles and a graphite matrix are efficient
under the normal conditions of HTGR operation (temperature 1 000-1 600 K). In some accidents [1],
for example, after spontaneous removal of control rods of the accident protective system, temperatures
in the reactor core have risen up to 2 000 K and higher. At thistime power energy release will increase
tenfold and greater. The estimated time of reactor operation under conditions of increased power in
such a situation can be from several fractions of a second up to several tens of seconds and more.

The necessity of investigating fuel element behaviour under short-term, high-energy loading is
dictated by the fact that significant temperature gradients arise in this case in coated fuel particles
dispersed in matrix graphite.

The paper considers the method of uranium-graphite fuel element reactor tests under impulse
loading conditions and analyses temperature fields and stresses which occur during testing.

Experimental details

Tests were conducted in the impulse graphite reactor (IGR). The main physical characteristics of
this reactor are presented in Table 1 [2].

Table 1. Themain characteristics of theimpulse graphitereactor [2]

Reactor core Graphite impregnated with uranium (90% °U),
dimension 1 400 x 1 400 x 1 400 mm,
moving part 800 x 800 x 1 400 mm,
block dimension 100 x 100 x 200 mm
Reflector Graphite, thickness everywhere is not less than 500 mm,
size of a brickwork 2 400 x 2 400 x 4 200 mm
Nuclear ratio, U/C 1:10 000
“*U load, kg 7.46
Excessreactivity, % 22+2
Effective fraction of latent neutrons 0.00685
Lifetime of instantaneous neutrons, s (1.07-1.03) x 10
Fluence of neutrons in the impulse after 1.1 x 10~
rods removal, n cm™
Maximum possible density of neutron flux 1x 10%
in the flash mode, n cm? s

Five spherical graphite e ements 60 mm in diameter were exposed to tests. One of them was made
of graphite and had no fuel, four others were models of spherical fuel elements consisting of the
fuelled centre (core) and the fuel—free graphite shell. TRISO-type coated fuel particles ~1-1.1 mm in
diameter (average radius of UO, fuel kernels was 0.25 mm) were uniformly dispersed in a matrix
graphite of the core [3]. 2*U content in fuel elements No. 1 and No. 3was 1 g, and in No. 2 and No. 4
were1.54g.

Reactor experiments were carried out in a stainless steel ampoule with wall thickness of 2 mm
(Figure 1).
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Figure 1. Test ampoule scheme

1-4 — Spherical fuel elements, 5 — Graphite ball, 6 — Ampoule walls,
7,8 — Graphite sleeves, 9,10 — Graphite fixtures and cover, T, — Thermocouple
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The ampoule was placed in a steel casing filled with helium at a pressure of 0.1 MPa; casing was
in the central channd of the reactor. Tested samples were arranged along a vertical axis of a graphite
deeve with an internal diameter of 65 mm. The clearance fit of graphite spacers excluded the possibility
of a stress occurrence in the fuel elements, resulting in their contact interaction after thermal
expansion. Fission product release was measured by the radiometric analysis of a gas sample from the
casing after each start-up.

The ampoule with the fuel elements underwent three reactor tests under impulse mode. Reactor
power in each start-up was changed according to atrapezoid profile. At the first stage of loading heat
release in the spherical fuel elementswas increased linearly during 10-17 s up to some stationary value
Ng, Which was kept constant during 10-30 s. The power was then decreased linearly during 10-12 s.
The firgt start-up at low power was used for developing the mode of reactor loading and to verify
control and measuring devices. A stationary mode at power Ng was maintained during 30 s. The Ng
value was 3.4 kW for fuel elements No. 1 and No. 3 and 5.1 kW for fuel elements No. 2 and No. 4
(hereinafter heat release is identified per fuel element). Methods of the determination of temperature
along the fuel element section with use of experimental and calculated data were developed in the
second start-up. The maximum power in this case was 13.6 kW in samples No. 1 and No. 3 and
20.4 kW in samples No. 2 and No. 4; duration of a stationary mode loading was 20 s. The computation
model of a temperature field was checked in the third start-up. The Ng value in this case reached
22.1 kW for fud elements No. 1 and No. 3 and 33.5 kW for No. 2 and No. 4 (Figures 2, 3).

Computation models
It was accepted that the thermal scheme of experiment realisation (Figure 1) is well described by

the two-dimensional equation of thermal conductivity. The solution of a similar task requires
simplification of boundary conditions. If the temperature of spherical fuel element surface is changed
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Figure 2. Change of heat release and ther mocouples
indicationsfor fudl element No. 2 in the second start-up

1,2 — Temperature of fuel element surface and core respectively, 3 — Density of an energy release
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Figure 3. Change of heat release and ther mocouples
indicationsfor fuel element No. 3in thethird start-up

1 - Energy release density in the fuel element core,
2,3 —Temperature of fuel element surface and in the centre of the core respectively
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slightly in dependence on azimuthal co-ordinates at the specified moment of time, the real temperature
distribution can conveniently be replaced by one-dimensional and to reduce a task to the solution of
the thermal conductivity equation of aball:

ot /ot = (a/r=)(@/or Jr=(oT /ar )] +ai/cp (1)

wherer isthe current radius, R, is the fuel element radius, tistime, T istemperature; @ is the energy

release density in the core with radius R. < R, and a = A/¢p is temperature conductivity (A is thermal
conductivity, c is heat capacity and p is density).

The density of an energy release was simulated by continuous function of r and t taking into
account the effect of neutron field “depression”. Correction on the “depression” in experiments was
insignificant.

Eqg. (1) was solved by a method of running with the use of a three-dot pattern and an implicit
scheme under boundary conditions of the first kind:

T(Ro,t) = f(t) 2

where the function f(t) describes the temperature of a spherical fuel element surface which was
measured during reactor start-ups.
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Boundary condition (2) and the temperature dependencies of thermophysical properties a, A, ¢
and p were specified by seventh power degree polynomial.

Stresses in the spherical fuel elements during reactor tests in an ampoule depend on non-uniform
graphite shrinkage during irradiation, temperature stresses due to interaction between them and walls
of internal graphite sleeve and stresses due to non-uniform temperature fields in the tested samples.
Stresses due to radiation were neglected because of the small value of the integrated neutron flux.
The presence of backlashes between the fuel elements and the graphite deeve, as well as the possibility
of free temperature expansion of samples along the ampoule axis excluded the occurrence of contact
loadings. Therefore the only source of stress and deformation was the non-uniform temperature field.
According to the theory of thermoelasticity, radial o, and circumferential 0o components of stresses
are calculated with use of the formulas [4]:

2aE
G. =

= ZE[AR)- Al) and o, == 2A(R)-T()

where A(r)=]/r3J'T(r)r3dr , o is the linear thermal expansion coefficient, E is the Young's modulus

and v isthe Poisson’ s ratio.

Temperature and stresses in the fuel elements were calculated with use of the program SHAR
written on Fortran-4. The program was verified by comparison of calculated and known exact data for
continuous sphere with a constant heat release. Calculated with use of the program SHAR,
temperature differed by 0.2-0.3%, and stresses not greater than 0.5%. The temperature field in coated
fuel particles was determined with the use of the same program as follows. At the first stage distribution
of temperature T(r,t) in the fuel elements was calculated. Then one or several characteristic coated fuel
particles were chosen, their centre co-ordinates being r; < R.. If T(r,t) is known, it is easy to find
temperature in points T(r; — §;,t) and T(r; + &,t), where § is the radius of i-th coated fud particle, and
the average temperature on a coated fuel particle surfaceisequa to:

Tar =[T(r =3)+T(r +5,.t)]/2

At the second stage the equation of thermal conductivity (1) was solved for multi-layer sphere
with the specified thermophysical properties of each layer, density of heat release in afuel particle and
thefirst kind boundary conditions on the external surface of coated fuel particle Tg(t) = Tay(r;,t).

Discussion of experimental results

The maximum temperature of matrix graphite in the fuel elements during the first methodical
start-up did not exceed 800-1 000 K. Calculated temperature stresses were not greater than 3 MPa, that
is less than the graphite bend strength of o, = 22-45 MPa. The temperature of fuel particles was less
than 1050 K, therefore fuel element characteristics were not changed, and coatings of coated fuel
particles maintained their barrier properties with regard to fission products. Heat release in fuel elements
No. 2 and No. 4 was 1.5 times higher, however it could not result in an increase of temperature and
stresses up to alevel which is dangerous as regards the of depressurisation of coated fuel particles.

The second start-up, when reactor power was 10 times higher then in nominal conditions, has

confirmed serviceability of all measuring systems. Heat release in the fuel elements and temperature
mode of tests were maintained in the specified intervals. As was expected, the temperature of the fuel
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element surface differed from point to point, this being the main source of a deviation of calculated
values from experimental data. All calculations were conducted with use of a boundary condition (2),
surface temperature was accepted equal to indications of the thermocouple, the location of which is
shown by label 7, in Figure 1.

The stress o, has a compressing character. Its maximum value was achieved in the ball centre, it
was equal to zero on a surface. The circumferential stress o at the ball centre was also compressing.
With radius increased it became subject to tensile stress, achieving maximum value at the fuel element
surface. o estimated in one-dimensional model was 23-25 MPa; for fuel elements No. 1 and No. 3

it was 15-17 MPa.

The goal of the third start-up was to test fuel elements No. 1 and No. 3 at stresses close to matrix
graphite ultimate strength (Figure 3). According to calculations similar stresses appeared when energy
release density is q = 20-25 kW. In these conditions heat releasein fuel elements No. 2 and No. 4 will

be in the range of 33-35 kW, which should result in the destruction of their shells. Thermocouples
fixed at the centre 7, and on a surface T of fud element No. 3 gave information about temperature
conditions of the test. At the stationary mode power was 22 kW. Calculated temperature at the centre
of the fuel element was below the experimental temperature by 50-150 K. After correction of the
boundary condition, an agreement between experimental and cal culated data was improved (Figure 4).

Figure 4. Dependencies of calculated temperature T, at the centre (1) and of circumferential
stresses (2) on the surface of fuel element No. 3 vs. thetest timein thethird start-up

o — Indication of thermocouple
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At the moment the reactor achieved a stationary power at t = 10 s, the maximum temperature of
the matrix graphite in the centre of ball was equal to 800 K. Temperature continued to increase during
the stationary stage of the test, and then during 5 s after power reduction begun at t = 30 s. Maximum
temperature of graphite at the centre equal to 1 940 K was achieved after 35 s. Maximum temperature
difference 740 K wasfixed earlier at t = 30 s. Maximum stress ¢ on afuel e ement surface outrun 7

change and was 24 MPa at 25 s (Figure 4).

The temperature of fuel particles was higher during the entire start-up period. The temperature
difference in coated fuel particles increased smoothly from O up to 100 K at 10 s. Over the interval of
10 to 30 s it changed weakly, remaining on a level of 100-120 K, then began to fall as power was
reduced. The maximum calculated temperature of fuel in fuel elements No. 1 and No. 3 was 2 050 K.

320



Fuel elements No. 2 and No. 4 in the third start-up were under heavier conditions. Circumferential
stresses obviously exceeded ultimate strength. Shell destruction and partial destruction of these fue
element cores were found after opening of the ampoule.

It was the reason of radiation power growth of a gas sample taken out of an ampoule after of the
termination of the start-up. Fuel elements No. 1 and No. 3 were intact. Their appearance was not
changed, cracks or other defects were not been found after visua inspection of a surface once the
series of experiments was at its end.

Conclusion

Tests have shown the capability of the IGR to investigate spherical fuel element behaviour under
accident conditions. The control and measuring complex provides high accuracy of measurement and
maintenance of the main parameters of a loading under an impulse mode at an energy release of
~20-30 kW and more at temperatures above 2 000 K. Experiments using fud eement models and
appropriate calculated data allow to obtain information on distribution of temperatures in fud elements
and coated fuel particles, aswell as about stresses in a graphite matrix.
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GASREACTOR TRISO-COATED PARTICLE FUEL MODELLING ACTIVITIES
AT THE IDAHO NATIONAL ENGINEERING AND ENVIRONMENTAL LABORATORY

David Petti, Gregory Miller, John Maki, Dominic Varacalle and Jacopo Buongiorno
Idaho National Engineering and Environmental Laboratory
Idaho Falls, Idaho, United States

Abstract

The development of an integrated mechanistic fuel performance model for TRISO-coated gas-reactor
particle fuel termed particle fuel model (PARFUME) has begun at the Idaho National Engineering and
Environmental Laboratory. The objective of PARFUME is to physically describe the behaviour of the
fuel particle under irradiation. Both the mechanical and physico-chemical behaviour of the particle
under irradiation are being considered. PARFUME is based on multi-dimensiona finite element
modelling of TRISO-coated gas-reactor fuel. The goal is to develop a performance model for particle
fuel that has the proper dimensionality and still captures the statistical nature of the fuel. The statistical
variation of key properties of the particle associated with the production process requires Monte Carlo
analysis of avery large number of particles to understand the aggregate behaviour. Thus, state-of-the-art
statistical techniques are being used to incorporate the results of the detailed multi-dimension stress
calculations and the fission-product chemical interactions into PARFUME. The model is currently
focusing on carbide, oxide and oxycarbide uranium fuel kernels. The coating layers are classical
TRISO type (IPyC/SiC/OPyC). Extensions to other fissile and fertile materials and other coating
materias (e.g. ZrC) are currently under consideration. This paper reviews the current status of the
model, discusses calculations of TRISO-coated fuel performance for cracking observed in recent US
gas reactor irradiations, and presents predictions of the behaviour of TRISO-coated fuel at high burn-up
that is currently under consideration in Europe.
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Objectives and goals

The INEEL has begun the development of an integrated mechanistic fuel performance model for
TRISO-coated gas-reactor particle fuel termed PARFUME (PARticle FUel ModEl). Compared to
light water reactor and liquid metal reactor fuel forms, the behaviour of coated-particle fuel is
inherently more multi-dimensional. Moreover, modelling of fuel behaviour is made more difficult
because of the statistical variations in fuel physica dimensions and/or component properties, from
particle to particle due to the nature of the fabrication process. Previous attempts to model this fuel
form have attacked different pieces of the problem. Simplified one-dimensional models exist to describe
the structural response of the fuel particle. Models or correlations exist to describe the fission-product
behaviour in the fud, though the database is not complete owing to the changes in fuel design that
have occurred over the last 25 years. Significant effort has gone into modelling the statistical nature of
fuel particles. However, under pressure to perform over one million smulations with the computing
power available in the 1970s and 1980s, the structural response of the particle was ssmplified to improve
the speed of the calculations. No publicly available integrated mechanistic model for coated-particle
fuel existsin the United States as an accurate tool for nuclear design. The advent of powerful personal
computers and the tremendous advancements in fundamental modelling of materials science processes
now make more accurate simulations of particle fuel behaviour possible.

Thus, our objective in developing PARFUME is to physically describe both the mechanical and
physico-chemical behaviour of the fud particle under irradiation. Our goal is to develop a performance
model for particle fuel that has the proper dimensionality and still captures the statistical nature of the
fuel. The statistical variation of key properties of the particle associated with the production process
requires Monte Carlo analysis of a very large number of particles to understand the aggregate
behaviour. Thus, state-of-the-art statistical techniques are being used to incorporate the results of the
detailed multi-dimension stress calculations and the fission-product chemical interactions into
PARFUME. Furthermore, we want to verify PARFUME using data from historical TRISO-coated
particle irradiations so that the code can be used to design advanced coated-particle fuel for the gas
reactor with greater confidence and other particle fudl applications (Pu and minor actinide burning,
fast reactors).

Key phenomena
Our mechanistic model for coated-particle fued will consider both the structural and
physico-chemical behaviour of particle-coated fuel system during irradiation. The following important

phenomenawill be included:

» Fission gas release from the kernel as a function of burn-up, temperature and kernel type
(oxide, carbide, oxycarbide).

» Anisotropic response of the pyrolytic carbon layers to irradiation (shrinkage, swelling, and
creep that are functions of temperature, fluence and orientation/direction in the carbon).

e Failure of the pyrolytic carbon and SIC layers based on the classic Weibull formulation for a
brittle materia either by traditional pressure vessel failure criteria or by mechanisms such as
asphericity, layer debonding or cracking.

» Fission product inventory generation as afunction of burn-up and enrichment of the particle.
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e Chemical changes of the fuel kernel during irradiation (changes in carbon/oxygen, carbon/metal
and/or oxygen/metal ratio depending on the kernel fuel type, production of CO/CO, gas) and
its influence on fission-product and/or kernel attack on the particle coatings.

» Kerne migration.
» Fission-product diffusion, migration and segregation.

o Statistical variations of key properties of the particle associated with the production process,
requiring Monte Carlo analysis of a very large number of particles to understand the aggregate
behaviour.

The status of PARFUME with respect to modelling these phenomena is discussed in in the
following sections. Later, the model is applied to predict the behaviour of recent US TRISO-coated
particle irradiations and to define trends in the performance of EU particles at high burn-up. A summary
and our future plans are presented in conclusion.

Key material properties

A typical TRISO-coated particleis shown in Figure 1. Fission gas pressure builds up in the kernel
and buffer regions, while the IPyC, SIC, and OPyC act as structural layers to retain this pressure.
The basic behaviour modelled in PARFUME is shown schematically in Figure 2. The IPyC and OPyC
layers both shrink and creep during irradiation of the particle while the SIC exhibits only elastic
response. A portion of the gas pressure is transmitted through the IPyC layer to the SiC. This pressure
continually increases as irradiation of the particle progresses, thereby contributing to a tensile hoop
stress in the SIC layer. Countering the effect of the pressure load is the shrinkage of the IPyC during
irradiation, which pulls inward on the SIC. Likewise, shrinkage of the OPyC causesit to push inward
on the SIC. Failure of the particle is normally expected to occur if the stress in the SIC layer reaches
the fracture strength of the SIC. Failure of the SiC results in an instantaneous release of elastic energy
that should be sufficient to cause s multaneous failure of the pyrocarbon layers.

Numerous materia properties are needed to represent fuel particle behaviour in the performance
model. These include irradiation-induced strain rates used to account for shrinkage (or swelling) of
the pyrocarbon layers, creep coefficients to represent irradiation-induced creep in the pyrocarbon
layers and elastic properties to represent elastic behaviour for the pyrocarbons and silicon carbide.
The properties used in the model were obtained from data that was compiled in a report by the CEGA
Corporation in July 1993. This data was based on a review and evaluation of material properties
published in the literature to that date [1-7].

Figure 1. Typical TRISO-coated fuel particle geometry

325



Figure 2. Behaviour of coating layersin fud particle
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Creep

Irradiation-induced creep in the pyrocarbon layers is treated as secondary creep, i.e. the creep
strain rate was proportional to the level of stressin the pyrocarbon. The creep coefficient is applied as
afunction of pyrocarbon density and irradiation temperature. Because variations in pyrocarbon density
are small, the creep is primarily a function of temperature, increasing significantly with increases in
temperature. The creep coefficients used in the analysis ranged from 0.7 to 2 x102(MPa-n/m?) ™ over
a temperature range of 600 to 1 200°C. There is considerable variation among values reported for the
creep coefficient throughout the literature, making this a major source of uncertainty in the analysis.
The remaining creep property is Poisson’sratio for creep of the pyrocarbon layers. In accordance with
CEGA'’s recommendations, avalue of 0.5 is used for secondary creep of the pyrocarbons.

Shrinkage

Due to anisotropy in the swelling behaviour of the pyrocarbon layers, the strains are different for
theradial and tangential directions. The swelling strains are reported in the CEGA data to be functions
of four variables, i.e. fluence level, pyrocarbon density, degree of anisotropy (as measured by the
Bacon Anisotropy Factor, BAF) and irradiation temperature. Figure 3 shows swelling strains as a
function of fluence and BAF for the radial and tangentia directions. The plots presented correspond to
a pyrocarbon density of 1.96 x 10° g/m® and an irradiation temperature of 1 032°C, and cover a range
of BAF from 1.02 to 1.28. In the radia direction, the pyrocarbon shrinks at low fluences but swells at
higher fluences for al but the lowest BAF vaues. In the tangential direction, the pyrocarbon continualy
shrinks at al levels of fluence and the magnitude of the shrinkage increases as the BAF increases.
Figure 4 shows swelling strains as a function of fluence and temperature for the radial and tangential
directions. The plots presented correspond to a pyrocarbon density of 1.96 x 10° gym® and a BAF
value of 1.08, and cover a range of temperatures from 600 to 1 350°C. Similar trends are seen in these
curves, wherein the magnitude of shrinkage increases as the temperature increases.

In the ABAQUS model, the swelling datais input in the form of strain rates that are functions of
four field variables, i.e. fluence level, pyrocarbon density, BAF and irradiation temperature.
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Figure 3. Radial and tangential swelling (shrinkage) of pyrocarbon for variationsin BAF
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Figure 4. Radial and tangential swelling (shrinkage) of pyrocarbon for variationsin temperature
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Weibull parameters

Because of the brittle nature of pyrolytic carbon and silicon carbide, the PyC layers and the SiC
layer are expected to fail in a probabilistic manner according to the Weibull statistical theory [8].
As such, the failure probability for a PyC or SiC layer in a batch of particlesis given by:

Pf =1_e

—J:/(c/ oo)™dv

where P is the probability of failure for the IPyC or SiC layer, mis the Weibull modulus for IPyC or
SiC layer, V is the volume of the IPyC or SiC layer in pm®, o is the stress in the IPyC or SiC layer in
MPa, and o, is the Weibull characteristic strength for the IPyC or SiC layer in MPa-pm®™.
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The Weibull parameters used in the PARFUME code are based on CEGA’s recommendations.
For the pyrocarbons, the Weibull modulus mis assumed to have avalue of 9.5. CEGA'’s data indicates
that the characteristic strength oy increases with increasing values of BAF. For isotropic PyC (BAF = 1),
the recommended value for oy is 13.36 MPa-m*°®. For aBAF of 1.06, which may typically be expected,
the strength increases to 23.99 MPa-m®°. In accordance with CEGA’s data, the Weibull modulus m
for the silicon carbide layer is assumed to have a value of 6 and the corresponding characteristic
strength o, is assumed to be 9.64 MPa-m*®.

Elastic

The Young's modulus for the pyrocarbon layers was applied as a function of four variables (the
same variables as used for swelling), while the Young's modulus for the silicon carbide layer was
applied only as a function of temperature. A typical Young's modulus for the pyrocarbons is about
30 GPa, while that of the silicon carbide is about 370 GPa. Values of 0.33 and 0.13 were used for
Poisson’s ratio in the pyrocarbon and SiC layers, respectively. The stresses in the coating layers are
not highly sensitive to variations in the elastic properties.

M odels
Structural

The ABAQUS program [9] is used in the performance model to perform finite element stress
analysis on coated fuel particles. This program is capable of simulating the complex behaviour of the
coating layers, and can be used to evaluate multi-dimensiona effects, such as shrinkage cracks in
the IPyC, partial debonding between layers and asphericity. ABAQUS analyses are also used as a
benchmark for validating simplified solutions that may be employed in PARFUME. We have shown
(see Ref. [10]) that shrinkage cracks in the IPyC could make a significant contribution to fuel particle
failures. Therefore, the condition of a cracked IPyC is included as a potential failure mechanism in
PARFUME, and has been evaluated using ABAQUS analyses.

ABAQUS models for both normal and cracked three-layer geometries have been developed as
shown in Figure 5. These are axisymmetric models that allow for non-symmetry in the plane, thus
enabling an evaluation of multi-dimensional effects on stress behaviour of the coating layers. The model
of the normal spherical particle has no cracks or defects in the layers of the particle. The IPyC and
OPyC layers are assumed to remain fully bonded to the SiC layer throughout irradiation. This model is
used to demonstrate behaviour of a normal particle in expected reactor conditions, as well as to
determine stresses in the various layers throughout irradiation. The model consists of quadrilateral
axisymmetric elements, giving the effect of afull sphere. Only the three structural layers (i.e. the IPyC,
SiC and OPyC) of the particle are included in the model. The layer thicknesses for the IPyC, SIC and
OPyC are nominally set at 40, 35 and 43 um, respectively. Any of these dimensions can be varied as
desired. The interna pressure applied in this analysis was ramped linearly from zero at the beginning
of irradiation to afinal value of 23.7 MPa, to simulate the build-up of fission gas pressure. A constant
external pressure was also applied to represent either reactor or test conditions. Particles are analysed
in a viscoelastic time-integration analysis that progresses until the fluence reaches 3 x 10® n/m?,
occurring at atime of 1.2 x 10’ sin the analysis. These are representative conditions that can be varied
as desired.

The model for a cracked particle is identical in all respects to that of the normal particle except
that it hasaradial crack through the thickness of the IPyC layer. As discussed later, the crack istypical
of those observed in post-irradiation examinations of the New Production Modular High-temperature
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Figure5. Finite element modelsfor normal and cracked configurations

Gas Reactor (NP-MHTGR) fuel particles. During irradiation, shrinkage of the initially intact IPyC
layer induces a significant tensile stress in that layer. If the tensile strength of the IPyC layer is
exceeded, then aradial crack developsin the IPyC layer. This crack isincluded in the model from the
beginning of the solution since it is not feasible to initiate the crack later in the ABAQUS analysis.
Because the shrinkage in the pyrocarbons dominates the particle behaviour early during irradiation,
large tensile stresses in the IPyC occur early. Therefore, the assumption of the presence of a crack at
the beginning of the solution should be a reasonable approximation. The analysis does not include
dynamic effects associated with a sudden failure of the IPyC, which could increase the magnitude of
the stresses calcul ated.

Figure 6 plots the calculated tangential stress history for the SiC layer of a normal (uncracked)
particle. As shown, the SiC remainsin compression largely because of the shrinkage in the pyrocarbon
layers (the IPyC pulls while the OPyC pushes on the SiC). Figure 6 also plots the maximum principal
stressiin the SIC layer near the crack tip of a particle with a cracked IPyC. In the particle analysed, the
crack leads to a calculated tensile stress in the SiC layer of about 440 MPa. It can be seen that a cracked
IPyC greatly changes the stress condition in the SiIC, which significantly increases the probability of
SiC failure.

Figure6. Timehistoriesfor stressin SIC layer for normal and cracked particles
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Statistical

We have dso investigated the impact of the satistical variationsin fuel particle design parameters
on the structural response of the fuel particle. In the case of a normal particle, statistical variations in
design parameters are treated with simplified solutions built into the PARFUME code, rendering finite
element analysis unnecessary. In the case of a cracked particle, however, finite dement analyses are
performed to capture the multi-dimensional behaviour and thereby characterise the effects of variations
in these parameters. Based on the results of analyses on cracked particles, the following six variables
are judged to be important in describing the behaviour of the cracked particle and thus merited a
detailed statistical evaluation: IPyC thickness, SIC thickness, OPyC thickness, IPyC density, BAF of
the IPyC and irradiation temperature. For a particle with a cracked IPyC, statistical variations from the
nominal value for other parameters such as kernel diameter and buffer thickness are less important,
and thus have not yet been addressed in these studies because of the size of the statistical base. These
parameters were held constant throughout the analyses at values typical of TRISO particles.

Three values for each of five factors were chosen for analysisin a statistical study of the cracked
particle, as shown in Table 1. The sixth factor, irradiation temperature, was analysed at the four values
shown. A full-factorial statistical analysis, involving 243 stress calculations for each irradiation
temperature (972 runs total), allowed an evaluation of all six factors (i.e. A = IPyC thickness, B = SIC
thickness, C = OPyC thickness, D = IPyC density, E = BAF (of IPyC), F = irradiation temperature)
and their interactions (e.g. AB, ABF, BCDF, AB*CD, BC’D’EF, ABCDEF).

Table 1. Range of parameters selected for ABAQUS analyses

Factor Low Nominal High
A (Um) 30 40 50
B (um) 25 35 45
C (um) 33 43 53
D (10°g/m®) 1.8 1.9 2.0
E 1.0 1.16 1.32
F (°K) 873 1073,1273 1473

The Design Expert program [11] was used to perform both an effects analysis and a regression
analysis on the data obtained from the ABAQUS calculations on the cracked particle. The effects
analysis showed the relative significance of varying each parameter, while the regression analysis
produced an algorithm that can be used to predict the stress level in the SiC layer of a cracked particle.
The program used response surface analysis to develop a sixth order polynomial that statistically fit
the stress data to within 0.5% accuracy. This agorithm has been incorporated in the PARFUME code
to calculate failure probabilities utilising a Monte Carlo sampling approach (within the range of
parametric variations considered in Table 1). PARFUME then uses the Weibull statistical approach to
estimate the potentia for fracture of the SiC layer in a particle that has a cracked IPyC. A fracture
mechanics approach was deemed to be impractical because the materia discontinuity at the interface
of the IPyC and SiC layers greatly complicates calculation of the stress intensity at the crack tip. In the
failure probability calculations, the stress (in the SiC layer of a sampled particle) calculated by the
algorithm is compared to a strength value to determine whether the particle fails. The mean strength
for these comparisons is derived from the Weibull characteristic strength (o) and accounts for the
intensification of stressesthat occurs in the region surrounding the crack tip.
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When the PARFUME code samples a particle it first uses a closed form solution (Ref. [12]) to
calculate stresses in the IPyC layer and thereby determines (with Weibull statistics) whether the
particle has a cracked or un-cracked IPyC layer. If the IPyC layer is cracked, then the code uses the
approach described above to determine whether the particle fails. If the IPyC is un-cracked, then the
code uses the closed form solution to determine the SIC stress, and uses this stressin aWeibull statistical
evaluation to determine whether the particle fails. In its Monte Carlo sampling, the code performs
dtatistical variations on any number of input parameters (such as IPyC, SiC, OPyC thicknesses, IPyC
BAF, etc.) by applying Gaussian distributions to these parameters.

Fission gas release model

The fission gas release model caculates the amount of CO and noble fission product gases
released to the void volume of the fuel particle. This quantity is used to determine the internal gas
pressure of the fuel particle according to the Ideal Gas Law. For each gas species, i, the amount
released is determined by:

(moles gas); = (release fraction); (fission yield); (burn-up) (moles fuel)

Fission yields for the significant noble fission product gases, xenon and krypton, are taken from
the ORIGEN-2 computer code database [13]. For uranium-based fuels, the production of krypton
decreases with time, while the production of xenon increases with time due to the increasing yield
contribution from conversion plutonium fission. Within reasonabl e accuracy, the sum of the xenon and
krypton yields may be assumed to be a constant throughout the life of the fuel where a value of
0.259 is currently used.

The release fraction for noble fission-product gases considers recoil from the outer shell of the
fuel kernd into the buffer and diffusive transport to free surfaces. Double counting is avoided whereby
atoms released by recoil are not available for diffusive release. Recoil release is based upon standard
geometrical considerations and average fission fragment ranges [14]. These ranges are calculated for a
given fuel composition from elemental data [15]. Diffusive release is calculated according to the Booth
equivalent sphere diffusion model [16]. A value of 10 um is used for the radius of the equivalent
sphere which is representative of uranium-based fuels. An effective diffusion coefficient is used which
is the sum of the contributions from intrinsic diffusion, irradiation enhanced vacancy diffusion and
irradiation induced athermal diffusion [17].

For UCO and UC, fuds, it is assumed that there is no free oxygen available to form CO or CO..
It is also assumed that when free oxygen is available, asin UO, and ThO, fuels, only CO and not CO,
forms at typica particle fuel temperatures [18]. For UO, fuel, the CO vyield is determined from the
correlation developed by General Atomics[19]. The CO fractiona release is assumed to be 1.

Representative results from the fission gas release model are displayed in Figure 7 for typical
German TRISO fuel (8% enriched UO, fuel, 500 um diameter kernel, 900°C irradiation temperature,
8.5% FIMA). The end of life internal particle pressure of about 5 MPafor the German fuel compares
well with an end of life internal pressure of 8.5 MPa for proposed GT-MHTGR TRISO fuel (19.7%
enriched UCO fuel, 350 um diameter kernel, 1 200°C irradiation temperature, 21% FIMA and other
parameters based upon the fudl irradiated in the HRB-21 experiment [20]). Based upon future chemistry
work, the fission gas release model will be enhanced with greater functionality in calculating fission
product yields and CO gas formation.
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Figure 7. Internal gas pressurefor typical German TRI SO fuel
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Fission-product chemistry, CO generation and fission-product transport

The goal of the fission-product chemistry module of PARFUME isto calculate the chemical state
of the important fission products in the particle as a function of temperature and burn-up. Fission
product inventories in the particle are calculated using the ORIGEN-2 computer code and statistically
fit as a function of initial enrichment (between 4 and 19%) and burn-up of the particle. In the future,
we plan to use a chemical thermodynamics code to calcul ate the chemical state of the fission products
(i.e. oxide form, carbide form, metal form) for arange of fuel forms including uranium oxide, carbide
and oxycarbide. Any excess oxygen generated from uranium fission that is not tied up with the fission
products will be assumed to react with carbon from the buffer to form CO. This estimate of CO
production can be used to compare with correlations that have been used in the past. The chemical
state and concentrations of the fission products will be used as initial conditions for a fission-product
diffusion module to track the transport of fission products through the layers of the TRISO coating.
We expect to complete this work in the next two years.

Cracked model and resultsfor NPR experiments

The capabilities of the PARFUME code to predict failure probabilities for fuel particles having a
cracked IPyC were used in predicting failure probabilities for three irradiation experiments conducted
as part of the NP-MHTGR program in the early 1990s. Fuel compacts were irradiated at the High Flux
Isotope Reactor (HFIR) and the Advanced Test Reactor (ATR) in the United States. TRISO-coated
particles containing high enriched uranium were irradiated at temperatures between 750 and 1 250°C,
burn-ups between 65 and 80% FIMA and fluences between 2 and 3.8 x 10 n/m?. On-line fission gas
rel ease measurements indicated significant failures during irradiation. Post-irradiation examination (PIE)
of individual fuel compacts revealed the presence of radial cracks in all layers of the TRISO coating.
The levels of cracking measured during PIE are shown in Table 2. The particle dimensions, burn-up,
end-of-life fluence, irradiation temperature and *°U enrichment were set to appropriate values for
each experiment. Results of these evaluations are presented in Table 2. Included in these results are
the percentage of particles predicted to have a cracked IPyC and the percentage of particles predicted
to fail dueto acracked SiC. It is seen that the program predicts that the IPyC layer cracks in 100% of
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Table 2. Comparison of ceramographic observationsto
PARFUME calculationsfor TRISO-coated fissile fuel particles

Irradiation conditions
Fuel Fast fluence Irradiation Burn-up
compact 1D (10 n/m?) temp. (°C) (% FIMA)
NPR-2 A4 3.8 746 79
NPR-1 A5 3.8 987 79
NPR-1 A8 2.4 845 72
NPR-1A A9 1.9 1052 64
IPyC layer?®
. : 95% conf.

Sample size % failed interval (%) Calc.
NPR-2 A4 83 65 54<p<76 100
NPR-1 A5 39 31 17<p<47 100
NPR-1 A8 53 6 2<p<16 100
NPR-1A A9 17 18 5<p<42 100

SiC layer®
. , 95% conf.

Sample size % failed interval (%) Calc.
NPR-2 A4 287 3 2<p<6 8.2
NPR-1 A5 178 0.6 0<p<3 1.6
NPR-1 A8 260 0 0<p<2 4.9
NPR-1A A9 83 1 0<p<5 0.9

& Layer failureis considered as a through wall crack as measured by PIE.

the particles for every compact tested. In redlity, the PIE revealed that the actual failure fractions were
less than this, as shown in Table 2. It is believed that the creep coefficients currently used in the
PARFUME code are too low, which allows the calculated shrinkage stresses to reach too high avalue
before creep relaxation takes effect.

The failure probabilities predicted by PARFUME for the SiC layer are somewhat high relative to
the irradiation test results. However, were the number of cracked IPyCs reduced through the use of a
higher creep coefficient, a closer correlation would be observed. The particle samples for examination
are typicaly small (<300 particles), rendering precise correlations with the test results difficult.
The predictions are in agreement with the test results in indicating that per cent level particle failures
are expected. This type of correlation is generally not achieved if shrinkage cracks in the IPyC are
ignored.

The question arises as to how much the creep coefficient would have to be increased before the
predicted number of |PyC failures would match the test results. This was determined for dl three tests,
and the results for the compact NPR-2 A4 are presented in Figure 8. The horizontal dashed line in the
graph corresponds to the actual percentage of IPyC failures occurring in the fuel compact. These
results together with those of the other testsindicate that the creep coefficient would have to be increased
by afactor in the range of 2 to 3 to gain a good correlation with the test results.

The effect of a higher creep coefficient on the SiC failure percentages cannot yet be ascertained

because the dtatistical algorithm used to calculate SiC stresses in a cracked particle was developed on
the basis of the lower creep coefficients.
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Figure 8. Predicted I PyC failures as a function of the

creep coefficient
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Standard particle mode and resultsfor EU high burn-up case

The closed form solution for the standard (un-cracked) particle of the PARFUME code was used
to calculate stress levels in EU (German) fuel particles. A mgjor difference between the EU particle
and the NPR particle is that the former has a much larger kernel diameter (500 vs. 200 um), which
makes for a significantly larger particle. A calculated time history for the maximum tangential stress
in the SIC layer of a nominal EU particle is presented in Figure 9. This calculation was made for a
particle having a 2°U enrichment of 8%, an end-of-life burn-up of 8.5% FIMA, and an end-of-life

fluence of 2.3 x 10%° n/m?.

Figure9. Time history for tangential stressin the SiC layer of EU particle
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Calculations have aso been performed at various levels of burn-up, up to a maximum of
21% FIMA. A range of 25 enrichment from 8 to 20% was considered in these calculations, but the
enrichment had no effect on the magnitude of the calculated stress. The maximum tangential stress
occurring in the SIC layer at the end of life is plotted in Figure 10 as a function of burn-up, showing
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Figure 10. Calculated SIC stress asa function of burn-up for the EU particle at 900°C
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that an increasing burn-up resultsin an increasing stress. Asit is believed that the creep coefficientsin
PARFUME are too low, the same calculations were performed where the creep coefficient in each
case was amplified by a factor of 2.5. These results are also shown in Figure 10, which demonstrate
that the higher creep coefficient resultsin asignificantly higher stressin the SiC layer.

The results of Figures 9 and 10 correspond to an irradiation temperature of 900°C. As temperature
variations affect the material properties of the coating layers, analyses were also performed at
temperatures of 700 and 1 100°C (using the amplification factor of 2.5 on creep). Results for these
temperature variations are presented in Figure 11. Because creep is greater at a higher temperature,
the compressive stress in the SIC layer is reversed earlier during irradiation. This results in a higher
(less compressive) stress at the end of life.

Figure 11. Effect of temperature on the SIC stressin the EU particle
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Summary and futurework

The INEEL has begun the development of an integrated mechanistic fuel performance model for
TRISO-coated gas-reactor particle fuel termed PARFUME (PARticle FUel ModEl). The objective of
PARFUME is to physically describe the behaviour of the fuel particle under irradiation. Both the
mechanical and physico-chemical behaviour of the particle under irradiation are being considered.
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PARFUME is based on multi-dimensional finite element modelling of TRISO-coated gas reactor fuel.
The model with modest refinement in some PyC materials properties does a good job of caculating
the failures that were observed in the NP-MHTGR fuel irradiation experiments performed in the early
1990s. Future efforts for the code include:

[1]

[2]

[3]

[4]

[5]

[6]

[7]

[8]

[9]
[10]

Completion of the fission-product chemistry module for the code.
Development of the fission-product transport module.
Comparison of the code to other older gas reactor irradiations data.

Exercising the code' s predictive capabilities to examine the performance of TRISO-coated fuel
at very high burn-up.
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SESSION |
Overviews of High-temperature Engineering Resear ch in Each Country and Organisation
Chair: W. von Lensa

The session was comprised of six ord presentations and one paper which was not presented orally:

« Research Activities on High-temperature Gas-cooled Reactors (HTRs) in the 5" EURATOM
RTD Framework Programme (presented by J. Martin-Bermejo, European Commission).

An R&D programme has been started in Europe addressing the main innovation potentials of
HTR technology with regard to high burn-up fuel, symbiotic fuel cycles for Pu burning, waste
minimisation, fuel disposal, material qualification, licensing issues and component devel opment
with a total budget about euros 20 million during the next four years. The European HTR
Technology Network is open for international collaboration as is already established with
Japan, the United States of Americaand China.

» Update on IAEA High-temperature Gas-cooled Reactor Activities (J. Kendall, IAEA).

An abstract and full paper were presented, but no oral presentation was made. In this paper,
IAEA activities on high-temperature gas-cooled reactors are conducted with the review and
support of Member States, primarily through the Technical Working Group on Gas-cooled
Reactors (TWG-GCR).

e Present Satus of the Innovative Basic Research on High-temperature Engineering using the
HTTR (presented by Y. Sudo, JAERI, Japan).

HTR technology is embedded in more general R&D fields making use of high temperatures and
radiation effects, e.g. neutron irradiation processing of superconductors, neutron transmutation
doping of semiconductors, radiation-induced chemical reactions and production of new
materials like SiC fibres, ceramic composites and superplastic ceramics.

e Present Satus in the Netherlands of Research Relevant to High-temperature Gas-cooled
Reactor Design (presented by J.C. Kuijper, NRG Petten, the Netherlands).

HTR-related R&D in the Netherlands is mainly performed by NRG, JRC-Petten and IRI.
Most activities are part of the European HTR Technology Network or contracted for the
PBMR project. Concepts for industrial co-generation have been developed for HTR in the
power range around 50 MWth. HFR is used for HTR fuel and material irradiation tests.

e Current Satus of High-temperature Engineering Research in France (presented by J. Rouaullt,
CEA, France).

A consistent approach on technology development of gas-cooled reactors has been launched
in France. This ranges from the support of European suppliers for offering direct cycle HTR
till 2010 via medium-term development of specialised HTR for waste transmutation, nuclear
process heat applications and robust export versions to long-term realisation of gas-cooled
fast reactors using the same technology elements. The budget of the current R& D programme
is around 100 million FF per year, alowing for fabrication and qualification of HTR fudl,
material tests, helium technology advancement and component devel opment.
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Overview of High-temperature Reactor Engineering and Research (presented by K. Kugeler,
FZJ, Germany).

Nuclear technologies have to comply with the general requirements for sustainability of
energy supply systems. This will lead to “catastrophe-free” reactor designs with limited
radioactive release (<10™ of inventory) in all conceivable accident conditions. Underground
siting of NPP can a so be a response to cope with terrorist attack. Impacts of nuclear accidents
have to be reduced in such a way that they can be handled by normal insurance practice.
The ongoing R&D on HTR in Germany indicates the feasibility of these goals.

The Contribution of UK Organisations in the Development of New High-temperature Reactors
(presented by A.J. Wickham, Consultant, United Kingdom).

The UK history of design, construction and operation of GCR a so offers a unique technol ogy
platform for HTR. Therefore, many UK organisations are involved in the HTR-related
European R& D programme as well asin commercia projects like PBMR. Special knowledge
isavailable on the “design” of graphite and the ceramic structures of HTR.

Recommendationswith respect to Session |

Continuation and extension under the 6" EURATOME RTD Framework Programme with a
focus on a consistent technology evolution for gas-cooled reactors.

Optical fibre systems for in-core instrumentation are important for HTR and control of core
heat-up accident sequences of al reactor types. HTTR compliments MTR.

Benefits of nuclear co-generation of electricity and heat should be quantified for different
power sizes beyond dedicated electricity production.

The French R&D strategy on GCR is compatible with the objectives of the EURATOM
Framework Programme, the US Generation 1V initiative, the IAEA INPRO and commercial
HTR activities and should be used as a basis for elaboration of a progressive global load map
on GCR R&D.

The concept of sustainability has to be adopted as generally agreed for nuclear energy too.
Requirements for sustainability and for ultimate accident scenarios have to be specified in
more detail, including fuel cycle.

Asformer resources become scarce, new grades of nuclear graphite have to be developed and
gualified as an international effort. Remote techniques and adaptation of the reflector have to
be improved to allow replacement of critical parts.

The presentations did not cover all HTR-programmes as performed in non-OECD countries

like Russia and China. They should be invited to future meetings to permit the full scope of
global HTR R&D activities.
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SESSION 1

Improvement in Material Properties by High-temperature Irradiation

Chairs; T. Shikama, B. Marsden

In this session, four papers relevant to improvement of material properties were presented:

Improvement in Ductility of Refractory Metals by Neutron Irradiation (presented by
H. Kurishita, Tohoku University, Japan).

The possibility of using HTR systems as a bed for improving properties of new advanced
materials (MOW) was presented.

Effects of SQuperplastic Deformation on Thermal and Mechanical Properties of 3Y-TZP
Ceramics (Review) (presented by T. Hoshiya, JAERI, Japan).

The application of new advanced materials to HTR systems (superplagtic Y3-TZP, CFC/Si
(8-10%) was presented.

Development of Innovative Carbon-based Ceramic Material: Application in High-temperature,
Neutron and Hydrogen Environment (presented by C.H. Wu, Max-Planck Institut, Germany).

The subject of advanced ceramic material was presented. This material has very high thermal
conductivity, dimensional stability under the neutron irradiation, lower chemical erosion
(longer life time), lower tritium retention and lower reactivity with water and oxygen (safety
concern).

A Carbon Dioxide Partial Condensation Cycle for High-temperature Reactors (presented by
T. Nitawaki, Tokyo Institute of Technology, Japan).

The re-evaluation of CO, as a coolant in HTR systems (CO, partial condensation cycle) was
presented.

Recommendationswith respect to Session ||

Internationally co-operative survey for possibility of application of new advanced materials to
HTR systems.

Re-evaluate usage of CO, asacoolant in HTR systems (materials issues should be accessed).

A deeper understanding of the mechanisms behind the observations made concerning the
improvements to the material property changesis requested.
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SESSION 11

Development of In-core Material Characterisation Methods and Irradiation Facility

Chairs; C. Vitanza, M. Yamawaki

In this session, six papers were presented:

Development of the I-I type Irradiation Equipment for the HTTR (presented by M. Ishihara,
JAERI, Japan).

The main design features of the HTTR were outlined. There are several possible locations for
test irradiations in the HTTR, both in the core region and in the reflector. The space available
in these locations is large, typicaly from 100 to 367 mm in diameter. Both thermal and fast
flux are moderate, typically less than 2.10" h/cm?s (fast flux) and 3 to 7.10"™ n/cm?’s (thermal
flux). Temperature ranges between ~400 and ~900°C. The design characteristics of afirst test
irradiation rig to be installed in the HTTR were provided. This is intended to investigate the
in-pile creep behaviour of stainless steel material in the 550-650°C temperature range.

Application of Optical Diagnostics in High-temperature Gas-cooled Systems (presented by
T. Shikama, Tohoku University, Japan).

The development of optical fibre technology for dose and diagnostic measurements in
high-temperature gas-cooled reactors was reviewed. Different materials have been tested in
an attempt to enhance the performance in the visible region by means of material doping.
The best optical fibre developed so far can be used for about one year inthe HTTR core.

Measurement Method of In-core Neutron and Gamma-ray Distributions with Scintillator
Optical Fibre Detector and Self-powered Detector (presented by T. Shikama, Tohoku
University).

Novel methods for in-core neutron and gamma-ray distribution, based on scintillator optical
fibre detector, were presented. There is currently an important use limitation to rather low
temperatures (~100°C). Considerations were also made on the prevailing mechanisms of
self-powered neutron detectors at moderate and at high temperatures, i.e. ~500°C.

Development of In-core Test Capabilities for Material Characterisation (presented by
C. Vitanza, OECD/NEA).

The development of irradiation and in-core measuring techniques at the OECD Halden
Reactor Project was described. The potentia applications to gas reactor investigations were
also presented.

Application of Work Function Measuring Technique to Monitoring/Characterisation of
Material Surfaces under Irradiation (presented by M. Yamawaki, the University of Tokyo,

Japan).
Development of innovative measuring systems such as the Kelvin probe system introduced

above should be further encouraged and promoted in order to expand the capability of testing
in HTGR. A new measuring system containing a Kelvin probe has been introduced which
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may be applicable to monitor/characterise the surface of solid materials under irradiation in
gas atmosphere. The results of measurements using such systems have been presented where
the microscopic change of the surface of nickel was closely monitored during ion irradiation
which could not have been obtained without applying this method.

Development of High-temperature Irradiation Techniques Utilising the Japan Materials
Testing Reactor (presented by T. Shikama, Tohoku University, Japan).

A review of the design features of high-temperature irradiation capsules for use in the IMTR
was provided. The good — and when feasible, independent — control of temperature and
neutron flux is akey characteristic of this design.

Recommendations with respect to Session |11

The development of irradiation devices for tests in the HTTR is encouraged. The I-I device
will be operational in the near future and atest plan for the long-term utilisation of this device
should be devel oped.

There has been progress in the investigations on fibre optics in reactor properties. One should
also concentrate on the application side, possibly beyond the use of fibre optics for dose or
diagnostic monitoring.

Some high-temperature investigations can be donein MTRs. The HTTR can develop synergies
with MTRs, but it should also seek areas where the capabilities and characteristics of the
HTTR can be utilised in a unique manner For instance, the large space and the high temperature
could offer unique opportunities and be used profitably.
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SESSION IV

Basic Studies on Behaviour of Irradiated Graphite/Carbon and Ceramic Materials Including
their Composites under both Operation and Storage Conditions

Chairs: B. McEnaney, A.J. Wickham

The session was comprised of eight oral presentations:

Investigation of High-temperature Reactor (HTR) Materials (presented by D. Buckthorpe,
NNC, United Kingdom).

A preliminary account of the HTR Materias Test Programme in the HTR-M and HTR-M1
EU programmes was presented in this paper.

Radially Keyed Graphite Moderator Cores: An Investigation into the Sability of Finite
Element Models (presented by S.E. Clift, University of Bath, United Kingdom).

Finite-element analysis of graphite moderator structures was presented. The need to develop
finite-element analyses of the mechanical behaviour of graphite cores in new HTRs was
shown.

Understanding of Mechanical Properties of Graphite on the Basis of Mesoscopic Microstructure
(presented by M. Ishihara, JAERI, Japan).

Mesoscopic modelling of mechanical properties was presented. The value of mesoscopic
analyses was recognised, and the need for further refinement of the models was demonstrated.

Advanced Graphite Oxidation Model (presented by R. Moormann, FZJ, Germany).
Graphite oxidation under accident conditions was presented. Modelling the kinetics of oxidation
of graphite after air ingress is well advanced, but further development is needed to improve

the semi-empirical elements of the present model.

Irradiation Creep in Graphite — A Review (presented by B.J. Marsden, the University of
Manchester, United Kingdom).

Irradiation creep of graphiteis discussed.

An Analysis of Irradiation Creep in Nuclear Graphites (presented by G.B. Neighbour,
University of Hull, United Kingdom).

Irradiation creep of graphite was shown. This paper and the previous paper highlighted the
very complex factors influencing irradiation creep of graphite, and both authors recommended
further MTR experiments related to the operating condition of HTR in order to address
significant uncertainties in the models.
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Planning for Disposal of Irradiated Graphite: Issues for the New Generation of HTRs
(presented by A.J. Wickham, Consultant, United Kingdom).

The entire life cycle of graphite components with respect to planning for decommissioning
was presented. The main emphasis of the paper on graphite-reactor decommissioning was the
need to plan at the design stage for the eventua disposal of the graphite (and other components)
at the outset, thereby potentially avoiding some of the mistakes of the past.

Satus of 1AEA International Database on Irradiated Graphite Properties with Respect to
HTR Engineering Issues (presented by B. McEnaney, University of Bath, United Kingdom).

The value of archived data, with particular reference to the IAEA International Database on
Irradiated Graphite Properties and its application in HTR engineering was presented. The value
of preserving knowledge of all forms by whatever means in order to facilitate improvements
in future reactor design and to assist in the specification and identification of the most
appropriate materials (e.g. graphite type) were principal topics.

Recommendationswith respect to Session |V

Further development is required in the methodology for finite-element analysis of complex
interacting structures, and this should be validated by carefully designed experiments. This will
then allow much greater confidence in using the methods to investigate more complex
assemblies.

Newly devel oped basic prediction models on the strength and Y oung’ s modulus of graphite in
view of microstructure are generaly important and are required to understand properties
regardless of material grades. These models should be expanded to the irradiation condition to
understand more general irradiation data and to make use of the irradiation database for new
HTR designs.

There is a clear need for further experimental data from carefully designed irradiation
experiments to resolve the multiple issues arising as a result of irradiation creep. This may
perhaps be included in a more general recommendation that efforts should be made to acquire
more general irradiation data on the materials which are the most likely candidate graphites
for new HTR designs.

Plans for decommissioning and disposal of the graphite and carbon-based components should
form part of the design stage for al new reactors. This factor isrelevant at al stages of design
development, including the specification of the graphite provided to the manufacturers, since
this may well have an important influence on the ease of handling of the components, their
method of disposal and their waste categorisation status, for al of which there are potential
economic savings.
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SESSION V

Basic Studieson HTGR Fuel Fabrication and Performance

Chairs: J. Kuijper, R. Moormann

The session was comprised of two oral presentations and one paper which was not presented
oraly:

e Evidence of Dramatic Fission Product Release from Irradiated Nuclear Ceramics (presented
by L. Thomé, CSNSM, France).

One lecture (collaboration of France and Poland) dealt with fission-product (Cs) transport in
ceramic matrices such as ZrO,. It was shown, through ion implantation and by Rutherford
backscattering, that Cs is very stable in ZrO, up to concentrations of about 1%. At higher
concentrations, diffusion rates increase substantially at temperatures of 650°C.

e Method of Reactor Tests of HTGR Fuel Elements at an Impulse Loading (presented by
A.S. Chernikov, Ministry of Russian Federation on Atomic Energy, France).

A second lecture from Russia concerns development and testing of a facility for the
investigation of the effect of impulse loading on HTR fuel elements in the IGR facility in
Kazakstan. Four spherical fuel elements and one graphite ball were exposed to a maximum
power excursion of 33.5 kW. The maximum temperature reached was about 2 000 K.
The elements containing 1 g of fuel were intact, whereas the elements containing 1.5 g of fuel
were damaged within under 35 s.

e Gas Reactor TRISO-coated Particle Fud Modelling Activities at the ldaho National
Engineering and Environmental Laboratory (D. Petti, INEEL, United States of America).

An abstract and a full paper were presented, but no presentation was made. This paper

discusses the INEEL ' s development of an integrated mechanistic fuel performance model for
TRISO-coated gas reactor particle fuel termed PARFUME (PARticle FUel ModEl).

Recommendations with respect to Session V
* Theresearch should also be extended to coatings and structural materias relevant to HTR.

» Extend the measurement to conditions more relevant to actual HTR concepts.
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RECOMMENDATIONS

In the latter half of the summary session, possible international activities in the field of basic
studies on high-temperature engineering were discussed within the framework of the OECD/NEA
Nuclear Science Committee (NSC). It was recommended to include topics relevant to fission-product
behaviour and safety issues of HTGR in next meeting, in addition to the topics discussed in this
meeting. The chairperson of the last session summarised the recommendations to be presented to the
NSC into the following five topics as possible international activities:

Basic studies on behaviour of irradiated graphite/carbon and ceramic materials including their
composites under both operation and storage conditions.

Development of in-core material characterisation and instrumentation methods.
Improvement in material properties through high-temperature irradiation.
Basic studieson HTGR fuel fabrication and performance including fission-product release.

Basic studies on safety issues of HTGR.

It was also recommended that a further information exchange meeting focused on the organisation
of the interactive collaboration activity with regard to the above topics be planned in 2003, tentatively
in Oarai, Japan.
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