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Reactioﬁ of Nuclear Graphites with water Vapor in Helium under Gamma nay
Irradiation

Hisashi IMAI, Kimio FUJII, Shinzo NOMURA, Takeshi KUROUAWA and Yasuichi SASAKI
Division of Nuclear Fuel Research, Tokai Research Establishment, JAERI

(Received October 9, 1980)

The reaction of four kinds of nuclear graphites with water vapor in
heliun were carried out under Co-60 gamma ray irradiation of 1.25 x 106
R/hr, at temperatures 30 - 243°C and at concentrations 0.6 - 2.3 volume
percent. .

Radiation induced reaction rate of the graphites were found to be
in the order of 1072 g/g.hr at the concentration 1,2 volume percent,
showing some differences between the graphites, There was no closed
relation between the reaction rate of the graphites and their specific
surface area, as well as their prosity. Impurity contained in the
graphite gave little effect on the radiation induced reaction rate,
although the impurity accelerated the thermal reaction rate. 7477 anc
7477TPT graphites, which have a similar structure in texture, showed the
same rate in magnitude.

A very low enérgy of activation for the reaction, about 1 Kecal/mol
was obtained in the study. The influence of water vapor concentration
on the reaction rate was scarcely observed in ‘the concentrations used in
this experiment. Contribution of the radiation induced reaction rate to

whole reaction rate at 1000°C was discussed.

Keywords : Nuclear Graphite, Reaction with water Vapor, Gamma Ray, dadiation
Induced Reaction, Reaction Rate, Activation Bnergy, Order of Reaction
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1. ¥ 2 » &

FE, BRVMBEIEROBEM L LTRAR T A TORBTHHEMINSILICNE>TET
WBe CORHBEMEE LTEANCEETHIBHNBEEY., ZOMOHHRICEZIIRAE
DEBLRBIZLREDHTEELFHREN>THH, TORRELTREREEHICOVT
HBEOMENED ONT X TAAHNEDRERRFFICBOTS, PLTEMAEINIS BB
BEVOBABBIOAKWRRTHILETIK, BEFFRAOBARETHCOLTHAEMNED LN
TD%JL&3)

BFREARICBI2RRMEHOBARB N A I MR GERBR, FACBITARLEABKOD
HBERIOHMMIIIENALNATVS. CORBCRERKEROSETU FREICIIBHR
BEY, BOBRERDICL 2 BENRAF R CERAMNCRERATIHA L, BAalEy 2AnHHER
OTFNE—ABRUTHERMAL L, REEELHME LDIBALENDS. RICARBRTRAEHN
REFFORIMANVILANCEETIBAREV R, BAUVIBEMTEAT IR DK
BERLHE NS LRT S ErmenTuE s D ETRATRIA LR F R ICRRT
ZBENEELTHEBL, FROBANIGEBELAERTI2DITHE0, B2OBREMILIC
Mz LT o FRORANEEELRES 5 C AT 5. BAkA 2 OBERRTFFAD
BHMUBHBICL STEREENIN, UrTEH /v —BLS5OEDONBRIAVF—-D8 0
BULEEDECEDMBNT VDS EOBEN 5 b H Y~ —HBH T OB ARG EE IR
BEE D —o Lo TOBMN, ~Y o adkBRICL5BARISORE R E DD THE

ABRERFHT Ve —BRBRHTONI VL KEK LR FFARBMEOBERIGICEYT S
KBRFETCH 5. sBHOBRPHB IO VT, BARGBRAR%Z125%x10°R/ " hr OH v~
—HBRHNTCEB L. RIGEEII30~243C, kKEXKBEIL06~23 5K/ s—€ v}

THbo
2. £ B

21 # H

211 R

ERICHER L-EMMBIE7 7 XD Le Carbone Lorraine #tiC X > THE I hic BN
SHEHMNT 477, RUZOEHEREOT7T47T7TPT. HEORNEFEMBIG 11,
2L T4 XY XDAnglo Great Lakes #HBESHHEHMNOSMLI —24THb. ChHR
M 7o v sp6, — N1 ~2BEIOUKEKERORBRBNE FHEL 2 ~1to REAIN TR
BHROMEREICLI-THERRR L, ASP 120 CT—BEER LK. W100g%2A
EHFZAODFPLBIERTCALIZ (Fig. 1 ). REBMBORHIEE, EEE . KEAFL
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BERNRTCAEE,. BETERABERUEGBXRIE A2 Table 1 ICR L7e TS THEBUIFERE
Kﬁof7ﬂ/—w%ﬁmbtwibt?%tBETfﬁEM—77CK£U5ijyﬁz
ORERMLOKDIZ0

212 REHZR

RIEHZATHBE~NY 9 athkERIR, —ERBCRILNLEBKDICANY YL ENT Y v
XHBERL->THNLI, SATHEABOKEI I KBRL BT 2 HETEBIZo ~) ¥
LPADKRTBEIROBRICLTED . THRO6F1 VBREME~NY Y2 2ERFZELRAL
Wk (15mb/min) THLTKERZEAML., Z2OKEZEEMg ( Cl0) KBRIN X €TO
IOBL, BRLE~NY Y LBLGHE L. COERTHALLBARGEBOEAMOR
BLKEIBELOBGEA Fig., 2ICR Lo 188, Shaw OBRFICLII2BERME S R IC
KWL, BERECIARBIVAVEEZR L. ERCIEREICI>TROKESSE
AL, Shaw RAH I BBEOE=2 - LTOAHEH L1,

2.2 ERER

BAERLABRRIRGEEBR —X2Co—60 BHEBICRBL, REFXAEZHRLENLITNHE -1
M, LAV 72T TF20RBRE TV I NVICERMBERBARABALTREBHE T 2 HE S
ﬁﬁﬁ Lo

221 REHE

RIEHBORZRKR % Fig, 3R L. 2BBR/M AL, RAEHD, mES, REAER
FRUEHFABEHEBLOBREN, ChCHT AR OIHDH R I0= bS5 T NHRES 5.
ZEBRARBCA VY IR FAE, BEIHNEIRATFVVRADTIVF YT AEBICL>THEESQ
T3, COPA2BR—IEORBN AMNHN, REWCKBLA2EA LCBREER» 6 KEHIC
BEtxhd. REAZDOTREBIBFICRI L fodt, REFVZAIFLEOMEL ENOST
~EBTAMIETHREN, FLBOEBILORKGEHEBICHKAT S ( Fig. 18R ). Fig. 3
OEMOMBICHINLLBIVNBHBYr —7 T, dRBFOBLOPLICABTI2MEVWERD
bDMNCo—60 Y7 —RETHD. Fig, e OEHICRLILRICBH Y -7 ICERBERAD
BRAF DL ERFLAL, BRFORMERI Y —TADLSTNE>7 (Fig., 5)e COHORSH
F—7ROERICIBIER (BK) OMBMEBEY -7 VMLFC-I428RAL, 31-BKFO
KEBEBILRRATFVVRTZULvF VY IVELRA O . FALLEIFREAZET (K)HORAR
REAMAEBTCREWNBRITAVUAN « 70t VREBHATITE 7. BB, FRAHEROWBICT
RKEER (KB)OMFC - INERMRBHLEFERA L. ¥R 707 7 7 7I3WEABIER (&)
OPHIDRUF IDHMOGBORT, FIDMIIXCORKCO; 24HT 5 1nIcNi M
WMHFLEROMI e COFRI o= b/ 7 70BN RN TEIRETRIZHIDTO.5
vpm,FIDTiZ0.05 vpm THh >
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222 BEAFIRAT YV EEREMAE
BNBEATORBICER LT AT Y7 VOBH% Fig, 6 iICRULIce TV VOEE
BArRI AV 9 AT FTRAT, ZOMBE, A2 -V o0 9 JRUEBBANVTI D ERZ0 T VT
NVTHORKRWVBACRBMABELRTALLER, TV vy —Fe—F —a% %o C, HZE
BHELBENOM3 00CT—EBEMAL, ARMORTRUBMETL 1t BHE 212 TR
NICHETCHBULRET 22 L 2K8ETCHAL. COT Y7 V%3Co—60 #H Y= —8
T—ERBRE LR, TYIVADHZET VY 7VORELORD EICRBAH LTV IMES
ROTAFY -V HLERBETHKERD, ERF R AT R 702+ 75 7 THI Lico TDE
BRITER DA TITE >t

223 Co—-60 #Hv~—RE

RHCRBARFEFORER - KEHEHR - BFFLFEZED45KCi Co—60 #v=—#
BEER Lico BBEREREML 4an, B34 0an OXF YLV ABOAGARICEBMINT
W5, COTHTHA-OLRHBEBROLTHFASHIE, ZBOFH8m »525cm 3T
REYE—THE. BB, FY - ROZMBRBRIBBEOFTEREZTHIBKIMENEET

. 8)
RELIEEER Lic.

23 RRERICKZEROME

BMAMIEARIGICKEILL, 107 torr OEZd, 1000 CTH4BMMAL, R
BICBRELTOEH R 2B E L. RIBERIIZ T, ERHTCHERBICEH SRR
FICREH R ABAL, 15mb/min DRBTCHRAERULENOMTL 372525 LTHER
HTOEHLER Lice RICH VY —BBEEAFTEOEFHFRB LTRELZHEL ., ERAFRE
AERMOIEAFT L. BARGHEBEIRRZ2AUCRBERVOBE L T AOKBE» GHE TXK
Hlo

3.8 R & £ K

31 REEE

3.1 Tr7AuoRE
ERTRHELILT4TTIRBHBOT VY 7VANY 9LMEC0: &, ZOHN2 058D
COoOmmiiansce Ty 7VHDOKESRELZL2BER/ — %Y FTH50 Hr DERGEZ
LRI, HR Iz b 75 70RBBALUTORBE TH »7ce CHOFTZODFEM»SHE
TRDIT47TTRAMBOERBREARHERBOBEKE LTFig, TRRLEL. E&B% L
REABRBRERELRL, CORRIPOHBINIBNEBOYUNER - BN O ORIGHE L
LOXx107% g/g hrtdd), BRORBEBLERALLERTBLIRAEEEONAETH

_3 —
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510 THOMFEICOWVTE, HEHOEREZAEOBRENZADORELENATLT, BE LR
MHY T —ROBBICE ~TREL, 7Y 7VHDCO: PCOREEBDfosd, kXAl
Lot b ERGND . BAMBEN v —BERHT AL REN R ORENBETOES
CEMEREANTOA S s THA L RMERRET Y7L OHE EOME NS 3 0 0°CTH
B AMEEER LT AN, KEEBEEALAERTIE1 00 0CTRGHOMMLEL
T7->TWW3oe

312 RIG%E

FREMICLIINGEL BT, BRABCIIFTERDOAZLOHBICRH T S/0DIC3 0~
243t?¥%btoM%ﬁﬁﬁﬁmuﬁﬁmigéQUHwﬁmﬁﬁamé?t%®ﬁﬁﬁ
BTHEBICBTARNBEELZRA1DICETTTHS0

BROEBE FTCHREBA2AZBALTLE3NY 740 IKPLREBDOCO, BREBEINIH,
B4 BBts 3 5 LRAKBICCO, NEML, $72C02; P20BBEOCOMNHLIAERL, R
HABLETALHTRALELBHMORBICE »fco TV VRHEDBEEKR, TSTHH, O
ERMEZONSEMN, ¥R7a2 b 537 TRIETEELofce THITH, OFHICERT S
HIDAZAZu~< 757 OREMFIDIVMN—KE b EELLNE. SRBHBOR
GERE30TC, KESBE L2AK/c—+ Y P, 1.25%x10° R/hr TOBARKBEH %
Fig. 8~11KR Lo TX>THARGHEEIICO: RUCORBONHE LV AMEN S
KAWL ->TEHE L.
72C 1 1

X X
10 224 x10"* w

R(g/g hr)=

ISTRUERBGHEE., C3CO: OHMAKELCORBEOAETHAIIR vpm, T W R
ANOLER (g ) THb.
BERTRHABEBEABHBLERNG CEEEMAINSGG (-CHETH, BUER - &
YO DERBRPTR UL, CHIRE - SHOBHBRLERETCRIEBICEBETSIVNZAELZIE
BicEDSENEETHE L, RUBHNER - KELYODOEBRITORROANM, BE
R EWIBNICARTEEEZILMOTHS,
LTMOFHONLERELBR S, ROCEMIIEIS OBMUEE Lich, ChZBHEL>TUBR
BTAh b LANVBRETNZOEBA T3P LILVEZEZIILMOTHS. 1B UMK
NEZHOBMEEBIEHNTIRNEEBEOPT, RLBEVVELAZOMHNOREEE L LTR
AL

ReZE#Ho—#ol» 5 b 3L 3CRERE30C, KRABE L2EFR/ *—€ v ., ¥
ve— @B BE1L25%x10° R/ hr TORBEBEREDHT/I&L, 23~37x107°
g/g hr THIBICLIHMEMNLON. A—HRCODVTORBEBOIHKIITA4TTPT
DBE, 23~26x10%g/ghr TERFVZABEEMNEL ., BENRBVOIPTOERE
LTHEH—BEMNRM >0

COERTHR. SHBORGEE L WEZABRRUCIAR L OMIC, HiCHEdLRMI L

_4_.
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MTEUEM o1 AZESMI -2 4 BMHBORETEHIZL30’ g TT4TTPTOD
0.39m’/gD33METHEM, REEERLABICAEL O T2, COZRTHEAI NI
REOEMBOIAERIEI21~23FB N — VB3RS LV, KEEERIES L6 E0HA
ERLULTEY, ZOMICHABERARM T LB TE b > ABRLZRIRBEOCH, 42
CCO: LOBHBLFERBTCHLBREINTEY, BRMHORBOIT005~2 umD%
ABEROS DREHEE I CEE LS EMBESATOS D —% ., % IR CHOL L~ SR
E%2bD27477L747TTPTHRFig. BLOKERLAEBCABEORHBRELR G EE 4
AU TATTPTRT4TT4A4#EHEBALIEMET, BEOBSKHRISHRIBEZHB L
TEOLHDTRCHEUL TS, L LIOAERHYBOHEDLDICHRICIIREEE R X
ECHARAL, 1000CORKBEBIRTA4TTIOFRMNTATIPTIDHEELASI L 25
THEBONTHRIBRERFTEREN DY S %%iﬁoﬁﬂt%yu IbDICEBELLEVWE
BRTHEILAERLTED, BROMBBECDARETLILDTHAEARLTVE. &
MR ORI EEA$ LT Table 2 IR Lo

3.2 REEEOREEFH

REEEOREREHRZT 4T TPTENMHNALFERAL. RIBEE30~243C, k&S
BEL2AEBE -2V}, FUv>—BBELKL25X10°R/hrFCHELr. BNk
Ro7v =9 ZAREA2 Fig. 1 2RT. RIBOFEHIT 2 vF¥— 138 1 Kcal/mol Tdh -
oo COMRBBEEBIIRZ NARGOFERLT X VF -8 7Kcal /mol KT 3 LS
KIESIBWEWETH 2. CHIEIBMHBIANVF -ZBRIN LT ZINEDDTHEOT RV F —
REZEL7:D, REBBEOBANEHRILLAT RO AV —REBICAOEELE 2LV
DHEERMEIN S0 1 Kecal/mol EWVIE BIDOTLCRIBREOIHTHEL LN LEEZ LN
%

3.3 RIEEEOKEIREXKTH

R EEDOKASBERERH S TATTIPTEAMBAEALTAE L. REREIZ 30
T, HERII1L25x10° R/hr, ~V 7P BEIZ06~23AH  —+YTh5bo
BONIKERELFig. 13ILRLI. ERAZRTABEHICEIIREEBIIBENELLLT
QEREALEMRET, RIEORMELTOL6DEMNRBONT. C OEITERHBELHE DR
HEHRBABORIIEORE, 0.5 L0 LHKT B LEAS/NE ., BRERICL > TERAL
ENEHTAREN., ERKEAIBERBATELALEMMLTVEVIEEATRTHDOTHS0 2
CRIUBRIERERNA Y4 v v —T2ERLICO; DEREBIMTIBE ORI EMNBE X

1)
hTW3,
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4. BEBFERIEOFS

BROBHB T CETTARNGONEEERRICIIRGER ICHHBRICIIFLERN L O&E
BAMADC LI TBACENTEES AL, 7477 PTREBHNORIGEEL000
CT. 0.6 5ABE*— Y POKERICLIRIGEEIZL0x10"2 g/ghr BETH 5.
CThERSYELVOEAR — &Y FOKKKBAETEONICL25%x10° R/ hr #HV~=
B TORHBIERIEEEIZI25%x107° g/ghrTHhH, £i21 00 0CORKIEEE
D10™ % ELTFTTHB0 LEN>THERORBEZFHTRBEMNBRFTER D EE 32 KILEE
M OEBEEEZE LRI V. EBEORFFOFLRECEIAN V- BRBRERILEREH
KD ZHBEAE . Liho>THEBICE » THEE SN 556 #E &MY 540 2% 07 L<
ERL-TH1000COLEREBICHTINHREFERDLOFEESII1I0ELUTEELSN
B0 LItD-»THRFFRAOKEKCIABAGIE, dE FRHEICL 2 BHBMB O GHE B M
oA EREZIL, BHESBHRMBORRKEBEECEE THITR V.

5. & #

URERNBRBICL > TROLIBBENASHILE o1,

1) EFFAERMB 7477, 7477PT. IG-11RUSMI—240BHARERL
EHEBIIERICL - TR, 30C, NV v rthKESAFEL2AE S — VL,
1.25x10° R/hr ORBEFT23~37x10"° g/g hr OBBEALH -7

2) BERFERCEE LEMMBOLEZRRE, RARRUESEAHYE L OMICHAERI
BHINABV. L LENOMBBEAREHST4 7774 7TTPTRREEE GFAEBE
DEARL, BEHBBEAREENENROMRBBE LBAENDLI LER LK.

(3) BMHARFEREEEOREKE®HIIEZDOHTNEL ., 30~243COoMTOEHKLT
ANF—1EI# 1 Kcal/ mol Thotlto ThiZ3FEHRLEIN LT RO R NVF-BEMNED
HTEWCEERTHIDTH S0

4 ~) U LAHKESBEOE~233F — VY MBI IARHNBERRLEAEOABIK
BHIEXDbHTAE, REDKRKELTOL 6MBb6NT. ChKESME ST L
THEYRILENB T ABABENBEALERMLEIVIELERTEOTH S0
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AEBRD, RBOET B 2 Lt AEBEE X, 6885428 DO T LR T %R
T —BECEBR LT T, 70, RERICBALAB I T T ULEFFRLESR - ik
LEREZORILEMK, KARBRICECHLR LETET,

z2 % X M
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Table 1 Characteristics of graphites used for
study under gamma ray irradiation
Apparent Butanol Tap Density| Specific Ash
i ) i in Reaction
Graphite|Density Density be Surface Area
(g/cm (g/o (g/cx ) (et /g) (ppm)
7477PT 1.74 2155 097 039 5
7477 1.75 2149 0.99 0.38 1000
IG—11 1.78 2177 1.00 0.89 40
SM1—24 1.76 2219 099 1.30 200
Table 2 Rate of reaction of graphite with water
vapor under gamma ray irradiation
Reaction rate [(107° g/g<hr)
Brand Temperature Temperature Temperature
‘ 30°C 132°C 2437C
747T7TPT 23.25., 26 30 4.6
7477 2.6 - -
IG—11 3.7 — -
SM1—-24 34 - -
Remarks Dose rate ;: .25 x10% R/hr
Concentration of water vapor : 1.2 0 vol. %
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Fig.1 Reaction tube used in this experiment

3.0k He 5 15ml/min
2.5F
2 20K
o
© by SHAW Hygrometer
5 15F
<
()
8]
5 1.0F
(@
0.5}
| . | ) |
0 10 20
Temp.(°C)

Fig.2 MRelationship between concentration of
water vapor and temperature of thermostat
—9—
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ig. 6

Temp. : 30°C
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Fig. 10 Reaction of IG-11 graphite with water vapor of 12V%% in
helium at 30C under irradiation of 1.25x10° R/ hr
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