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Study of Prediction of Fission Product Behaviors in Severe Accident
-Scoping experiment and basic findings of Cs, Ba and Sr-

Michio YAMAWAKI*, Jintao HUANG*, Masahisa TONEGAWA*, Futaba ONO*,
Masaru YASUMOTO*, Kenji YAMAGUCHI* and Jun SUGIMOTO

Department of Reactor Safety Research
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Japan Atomic Energy Research Institute

Tokai-mura, Naka-gun, Ibaraki-ken

(Received January 5, 1998)

Fission product release experiment (VEGA: Verification Experiments for fission product
Gas/Aerosol release) has been started at JAERI, aiming at accurate source term evaluation
during severe accident. Behaviors of fission products released from fuels largely differ with
species due to different vapor pressures, which depend on the chemical forms. In response with
VEGA, a complementary and basic experiment has been initiated in order to clarify the fission
product behaviors up to FP collection chamber by estimating with high accuracy the chemical
forms and vapor pressure of released fission products under high temperature environment, and
to develop analytical models to evaluate the fission product behaviors in reactor situations.

In the present study, as a first step a scoping experiment has been conducted for the
estimation of chemical forms and vapor pressure of fission products under high temperature
conditions, by introducing oxide compounds of Cs, Ba, and Sr into Knudsen cell. Basic
findings have been obtained for Cs, Ba, and Sr, which are important species for the source term

evaluation.

Keywords: Severe Accident, Fission Product, Gas/Aerosol, Source Term, Chemical Form,
Vapor Pressure, Irradiated Fuels, VEGA
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IHEV AH(298)iX
DH °(298) = DG°(T) - T- Dfef(T) (2.37)
THYR(Q2.28) &V
DH°(298) = T{-RInK - Dfef(T)} (2. 38)

LB, L, fef(MX ] ANAFT— 4R EDBNFET—FEZHVD,
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3. BRBHREFP LU TV OBREBIEVOEREEBHONE

3. 1 Uiz

U7 VBt A RBHEBRESE TV O, KEDESRERY (FP) BAERT S
TERBAMLENTVWS, £NL6DHTH I, Te, Cs, Sr, Ru BXV Ba 1E, #
HEUETAMBRIZBALLITSKAETHDL7DIT Xe, Kr LRLATHRDEEHRS
hTns,

RFFEFOCOERRERRFICBIT I OOMBEOKHEET, AROEFEEE
RERGE. FEICEETHD, —H. b FP EBLHBE L OMICEZED
&R ERIND, 2N OLEVDOIFEHITENRIL, BREORCER, Xy
Y7, 7= MRBIUFP OERME, MENMECEL TREREEL 5 X
5, < DO FP LA ONTLRINLHESI N TS, Bal0, 38 X O SrU0, ®
AREBMHECET OIHEIID L, IHIZCs,U0,DARFHICBAL TYH, +okmi#E
RO T Rpof, LBLARBL, ThLDRNFHT— XX, EFERBIOC
EHEEHERFICBITAOFLANDEEFP OLERRBOMITIZEE TH 5,

COMETIE, MIBETO X—2  ARERSFIEIZX T, Balo; . SrU0,
B CsU0, DARFMELTZ, BAKSF (LBR) BT 3FHRRLE TRT
BEOWIToT ATV Na=gsE H0 ORIGIZE > TKBPERKRIND
ZENL, HOBHDHIWEH REIZBITIAINODORREENZEL THRELE, [
BRORBRIL, FIEY RF (HIGR ) OZLMFTODIZ, BHRBIZBVTHITo
7o BESHE LU TG-DTA/DSC BT D fE R M5 Balo, & SrU0, DEEREA KT o
ENE—%RDZ, X T XHA4 NERUEEY (Ba, Sr) (U, Th, Mo, Zr, Ti, Ce, Te)O0,
DENFHT—F 22N L DEEDREEICE D TFEME L 7=,

3. 2 HE®BRFIFIE

3. 2. 1 HREH=E
2TORENT., B AEREBERKXESHE (NFD) o h 28 TERLE, RE
DEBIIU TR TAERKSICE SN TIThbi T,
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BaC0,(s) /SrC0,(s) + UO,;(s) — BalO0,(s)/SrU0,(s) + CO,(g),
(1053K, 24h in air)
(3.1)
Bali0,(s) /SrU0,(s) + H,(s) — BalUO0,(s)/SrU0,(s) + H,0(g)
(1673K, 8h in H,)
(3.2)

BLW

Cs,C0;(s) + UO;(s) — Cs,U0,(s) + CO,(g).
(1200 K, 24h in air ) (3.3)
FiPE7R BalO, DAERIEL, X BREIFTICE Y R L7, 7. k7 SrU0y &4/ 3
BT L NHEEL Do 7272 SrU0,+23wt%U0, IRAM & Wiz,
2TORE O X BB Z— 1k, JCPDS/ASTM Iz RENTWAEF—X LR —
L7,

3. 2. 2 HEHW

Z OB TiE, Nuclide #F + 12-90-HT B> SREESHTE (90° RAKS EE
B #HWE, RETOMETHRILM DAY 7 4 A2FTEIX—k L& E
AL, 7X—kL LI, BRIZL>TEHEHDIWI, 77774 MEHWIZ,
BEMEX, 7 X - VERBCBEEINZAS— A Yy AREGEERL
e, EESBRAB L LT, BEFRTIHI LI TREGELREZRELE, B
DFOOERIERERMAREREOBERMEZ Y R 72012 400~T700°C T 24
MEZHTBNBLE, FRALEISOXATDI X—E2 2LV OBKBREZR 3.1

2R,

3. 3 EBRERLIEZE

3. 3. 1 Bal0,& SrU0,»EFE#S %

DT X—E L BREERSWIIEZE Y., Balo, & SrU0, DR EENZ OV TE
BR L 7=, Bal0, & SrU0, O ERARBOAREDNHFEDHERELBDOEBDIZONT
RE L 7=,
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EHMEISIIBOBORD LY IZmEh D,

Ball0,(s) <« Ba0O(g) + U0,(s), (3. 4)
Ba0(g) « Ba(g) + 0.50,(g); (3.5)
SrU0,(s) © Sr(g) + 0.50,(g) + U0,(s), (3.6)
Sr(g) + 0.50,(g) < Sr0(g). (3.7)

Bal0, & SrU0, D= # L —INE A (H(T)-H(298.15)) & ¥ 7T AT R )LF
— B gef (T) DV O OHEMMNSE BB L OB ZEAREBIZEY, Zn
LOARERET I VE—FFHE L, #RE R LI,

# 1 Bal0,B X O SrU0, DEHEAK T ¥ L E —

Standard enthalpies [By the second law| By the third law
of formation treatment treatment (kJ/mol)
(kJ/mol)
AH°(298.15) of BalO, -1681.8 + 20.8 ~1742.5 £ 16.5
AH° (298. 15) of SrU0, -1785 £ 60 -1698.6 £ 21.9

BESNERE., XBEFIZLVRELZBTEROERZL > TEDOBDOOR
BLOALE R, Bal0s o, 70 6 Bal0y , 1, SrU0, 235 SrU0; (2B 52 LG o
7o B ERHILERIZ L » THE Tz Bal0, , (37724 Bal0,,, 12X % x=0.12) X,
FOEHARTELNELY L, BREEEbN D, Thid, TEE Williams
LDRER (x=0.06 & 0.20) NPODOMEHEL L —HTDIILENEHALNTH D,
ZHET, SrU0, (WZTBFE A ORERIT. BVWBEESHEEIZE T D Srl0,, (x =0
~1) LTRSS 2RRTEICHE—DEEMDOT—F ThH D,

3. 3. 2 uFRiIAMRLEHDOERT F N E—iFfil
EBREERICE ST, 19834 Morss IC & » THEEINEZ L DT M A F 2 DH£
R EEFEDSITTRu s 24 F{kE % BaM0, & StMO, (M=U, Th, Mo, Zr, Ti, Ce,
Te) DOFEHEARET ¥ L —AH(298.15) % FEE LT,
HFF M D LY KX B EE BaMoO, & BaPr0,ioxt 4 5 FRIX, AH°(BaM0,) &
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AH°(Ba0) + AH°MO,) FIDEIXLV /IS hotz, TOBEFRDOUBIZE > T, W<
DOMNOD SIMO LA DO RKMOBMNE 3.3 I RT L IICHERLFEMTE /-,

3. 3. 3 Bal0,& SrU0,OEE~DORHRLE
A 779774 FRIEOHR

BETHIAGM I/ X— L EMCBT 2RREEH LB T LI LIk -T 7
T77A4 FEABD Balg) DFEZAEENMIBITS Ba 25D E2RKEOSED
MEVLPIHTELSRBIEBHOENI RS, V7774 bEATOD Bal(g) O
AJEZ, HDEVICES THRIBTE R o,

SrU0; iZxt L TH A& E/MIZH T Sr(g) OARED EAPER I NI E D,
Ball0, DEF DAL~ D &, ZOBWMBIINAS K 2 FEREEBL R-122TTH
ok, Sr0(g) DARIJEFEEORHBRALUTICEA T2 LighoT,

SrU0,+U0, BEM LT DL VT 774 MEAMZRIT ZRIDDRITIE 3. 4 1R
TEOZ, Bal,DEAREDBE IV HBRENVLDTH 72,

(B) AFRFHRA TCOARRERKNE

D(g) M X—BLENMIBAIND L, FEIABRBOFE. 77205, Bal(g)
Ball0, > 5 D Ba0(g) & SrU0; 725 @ Sr(g) 1XWA T 5%, Ba(g) & Sr0(g) DEN,
K 3.5 RTEIIC, RVIZHIELS T, REAFTRETH - -,

Cordfunke {Z X » THZ b TW AR A L3 MIZT X, Bal0y & 5 Vi SrUo,
. HEFICBEBEBRERT Vv VOFGETTCORFETE S, Zbit. EES
PrEt TORERE TIX, AREALRTHoTHOAREETH D, TN, T bk,
&t A THER, SBEEEHILAWD Balo, , & SrU0, ~& E{t S, A
2. KFEiZ. Bal0, & B\ id SrU0, DB EHHIFHZ L3 T& 72, £ZT, T b
2 DDORAEL Ballo, & SrlU0, Tik, 7 X—ErvAIZD, (g) 2 EATHITE. BESHE
WZHREBLEEZ WSSz, ERIC, v B.2) rRLiEdiz, Th
LORETIE, KEFEZHAWELBIZLIY UCHL U ~BoEnEl b bEY
Thd, KEFHKP COERATBOAIENRD T 52 LMl &
5, {LFEEH Bal0;, & SrU0, X, 26 DBILFEERMLA W Ball,,, & SrU0;,,,
WHSRTEVEVWEARELDDEEXD,
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(C) KEKFHI TORIERME

D,0(g) M, IV 7 X—k L BMIZEAIND &, SrU0,+U0, 725 D Sr(g) &
Sr0(g) MYEDH. Bal, 7»5H D Bal(g) & Ba(g) OAELRLULDIZ, B&EN
FOSEIZHBE LT, WO T5Z LARENTE, B3.6 ICRT & D IZERBRFEIIR
XL B AEMNLEAINETZILD,(g) HDWiE D,0(g) Tdh-o7=hD,(g)
DAEE, D0(g) OHELVFEICHEM -, D0(g) REIZRKITIREAAF—
X, D,(g) BETOERR Y- ERAILIIZRZETFRESETNEL, B -
ERISEELS BER o7, D0(p) BETCHESIRE L&D X REFHERIZED
WC. SrUQ, 4op & STUO, D 2 DDRED AR SrU0, B O FBER IR Sk,
Fhnit., D,0(g) BEEIZR TS SrU0, 23, Kt (3.8) THRENDLIIZ. £V FA
VWEBESEROLDIZBILEINZDTH D, Bald, ® Ballly,, ~DEEALDOHE S F
7=, R TH o7z,

SrU0,(s) + 0.579D,0(g) <« SrU0; 5;4(s) + 0.579D,(g) (3.8)

REEABHEONT v 2%, BRAKEG L. EERIEOFEDORD DD
EHEE LTz,

3. 3.4 BYyUvAUITx—-MOAERKELTHIDR

EIR T O Cs,U0, DARREM X, FEERIZIX. ML TWARY, £ T, 600°C 2>
B 1100°C DR EEFIPE T Cs,U0, DEFEIZOWT, D, HDWIL D0 DEHEAZINDS
BLEANRVEBALTHELE, SO EAKESEOREKRFET, K3 7127
2y hL7%, Cs,U0, &0 FTELRRKMEIL, Cs(g) ZiFTholk, Cs0(g) &
Cs0(g) DHYEIX, Cs(g) DHEL VK SHENoT=, FX—BEMID () &
BVED0(R) DELLNNEAINS L FERAKMIL Cs(g) ,Cs0D(g) , D0(g)
Lhot, U0,(g) & D,(g) MIEFITI otz b, WTRZ, Cs(g) DENM,
D,/D,0 ZEALARWBAIZL T, D) HHVED0(@) OPVTRILBEAIN
FARUTERT A LT, AT RETHD, D,(g) HDWVIT DO(REIZET
LEERT Yy VO EBIZ. D,/D0 ZEALRWEATOMERT ¥V
L0 HIE, L, Cs(g) ED EFICEKRT D, D,/D,0(e) EAKMTOD Cs(g) I
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DOERIZ. MWW R&hot, Zhik, BHZRICK VAR LEEY YA LR
DIYETTIZ Ty MR F T EONLRRTAMEEIFEVW EEZHTEIED
LDOTH D,

1. ETHHITBal0, & Srl0, DEAEMELHRS X— v AREEESIFZH
WTHIER L, ZOERTESIL-, Bal0, & SrU0, ® A47°(298.15) DAL,
Ball0y,, & Srl0,,, @ AH(298.15) B —%K L7,

Ra 7S AHA NRERLEH OB EREICE-SE, BaM0, & SrMO, (M=U, Th,
Mo, Zr, Ti, Ce, Te) M{LAMIZONTH AH°(298. 15) Dl % FFH L 7=,

2. BFEOSETTIZUFy MRAEFRIT 572012, Bal0,, SrU0; & Cs,U0,
DHEFRIZONTD YT 774 MEHKRBRIZ, KFE, KRIKOFHRIHRICO
W, BFFEL 7,

D,/D,0 BREAR TIX Cs(g) EIX LR L. Balg), Sr(g) DHEIF, & THEST
BTNyt FRIE. ESRERDO Cs (L, LBR FlHFICIL, Ba & Sr
DB EY bEERTHEENI DI 2L

—F5. V5774 NEBRTIE, Bal0, DAERBEIIRELEELIZITHI LNHRE

.Ba(g) EIX. AL hD Balg) ENHE LV b K 4MrmIoT, —F, SrUl,
ORFIZEL T, 20X RBVEEBIIR GNP,
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4. BbYHiZ

AMREREUTIZE ED D,

. GREBROWHICLIEHREEF P - U7 VREEES (o7 Xh 4 ML
G¥) DERFEHEHEOERMNFIMSELELL 2, FCFEKHEY Y, X—&
T ADOHEEZITH, KFE, KEAKEORGHET A ZEEELVRIZEAT DI L
kY., EEIEBAHO N O RIEH AR CTORREFELFM T 5 FiEOM

SNEITH T,

2. BRKHHASBEESNAICLIMBHREF P -U 7 v EERIELHOKRHE
~OAF, KEKFEHIHRIZOWTREL, MEMSROMBIT LT, Th
5DOFRMEA T CHEABKNEDEOAIEIE L AR I L EEIEL =,

AloBEL LTI, UFOEARH 5,

SETTIUF Y NEICBREN LR ESNAF POBEIZEE & b R < BT
ABEREEZLNAFPOERE, LV EBRICEVWEG CTHEATIZHDIC, &6
B OKRBR ATV, REEREZEMTILEND D,

. BESEHENEESITHZ2IOICHKBL, EKE—-TAOEALNMTRRNP
D, BAEHA (H,+0,, CO,+H,, —) OIZX—E EAL~DHEA
NAREICR D L 21T 5,

9. FIRMAEESHEEALHVAZLIZEY, Cs, Ba, Sttu7 L 0O%8&

S H DEE~DELSVWERIDREMHL., KEHR. KEKPHROIE)
ERTF Uy AMIRELBLHLNIIT D,
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R #H|v =« — | Wb | Vs 1 A=0.1nm=10"""m —HBENTOLAHAE OB ROTE
woR &8 R7 7 }T{ xbxz 1 b=100 fm?=10"%* m* CTREBLI,
4 v ?7 vy g; ~ / ) ! b | bar=0.1 MPa=10°Pa 3. barid, JISTRHKEDOEHAREHTIH
vy 2R v 2B C 1 Gal=1cm/s?=10-2m/s? BIRBOR2DH 7 ) —icHFah T
.5 ®Flw — A ¥ Im cd-sr 3
i v 2 Im/m? 1Ci=3.7x10'°Bq °
" L3k x | Im/m " . 4. ECRMEHLIESTH bar, barnbk
" o |~ 2 v ol Bqg| & 1 R=2.58x10"*C/kg R o
) ~ ez U MEOCHL | mmHg #&2DHF T
m W B ®|s v 4| Gy | Jike Irad=1cGy=10"Gy —RARTOE
H# B 4 ®B|y-~<nat| Sy J/kg lrem=1cSv=10*Sv °
" =} P
711 N(=10°dyn) kgf 1bf £ | MPa(=10 bar) kgf/cm?® atm mmHg(Torr)| Ibf/in®(psi)
1 0.101972 0.224809 1 10.1972 9.86923 7.50062 x 10° 145.038
9.80665 1 2.20462 #1| 0.0980665 1 0.967841 735.559 14.2233
4.44822 0.453592 1 0.101325 1.03323 1 760 14.6959
¥ B 1Pa.s(N.s/m*)=10P(#7 %) (g/(cms)) 1.33322 x 107* | 1.35951 x 107* | 1.31579 x 103 1 1.93368 x 1072
BHE 1m¥/s=10'St(Z b — 7 2) (cm¥s) 6.89476 x 107" | 7.03070 x 107? | 6.80460 x 10" 51.7149 1
; J(=10"erg) kgfem kW= h cal GtE#:) Btu ft « Ibf eV 1 cal =4.18605 J (it&#)
1{ 1 0.101972 | 277778 x 1077 |  0.238889 | 9.47813x 107 0.737562 | 6.24150 x 10'® =4.184J (ML)
] 9.80665 1 2.72407 x107° | 2.34270 9.20487 x 1072 7.23301 6.12082x 10" =4.18554J (15°C)
% 3.6 x 10° 3.67098 x 10° 1 8.59999 x 10° 3412.13 2.65522 x 10° | 2.24694 x 102 =4.1868 J (MR TEK)
. 4.18605 0.426858 | 1.16279 x 10°¢ 1 3.96759 x 10° 3.08747 261272x 10" (fgig | PS (ILEH)
B 1055.06 107.586 2.93072x107* | 252.042 1 778.172 6.58515 x 107! =175 kef-m/s
1.35582 0.138255 | 3.76616 x 1077 |  0.323890 | 1.28506 x 10~ 1 846233 x 10'® = 735499 W
1.60218 x 10" | 1.63377 x 10| 4.45050 x 1072°| 3.82743 x 10" | 1.51857 x 10-7%| 1.18171 x 10™** 1
bivd Bq Ci % Gy rad ;2] C/kg R £ Sv rem
5t - i 5 it
1 2.70270 x 10711 15 1 100 I 1 3876 % 1 100
it & & &
3.7 x 10% 1 0.01 1 2.58 x 107 1 0.01 1

(86 % 12

A 26 HBE)
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