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Mass spectrometric study of vaporization of (U,Pu)O2
fuel simulating high burnup
Atsushi MAEDA, Toshihiko OBMICHI, Susumu FUKUSHIMA
and Muneo HANDA
Department of Fuels and Materials Research
Tokai Research Establishment, JAERI
( Received July 18, 1985 )

The vaporization behavior of (U,Pu)O2 fuel simulatig high
burnup was studied in the temperature range of 1,573 ~ 2,173 K
by high temperature mass spéctrometry. The phases in.the simulated
fuel were examined by X-ray microprobe analysis. The relationship
between chemical form and vaporization behavior of simulated
fission product elements was discussed.

Pd, Sr, Ba, Ce and actinide-bearing vapor species were
observed, and it was clarified that Pd vapor originated from
metallic inclusion and Sr and Ce vapors, from mixed oxide fuel
matrix. The vaporization behavior of the actinide elements was
somewhat similar to that of hypostoichiometric mixed oxide fuel.

The behavior of Ba-bearing vapor species changed markedly
over about 2,000 K. From the determination of Ba0 vapor pressures
over simulated fuel and BaZr0,, it was revealed thermodynamically
that the transformation of the chemical form of Ba about 2,000 K,
i.e., dissolution of BaZrO3 phase into fuel matrix, might be the

reason of the observed vapor pressure change.

Keywords; vaporization, Mass gpectrometry, Burnup, Fission Products,
(U.Pu)O2 Fuel Palladium, Strontium, Barium, Cerium,

BaZrOS, Metallic Inclusion
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S5y eTnboun (U, Pu) BABLHEREEESEERE S L CHRSETHRENEY SR
B, BE Tk s EREHR 2 AT 5 LT, BESECITONTERT 2 MOBERY (FP)
DETLRE DL R BB A L EAEETH D, ROBRBESE OLEHEO BRI RESY
BRETR, 775 /4 FOFP OBTEHENEC D, BRE~F P —#EEOLFNHRIER, =bi
HHIIC I Na Gt & RS0 ERT 5,

BRALAIIRE D T ORI PP OETEIRE, SR OH MO LFERIZ DL T, RSHRSRICS
BaXEed 7 aTF A F (XMA) KL 52D, HETOBEIHOACENTE,

BT P HeiE po2f iR AR FTHEMT 5 BITEE S LT, BEERU 2 7 v 797
B B IER — B HSE 5. U —~Pu—0 ROERICET 241E " TR, BEREOSEOREPTH

5)

L AR EROBINSEENTEY, T7F /4 FPBEOBAMABAL T %, LAL, FP
a7 LB O RIS B M 5 BB E AL, TP Dean 5 75, HH LR
SEALIRENC SN T, 7 R— & YIBHEIC LD, ALY —F v P RERE S E/ KR F P RODRS
FE& T <27 FASHID G EEDRBENSSDETH S,

KHEEE 7% -t L L ERANE A AS S SRE R KL, 10 at. %8
A L RAR RO BREH AR, XMASHEOERLSOE TEET ST LiTLY
IR P e OILFIEB AT T 5 bDTH b, FRIC LD SN BERRORRERICSLT
i, ERZOBEAHELTED, AHETE, BRAEHONE/RRRUEEEFDT 5L bl
BREERNKFLT L-Ba koW T, FOELTELEEERECE T 3B LOBER VT
b LR AN B,

2. £ ]

21 £ ®

EHEEANINE, PusHREERES 270, Fo—THy 7 AARMBRAENTO b, BB
OBERRE Fig. 1R, 7 X —kveid, GRILET3HMEOHIEEZELT, WREH
Wite EAREESmm, S 1 0mm, FiCERD LAY 7 4 AFEIF0.5mmTHL, 7 X —E
VN Y p O MoBIOY £ 7 4 TR L, eV ETHE2(OWa 1 ve — it X DD
mE L7, HRIE, e LA R CRSRICET 72W — W/ Re BB K DT o720 Y » RERIL Y
T av Ry T TERELIE, 5007/ sec HRBROAA v RYTIRED, FRT13 X
10 °Pa, RSAEEE?2173KT4x10 *PafEI TEEHRA L

BIA A VEORERDA 4 Y ERBOWEL, € E @B LN ERTFYERIMTET
(Quadrupole mass spectrometer )itk ®, HEEKB80~300 2RI LAF ST, EH
B4 A, 20 eVOIALF-EHOK, —HOERA A 20 TRAA LT F0F
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BRALIREE TORAIR PP OETEIRE, SR OH MO0 T, BHRERICS
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BAIKE P ASEE 2B B EAR FTHEM T 4 BITREE LT, BEERUY 7 5 7R KT
i35} BRI —RHES S 5o U—Pu~0 ROERICHT2ME TR, BREOHTOMELTH

5)

Tk B EROBENALINTEY, 7257 /4 FOBROBAMEBALTH 5, LrL, FP
5ot LB ORI AT M 5 MBI LA L, TP Dean 5 75, WL
SBALRENC ST, 7 R —& VBB LD, ALY —F v P CEBHRS EIER F P RADRK
HA7ART PSP OEEDIRENDLDATH S,

FHERE 72— L ERATE EAS S HRERME ITED, 10 at. %8
A L RO ORREH A, X MADHEOBREADE TEET ST LITLY
HUSF P TROILENEBAHET S D TH b, ERICL DB SN BRI ORERHICOVLT
. i OEEARE LTED ) ARETIE, ERBHOMEGRRUEREET 5L L b,
BREERNIAT LA-BalkkoW0T, TOESIEL L EERENCE T 2 L FE LOMEIZ>VT
BT L i AR B,

2. £ - %

21 & &

ERERANINE, PusHREARET 270, FO—THy s AARMBRAEATO b, %E
DERE 4 Fig. 15T 72—k verid, GRICET 3R EOETIHEZELT, WREH
e, EAMER S mm, BEE 1 Dmm, BICEFA YT 4 R EER0 5 amTHS. J X — &
VALY e D MoBIDY 7 5 ML, e L FT#E 2AOWa 4 vk —5ic & KDL
E Lt HIRE, o LR CEBICHT W — W/ Re BRI K DIT 700~ Y+ REIL
— Ty a Yy Ry TTES & L, 500 £/ sec HRBEDAA VBV TIRLD, ERT 13 X
10 °Pa, SAIEEE2173KT4x10 *PaiBEF THEFHR L

B & VEORIERDA 4 YEFRBORERL, vl LIcRE Lo NERTRERE
(Quadrupole mass spectrometer)ickd, HREB80~300 2RI LIEAF LT~ b
B4 4 vbicid, 20 eVOTFIAFE -5V, —HOERA A VL0 TRAF VLT F ¥
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— AR TA A YEREEHE~N, BILTLEHOSEL L, #IEE, vy A% 1,5 7 3KIC
AR L, 4% 10 °Pa sTHSHLLOL, 2 0~4 0K ©oBRBeNcER L TIrw», —#HoRE
A& IO TE, 1,77 3K £ TORBREBICEOTHERIIT~ 70

22 # ¥

Eigicid, HEA Y T RSO SREEEHEE U PuBSBMREmARTH oo ZORRIL
iy, 75wt. % UO,, 15wt. % PuQ, ik, 10wt. D FP nHEEHEEL/LEM
RiRRE kA 2 s A ERBICHAILTHEL, Ar +5% H, ™, 1,82 3K THHERTT-T %,
Table 1 K& HKE FP mROMEER T, RCERIBSNATEDOADORIES LHS LT
5ﬁ,@meﬁ%bfﬁotcs,me§Cdu,ﬁ%ﬁm%@kbﬂ%ﬁﬁf%kbrzb,
F/ Gd, In%3, FMBAGE LDV EHIBRIBIN TN,

SR EMTICHT - T, ¢ OBEER{IHBRED 0 /Mt (M=U+Pu +FP ) 2#¥95HMN
T, T2 >ORETEMEEIT - f2, BUOEEOFEEHC>WVT, DTHEMARUEBB AT T
EiCLT 5,

« AEA BAE)

LOT7T3K, CO+10% CO., thT 9 rshiALE

KB (=Lw k) '

. BT L R%E, 2,02 3K, Ar+8% H, 1T 2 B3l

X BEOKE, makE s CaF . BOHMDO MO, Thb, thotvhHickERT 28 1a X
BERE— 7 BB I N o7 BE 2 MY v 7 ZAMO, OBRTERE, ABARUBISVT,
FNENGAL88MU5 45T 6ATH10 Davis & 1CE 5 BALYHREI O Tz & MR
DEERRT Benedict & 10k EFERE 0/ MEOBIRRY, ThoORRHIOVTHIEY
WHCBATE54454E, MO, 2b Y v 7200/ MHiE, ZPARFBRDVT, £0h€$1198
RU1L95TH5EMEINE, 2,1 T3KETORRERKTHROBFERE, E@BANRUBLS
#5455ATHD, 0/ MILHEMIZ 1.9 6 TH -7,

2.3 XMAIICKS 534

HAEB (N ) ROWT, BRESRGKICET AT 7 F /4 FRUEEF P iEOFED M E
MO, AHDOBEERET 3740, X MAODKETT - 1o BIRITHEDRAALLKE <L v FORIE
E%Lt&,ArIy%vf&ﬁAE:—fv¢$®ﬁ®M@&ﬁw,PummmXMﬁ“m;D%ﬁ
Ltze XEMEOEEBE I, U, Puky Table 1ICRTEBRMITEENELE L.
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1 ELECTRIC POWER SUPPLY FOR THE MASS-SPECTROMETER
2 ELECTRIC POWER SUPPLY FOR THE IONIC VACUUM PUMP (20 1/sec)
3 WATER CIRCULATING LINE FOR COOLING THE VACUUM CHAMBER

4 ELECTRIC POWER SUPPLY FOR THE HEATER

5 ELECTRIC POWER SUPPLY FOR THE IONIC VACUUM PUMP(500 1/sec)
6 IONIC VACUUM PUMP

7 SORPTION PUMP

8 SAFTY VALVE ‘ :

9 CUT-OFF VALVE FOR THE MASS-SPECTROMETER

10 VACUUM CHAMBER WALL :

11 QUADRUPOLE MASS-SPECTROMETER -

12 IONIC PUMP(20 1/sec) FOR THE MASS-SPECTROMETER

13 OPTICAL WINDOW

14 STAND FOR SUSTAINING THE VACUUM CHAMBER

15 KNUDSEN-CELL

16 TUNGSTEN WIRE HEATER

17 GLOVE BOX

Fig. 1 The apparatus for high temperature mass spectrometry

Table 1 Content of fission product elements in simulated (U,Pu)O2
fuel
ta 0.54 Ce 1.23 Pr 0.40 Nd 1.35 Sm 0.30

Ba 0.52 Zr 1.13 Sr 0.22 Kb 0.04 Mo 1.21
Ru 1.20 Rh 0.30 Pd 0.71
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3. # #

3.1 HESHNSOERIE

BRI 5\ THENESHE OBV O, Pd, STRU BaThd, thzh Pd, S17,
BaT R0 BaOT & LT1,6 0 0KFELSSERSHK, T7F /4 FESLERAA IR 1,900
Kl oBilsh, Puo™, UOTROUOT #ETHYD, UOTRU PuOT BT bTHTEH -
fro 2z, 2,0 0 0KELM 5, Ce £BUERA 4 VM Ce 0T RU Ce O BIS NIz BB
$64 4 VEIROWT, FOHEE Figs, 2~TiK logl T- L TRELTES. [ TEERSA
7E®4¢V%ﬁﬁléﬁﬁﬁﬁT&®ﬁﬁﬁb,ﬁ%ﬁ®&ﬁmﬁﬂﬁéﬁfﬁé?it,HKB
7% logITE L/TOEGEOHEEHS, HEOT v & e -4k GERB) PBEHTE 5,

PdDERAA v PdT® log IT ~ L THA Fig. 2 iiRd. PdORIGE (B 02~
111) <, Ay +NOBBYNS EBDNE/ Ny 2 75 Y FE—IHFD, AERKEE 5
TRV, 1,6 00551,85 0K ET logl TEIRHEEA, B EoE&EHICHEML, £0
EHEOH X AR & 6 3EF—TH 5, 1,8 5 0KELETHE, REA W3 0hicEdL, HEB
TREAF—EOMER AN SRR BRI,

RLCT7h ) HESBILRTHS Sr L Ba OEFA A~ Sr1, Ba” RU BaO @ log IT—
1L/T K%, BBARUFBILOVWTEZHEN Figs. SRU4IKTRT . RRIAERONER, R
22,17 3K »5ORBRINARBREONEETS 5. RBHAICEVT, BaDERIAH Ba'
%O BaOT® log I T}, Fig. 3icRkTL5iC2,0 1 3K & CHEHEMICHINT 545, £hbik
DEETEaMIcEDT 5, 2,01 3K ET -FREICRED, 14 vEBRBERESTSE, 2013
KUTOEA LR, BREEICA 4 Y ERESRETHED LT E, PHNTERBHENR
XN EhH T, E7o, BEBOHTTIE, 2,17 3K Ofid bEBMICHLT 3, —F, St
DEHA A VT SrT ORI, BaBRAA VEOTHERKE RS, ST O log I T,
Ba® %7 BaO @ log | THASKE CZLT 5 2,0 1 3K & CRIIEHREICHEMT 568, 2013
K CEFENHD, L EOBE TR -/ H& TS SICEBMNITHEMT 5, 2,17 3Kh oDk
BT HIT RN & ARG EER L TERNICELD S 50, 2,0 1 3K TORERARBBHIENTL,

SARIBICEIF S Sr kI Ba OEBEEHIIHEIA LHEUL T34, Fig 4Rt kaic, Ba®
R BaO ixk 0{EEMO 1,9 0 0KFTilh S BT ERD, ZOROEILENOEPHTH S,
it,2173Kf@m%@éﬁm55ﬁ,3133Km6ﬁﬁ1%1T@ﬁ%m¢aﬁﬁm&éo
SrticowTit, 2,17 3K  TEAMTHML, BSR4 5NEOER, BRBOLHHSKENS
log ITEEALTVSZ & -1, _ -
 CeDERAAVIE CeOTRU CeOiDlog IT~ 1/ TR Fig. 5iRT, ABARUB &
620 00K ERBOTHEHIREBAISH, R4 B log | THABESITHMT 2,

F2F 4K, URY PutsBUILAERA A4 8 Pu0’, UOSRE UOT ®logIT -1/
TR %, ZEARUBRSVTENREFN Figs. 6 RUTIIRT, 2,1 0 0K ETHTHICHREIE
15 UOTRY PulS ito 0 TREM BTV S, KIKRT L5 log ITEOKEEHUO,
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>PuOT>UOTOMETH Y, 2,0 0 0K T TRHFEEMICHEML TS, LAL, 200 0K
SETH, UOTOIEAIKEETHEM, log TEDELDENALRS,

3%, PARUBaKBWCHETH 575, LILk~mfRs 4+ v EBOREEICE, HEA, Bk
EZBMALONG, AR B, EREBAHO XMAGHARE T, BB LizXry MO
FETHELTH S, TDiw, ALy FPARETE, HENELSEOSVPd P Ba O 18FENE
UThaEHHEESH, HEdicaEBBOD log ITEE, E8ADEZNL /NS (R 2MAMH L, F
72, Ba MEREHTLHONA LS log I THOSRICHT 2TALT, HEBDIE S HHEND 5
PP ERTDE, <Ly bR SRANOILRIC L 2 ZLOBMOEE NS 5 LHEES N 5,
B+ RBOEFIZ OO TERKECBOTHMCEET 5,

3.2 XMA [C&B e hoiamE

HEB (NLy b)) KBOTERERFABRY 2,1 73K FTHELAEZOLT, XMAK
L5 AEREENEN Photos, | R 2ICRYT, FEAHOSTHSD BSE 8 (KHEFH)
RE XD, BEw Y 2 2RCET (BEE) LDSNCIKEON HBEFcBillE h, ol
ARASETEOSBIRITHMHATH S LTSNS, —F, HABLYHGEEL TV 5, BSE
BTRBNT S &ML,

FiEX 81 A —YBRE, U, Pu, Ce, Mo, Zr, Ba, Sr, Ru, RhERF PdRDVWTRT,
Ce ADTH LRI, CeDBELARTHDERT 5, URY PudFEET 285, BEMO;
7Yy 7 RBEFETHD, Ce TREZNOIH/HATHEZCOME =) » 7 RITEFHE LTS
LHEEIND, BAERIIBEHCET 3 Mo DALFER, BHOBR LT v vy EH 56 FTEEN
B &5, REEBCHO BB L o P RB(CEERERTSHY, Mo REBOETHEAET
BETHENS, XMADRIHREBZOC L2RMITED, Mold, B&ELE Ru, RhEU
Pd &&bicEBITEBIMAATER LTV S, £/, COHE URFPudEEL TS,

Photo. 1iCRF &Hic, BRERFHEHCIZME < 1 1) v 7 2BSICBa & Zr OFHEDS S
N5, Chid BaZrO, AEARE LAEAMILIMTS S LIESNG, A, St HCOES
BT IC I LTH o8, BB b ) o 7 AR -HH LT3, Lo L, Photo. 2105
TEO, AREREBRONHETIABa & Zr OIIMHEEHME AT, £hoid Sr LERIKBE =)
w7 AT~ m LT 4, ZDBaZr O, MEME SN ANTHBOERGIROSAKICE T 5 F1E
DEMICDTIE, LB~ 2,0 0 0Kl 50 Ba OFRMEREE L8808 L T MR d
%,

3.3 BaZrOQ DR

BB SO Ba OFERENBEL T, BaZrO, BiE (L7449 o 718 OSRERS
WraiT -7z, @EICHL - BEKE, MEBSEINTOLEEMOH 5 KBILMDOEELR{ 20, F
A1, 1,17 3K T2 6 SRBMIATT -/, %A 4 vFi2 Ba RO BaO' Thb, 70 log
ITH 22I3% Ly $/2, MAD log ITHEIZ 1,833 ~2,173KiCBOCEHEMzEmL, #
GlFHE T ORI UM E THRD L TE 0, B EHEHSEIT LTS T L8 -1,

_5_
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LOG IT (arbitrary unit )

Fig. 6 Temperature dependence of log IT for Pu0+, U02+ and U0,
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Photo.l BSE and X-ray images from simulated fuel (before heating)
_9..._
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Photo. 1 {cont.)



Pu | Mo

Photo.2 BSE and X-ray images from simulated fuel (after heating)
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Photo. 2 (cont.)
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4. & £

4.1  Pd OEREE

BEHE S BLREC B 0T, Pdit RukU Rh & & biBRITIIMHEERKT 2 L 60
2, s sie, BALERBHROBRIBR TRASETEICIAT Mo b2ERIT
it B, C OFHSHEIZBEMEO hep ( hexagonal ) BE2A L TH0, £OMMAR2 100~
2.2 0 0K TH3 ELBEESNT B0 CNEDWBLED ST Pd 3~ BRIEHE CLBTHT
B3, AT, 1,8 00KKKEH2RSBOXESKE (Pa) id, Pd 1 56x107°, Rh 130X
107°% Ru:34x107'", Mo:19x107"' Ths, ERITHMHELLORREDILT,
PAdDANERE NI bDEEL OGN B,

Fig. 2im Lk Pdt D log IT — 1/THic¥1?5 1,8 5 0K E TOEBROME,L OB OoNSHE
BEEAEA BELEREFUMETHO, RBA T2 2 43K ] - mol ' THB. COEEB, XK
E7'36 7.4K] vmol ™ M DERNS B, EEBREICE T 3 P ORI, BKTELIO &
SHPOLDERTHY, —BIEAESLOOBBMTEOERRMIL, FETORRMLIZIFLILL. &
LS4 ABEEL, BRTLEFA, Hi#BEL, 1) &2 ABROOADERK, 2) &% ABDER
RIGE, 3) BiKAOERRA2EZ, +AfhoROoz s vE—%2AH, , OH, RUAH, &7
3&, mOBEAREL S,

AB —A (g)+B censreans AH]
A—l—B—)AB ......... AHZ
A —A (g) ......... AHa

227 (g) REEETRT. LA» S AH, =AH, —AH, OBFENEILT 2, OTLnn,
BRI A 50 Pd OERMIL Pd BEO TR EIIEND, PdZBEHOASET b b2 BRI
B & RIREIC RT3 LHEE S hBo 1,8 5 0K LLEICE 1 5 Pd OB EBHICOLTER
HH7ZZ s v, PAdEBORES 1,8 25K ThAH T &prn, 1,85 0K D Pd Db B
MELIEOEHRATE 5,

4.2 Ce OERED

X MA @O4MF (Photos. 1RUF2) RT ko, HHETRIBLMBEHIERICERET 5.
Cnm,ﬁiﬁ&k%@%ﬁiﬁami$W¥—ﬁ¢é<,mﬂ¢fﬁﬁm&mﬂtbfﬁﬁﬁét'
HTHY, EHETEDOMTICE DRERIEN L EIN TS L iC, BENL .y FOERRUEA
IO bIRIEE—E 15 > TV D,

Dean 5" XHSER{LIMENIC BT 3 Ce' L RUCe ' ARE®D 7 2~ P ABHiHSHLNL
Ce DESTIL, BABLYME =Y v 7 2P0 Ce BMILMOTFHFEL2EAL S EILED TR
HTx5&LTVW5B. Dean LOBEHLAREBEICET S Ce0., DRIAEDRMSIBON S HHE
DITYsLE—(Z440K] emol ' Thd, $7, Fig. 5B S CeERAAYHED loglT
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— L/TH oBEHEOHEEL KRB E, 400K smol™t &Y, FE—HULELEE SN,
4,3 FTIOF/AEDERETE

UKRU PudEREREE, PuO, UQ, R UOQ; THY, logITELSHEN XN ZESR
MOREDOKRESI, U0, >Pu0 >U0, OIATH 5, COMEN, Battle & @ (U, Py, ,)
O, _yx MEHT 1 50,/ MILAS 1.9 6 IR ORLFERER TOEREBICHL LTV 3, IR
B A0 /MHEOHEREIZ1.95~1.98TH3DT, ZOMREHHETEL, 77F /4 V&5
BEREONERO /MEIC EDAS CELT 5725, FEOERTHERT 75/ 1 CHEIGHE
BEOEEORE 4 B8 T 3ENUTFRTHS, FP 2BURTDT 77/ 1 FORRER R, BE
e b Yy AOEGF P ICEEE N, WHTHE RSN, ABRICEYET 7 F /4 FORE
FEBL Figs, 6 ROTIORT LI 20 0 0KLLETH log I THEOZ LA S, 270/
MEOZTLOEERF P 1EZ0OBITREMSES TH 2 D EMEINSED, log I TEHILASOGFEDE
Wik, WA LRESES, thBRRAA B OOME4 4 Y ORENERIC T F, SR
R THLEEL LN S,

4.4 Ba BUSr OERES

BalSridELTAN ) LREBTHY, EENMIY BaO KU S0 £HMT 5. Mclver
i3, 1,L773K, —440K] mol ' DEERF v+ FiZB0T, U0, K BaOKRU S5r0O
EFNFHEADOILTRELTUO . DB FEHDOEIEARHANTHE, TOER, S10 DHEERE
K12at. BOSERET, UO, OBRFEREIESHERICHH LT LS, BaODRERETF
EHOEILEARD SN D 5o PuO, €BVTS Pud 41t D44 7¥REIUDENLD
HEPEH SRS W HFABELBERICH S EHEEE N5, 2D Ehd, BEBRIORE <L) » 7
2T, StORBEBKERT 3, BaQRBEALEBLEWEEL SN S, '

BHESRAMBRENCE VT, Ba MERBEOEEMN D OBHE U SihibiRic o TEERILY
fl BaZrO, & LTHELTVAT EBMOENTVS, Kleykamp 5 1, < OMEEB{LMHEIC
B 5 RGRARERIC B0 T, ZOHMBRIE (Ba, —y, Sry) (Zr, ,, U, ., Pu, ., )0, TESh
BEICHETHL LISHL T 3. £/, COEARIMMICEIT S Ba s SrDic20TH,
Frinskney & OH&EIC LHE SridBad 1/ 6RETHY, toRHERABRT —sicB0TH
Ba EEHMTHE I EMBRONTH S,

PLEOBaRT St DRAB{LMIENC 519 3LEERHR U Photo. 11073 XMA O
By o¥ 3L Hic, EEBIERETE, Sr 3B =) v 7 RAIKEBLTED, Bald BaZrO;
BOFHHEESRL TV EEL SN b,

Sr DEFRAA VHFE SrT FBRE~ LY v 7 RKETAAK SrODERICLVERT %, Asano
5 N, SrO DERER SrETHED, SIORZD 1/ 10NUTTHEEMELTEY, AER
TR ST OABERAA VEELTHAS KA LDEMREN D,

HHEHRKIR U BaZrO, 50 Ba%A 4 vHEit Ba" &Y BaOT THb, Hilpert 5 i
BN PR TR 5O Ba ORHERLOM RO —RELT, UO. + 0.8 at. ¥ Ba ¥
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DEEEREAN 41T > T B, Ba DEFR/ #+ VI Bat R BaOTTho, AERTHEA L/ Ba
DOEFEE U LA EREWE LT3, LinL, Hilpert GORIEIZ 1,81 9KFTTHY,
o R—+YeMDOMEIT Mo %, $/A44 /{LBEIK22eVERNTV S, &5iC Ba DEFREIC
BILT, VEfEIIBa0OTHY, BaldBaOMBULINTERLALODOTHSHLIMERL TV 5o [k
ic Odoj 5 *"id, UO,IKZ1r0, 2RSSO Ba RAEERSEEFA~NTED, BaZrO,
DEGFEHEL T b, BaZt0,; HODOBaARAA YER BaOTBETHD, BaTidzo 5%
BETHD, Batid BaORGHEOSMEI SHE L&D THLHEL TV A, Hilpert K Odoj %
DEGEAREDERTHE AMESHELT D HBEENELAEH 5, BaDERESEICEHL T
MITRET AT 7otd, EHMEIER Y BaZrOs »5® BaOt® log [ TN S BaO DERE
PR 2R LTS SIcEET 5,

4.5 EEBSERU BaZr0; (LHITE BaODESHE

log ITHERTTRLFBFEICEY, log ITEILOSEIFLZENTIES, BMORTEELD
SEEMED A A VERBENE L, BEET5, 2ERTRESOLBN £ EEME AV,

BaZrO, DEREAL LT, Odoj 5 BRAEEE LT B,

BaZrO,: (s) = BaO(g)+Zr0, (s)

LT, (s) dEMK, (g) BEEERT. F/, 1,647~2,1 18KIKBFZBa0 Dty
ARTE L TRAEE T B,

4

log +7.00

ig

Pg,0 (atm) =—2.6 ¢ 0

AHEICEDI B BaZr O, HEO Py, %, Odoj SOMKU LEOERIUSKARIYT 5 &
LT, BaO(g) RU Zr0, (s) DEMEEREMT A vF—OfF " WK Levitskii 5 IC&
5 BaZr0, (s) ORMEEREHT ¥ —HEEESRE THEHLAEERVTEHE LA Pp 0
BEBET, Fig. 8 IKRYT. BNEF 4 #MVLIEER, RERKT Odoj SOMERELT
BT, KEBICHHS BaZrOs hODPR,o M, 1,833~2173KKHNT,

4

log,, PRao (atm) =275 +7.17

EHZEN, Odoj SOELAPL T 2,

e D 6D Ba O ZKUE Ppyo BE, AXBTHOLONA BaZrO, OPRyo BEEHK
Fig. 9i0RT, ERERERNE, AECBERNEDCHE LT T SRk L BaZr0: DPry0
EAEHETSE, 1,90 0~2,0 0 0K LOBEICEIT BEEMEID Py o HORE ZEDRHS
I BaZrO; DBEER-TWBET LM S, E/ Photos, 1 RU 2105 Lic XMA D 534 &>
5, 2,00 0KEHFTORREDL BaZrO; oD bOLMEINLD, BEBREDO LB 105
SOEERLTVSLEDBH S, 6K, LUBRIBITS PRodREFNUERE, XMAK LS
T CORRERMERD BaZr O DMK, 31505 Ba DILFEOE(ICLZbDEHESN
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50 2000KEERBOT BaZrO Mo BaRUZr Bl =Y v 2 2~EHET B LD
Ba OLFERE(IC OV TRKEIC BV THRICERT 5,

RHEHC BT Dean 6 RAZREEU L Ba DRSTELAHE L THD, Ba OILEE
HIEREITE, BaUO, B, SEMITHE BaZrO, B THBEEMELTVS, 20OHMELT,
EiEflo Ba ESUED BaZr O, BEH o0 Ba BREICHE L, £OTHIIRGFET S Sr0FETH
BT EAHTFTBE, LipL, Dean AR LA BaZrO:, OFEKMII, Fig. 9iExm LAEHIES
BB EKRE BT 5, Koizumi & 42, UO, & Ba, StRU Zr 2iBA L HEEE
BicEWT, BaZrO; Hid5~10%0U%8%, 1,800~2000KETEETH D LIR~RT
BY, BaZrO, HOBMREDOSEETEEI OV TEE SICRINBETS S, £, Sari o
i, EABLIARITO Ba OBRE ST S0, REKOBEEMENC DO TER AT, BaZr0,
HFHITHOBEL 7 b 1) W 7 BT 0.2 wt . %iT BaEE L TOART E4MEL T 5, Ba
HUO: BRU PuO, WdEALEBLAWT &EEICBR~D, SRICETIBMRINBER O
Ba DIFHHREICSTHE, BE <MY v 7 2 OEEBELERT I LR TEIRWEEZLI ONS,

4.6 BaZrO, OBET MUy ADOER

BaZrQ, D <FY) v 7 A~OHERBKATRENS,
BaZrQO, (s) »BaO (s)yp,t2r0: (sdyo,
ZZT, (s)yo, BMLMBEI= L) » 7 R EOEBRERT . ZOBEROIEAL S, HEE
fREFE (activity » solublity product) #EA2HOTEHNT ST EHBTE 3,

apao* azro, = expl (AG? BaZrO, (s)—AGOf BaO (s)~AG] Zr0, (s))
SRT I

crTa RiER, AG] REEAREEI A VE~Thb. Johnson & i, WELHOBI)E
F—5%MAVT, 200 0KKBEVT apaprazeo, =48X107* RU3,000K TR, 53
X107° DEEHEHLTO S, A, SrZr0; K2V THHRET-TH0, ag,0 * 47,0,
4, 200 0%T3,000KKENT, TNENIAX10° RELEX10 2 OELETOS,
SrZrO,DFEFIEBaZrQ, OERBERERBICINTHHAE L,

aga0 * azr0, KOV THABMHE A ARBROMERERIC BV TRHFO 7 — 5 BV TIT 70
AGTBaO (s) RUAGEZrO, (s) RXEE %Mz, AGTBaZr0, (s) RDOVLTH,
Levitskii & OEERF— 2 24BT5C LIRBENKE U BT EMHERLLE BaZi 0y 15HD
Ppao EEHIBOTHIH Licid, KEBRICET S BaZr 0, »5D Py, offis o B LAH
A, 850t AGTBaZr0, (s) D% Table 2k, a BaO *azr0, PiEMEEFig
1 0IRENENTFT, B Johnson 50 2,0 0 0K OfE dFEIFICHR L 7o

BRI D Ba, St R Zr DE5HE, X3, Table | DWEICESOTIHELIE
B, #h¥h, 0010, 0.008KT0.0327Th~1, HERRLIBARICE T 2T 128,
XBao *Xzrp,=34x1 07" RU Xgr0 * Xz2r0,=256X1 0"t &¢ii5, AR
FUERELT, EREBER L v FEREUE TS L1, BaZr0s 350V SrZr0; &
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BEL7 M) w7 ANEBRT ALEPORELLY, TOBERHBECD HILREFHEETH I LBTE
2,S1Zr0,DIBA, 2,000KicH}5 Johnson SOWMELTVAEEIZ 1 0f§AL BoinE
BANS, St =Y w 7R ITHEBL, SrZr0, 2R LI EDOBIEREHEIEL D
%, BaZrQ, DIEE, Fig, 1 0iKRLizL9iz, 1,800~2,00 0K OiEEHFMHETE 1857
Blo e RRER, PEOTEWVEERTIENNE, D LT BaZr O, FthERBE <Y » 7
ZAANERT ARG 1,800 ~2,00 0KiZBWTEEZ AaEHARL TV 5,

4.7 EHKICHITS Ba DILFERE LERTEORE

Aifi TOEEDL S, HRESRYBEICE T 2B20 OEKAEEE, FBRLA2000KE
DTO Ba DILENE(AEL BT & THITBC EH5TE B,
BaO KU BaZrQ,; DRERRLTHERT S BaO DERHEEKOL T, THEH, Ppyolli
RUPp,0RET 5,
BaO (5)  — BaO(g) - - PBa0 U
BaZrO, (s) > BaO(g)+Zr0O; (s) e Prao@
EEEEBREICE T, 2,00 0K ECBVWTIE, ROBRRIGHSEZ L EHMEIN S,
BaO(S)MOZ > BaO (g) e Praoid
CORIGIKBFIEBa0ODERE Py, BaOOBRK =Y v xthDifBap, o %H
\,
Ppao®B=apgz0 * Praolll
cHEIND,
2000KLTTIH, BaZrQ,; roDERVSKXRNTHEH, RRFIGAIE, BaZrO, HK
ORERRIEXERRE -THED, TROXHIREFSNDZEFEEL,
BaZrO;(s) > Ba0(g) +Zr0. (s)iyp, PBa0(4)

THbh, BaZrQ; 5 BaODERELAHEICESZ Z10, 28, <) o7 2 HEHET
BRIGHEZL DD, TOBE, 2t 0, OMENOER a7 o, FHVTRASKILT 50

Ppao@=Ppa02/az,0,

PBaO(S)&U: PBao(4]iC'DL"C, a0, aZ2r0, iEERERP O BaO R Zr0, DT
NREMRH LU CHELIFERE, Fig., 1 1IRT, PpaoBIERRT, PaoWEERTRT,

2.0 0 0K U TH PRy 3 Pyyo @k 0 b0 EVES D, Bald BaZrO, &LTIE
BETREET S, SEATERE <Y » 7 R ICERTAC LicBRT 2 2.0 0 0K EDL 5D
PRpao DPEDAEBHT AT EHTE B, Ll LB EE, EERETbIcSBITRE LT, Ba,
Zr DAFETEELTIT-TVS, REiZ, U, PugsEhHTELDO FPRAEETFHTV S,
ZONREVIERT ZLENS B, UL, HEREHICE T 3 Ba ORSHE & L¥F 0BG £k
DEBAFMEEI LD +YCHMTETH B, b, BEHICEVTE, BaZr 0, ASHICENIIET
BCEMPESA, PRy AENTEEELA GRS, LinL, —EEEL: Ba, Zr 75, AE
g, T AEUNE, EERWICOEONTHSLH LEL 6N, ARRONESMTICHT 5
EOBETIE, EFHRIGREEEh > b LHESN D,
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4.8 MBEMEMDPICHITS Ba DILFHER

BHAMTHESNS Bazr0; MOBRBEEMND o FMBRACHITOERE, AHEIC
B BEEBEERED 5O Ba ORRBHR UL EEOBRIFNERLROBICMEEST 6N 5,

Ba 7SRBEDEITE & HICHINL T 3 EBEMTIE BaZr O, HE LTHET 3, LolEEM
TRERERE OMEGT Ba @@~ Y » 7 2Pic@EET %, BaOlE, 2000~2200K T
K&y o E—THAGLTED, MESKOREET % Vv E— S4BT 270, Ba By
BRSO S IR AIRRIC 7 - TIRREINEE L T o CORE, BB~ Y » 2 20 BaO
RUZ10, OBEBERREIMCAZ LD, BaZr O, AOFHIEETL 3, BaZr 0, 18
KEBOTEETS SroBaicldTam/h& o, StORP Zr0, OBERERIEEHASH
Foih, SO BEET b v 7 R ICHET BERSE TS 5, ZEOEFREICEES FP O
(LRSI & - SR TH D, ARETED ST EEREORREELF P OLFHOEEI L
ROZEBHRILLTIT-T05, BHEHART -5 tOBR#EICOVWTHRIPET A EESHOEELSH
WTH B,

Table 2 Standard free energy of formation for BaZrOB(s)

Temperature a G; BaZr0z(s)
K KJ-mol "]
1700 -1280.216
1800 -1251.340
1900 -1222.360
2000 | -1193,284
2100 -1164,099
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5. ¥ E ¥

SEGEMICED, EMEEAEEL: (U, Pu) O, 80 1,573~2173Kiki3
HEEFHIUTOLICEHSIN D,

1) &8l L7 %52, Pd, Sr, Ba, CeRUTZF /4 FT&Y, Pd, SrkifBad &R

bRV

9) Pd HEBIKFESD S, $/, SIRU Ce 3BBI< 1) » 7 ADSRRET 5,

3) T F /A4 FORRFHIBIAFBRMRORIBIMBROBBICAUL TV S,

1) 7ah)tHESE BaRUSr OEREHIRIAXELD, BaODEKER 2,00 0K ZE

T 5

5) MEEHREIO BaZrO, #id, 2,0 0 0KE TREI2 M) v 7 2~EBEL, 2D Badik

FHRZALDS BaO DRKEEMEHE L T 5,

8) HEHRENCED B Ba0 DEKFERKOBERSICE D ERET 5,

+2000KHTF
BaZrOs (s) > Ba0O(g) +210: (s)IMO,

+ 200 0KEE
BaO (s)pyo, = BaO (g)

AFRRICH 10, KEBEYIBE 00 BEASRBE L ¥R RCEIS RV Z &
(Fi7v b= sBEIRER) RB#HOBAELT T, £/, 7 b= AR AZERARE]
FEFABRUEHRE—KOX MA KL 5247, LUREHEZELIEEROSETRATREDHK
FRUHEREOHFICHT s B icBH O LET,
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5. % & B

SEERMIC LD, SHRBEEAEE L (U, Pu) O, 8BB® 1,5 73~2,173KKEWL
EHEGRLUTOLIKEHEIN S,
1) &8 L7-%FkEit, Pd, Sr, Ba, Ce RUTZF /1 FTH, Pd, SrEkU¥Bad &KX
FEAE .
9) Pd BEBRITHES S, $/, STRU CeldBE< b » 7 2D ORRET 5,
3)79%/4F@ﬁ%éﬁu@ﬂiﬁﬁﬂ&m@%@ﬂ%%ﬁ@$ﬁKﬁwLfmao
1) TAh)LHEERE Ba RS OEREEBHIASCREY, BaODRRER 2000K %28
R T b,
5) HHEREIN® BaZr O, #Hid, 20 0 0KELSTREI< MY v 7 2ANEEL, D Ba®ik
A EHS BaO DEKJEZELEMIE LT 5,
6) HEEEIc BT 5 BaO OERSERROERMSIKEDERT 5,
200 0K '
BaZrQ,; (s) — BaO(g) +Zr0, (s)pMmQ,

« 200 0KLEE
BaO (s)ppo, = BaO(g)

&

gilh

EHRI S0, BEFUHBE 200 EAS R LTERE M CEIAREITIRE R
HIT V=9 ABMERRER) KESOBELRLET, £/, b =7 BB REHAREH
FAFEERCERE-EKOX MA ITL 5247, HUREWHRZELERKOSRERSITEEOF
FRUMEOHMZICET A IICER VI LET.



JAERI-M 85-120

References

1)

2)
<)

4)
5)
6)

7
8)

9
10)
11)

12)
13)

14)

15)
16)
17)

18)

19}
20)

21)

‘ 22)
23)
24)

25)

26)
27
28)

Gibby R. L., Woodley R. E., Adamson M. G. and Johnson C. E. ,
"Fast Breeder Reactor Fuel Performance", 188 (1979)

Kleykamp H., ibid, 393 (1979)

O'Boyle D. R., Brown F. L. and Sanecki J. E., 7. Nucl. Mater.,
©29,27 (1969) :
Bramman J. I. and Powell H. J., J. Br. Nucl. Energy Soc., 14,

Jan., No. 1, 63 (1975)

Kleykamp H., Paschoal J. O., Pejsa R. and Thummler F.,

J. Nucl. Mater., 130, 426 (1985)

BattlesJ. E., Shinn W. A, Blackburn P. E. ahd Edwards R. K.,
"plutonium 1970 and Other Actinide”, Vol. 2, 733 (1970)Met.Soc.AIME
Ohse R. W. and Olson W. M., 1bid, 743 (1970)

Dean (., Mouchnino M., Sauvage R. and Schmitz F.,

“Thermodynamics of Nuclear Materials 1974", Vol. 1, 83 (1975)IAEA
Kato A., Sata T. and Asano M., Shitsuryo Bunseki, 28,

No. 1, 53 (1980),(in Japanese)

Maeda A., Ohmichi T., Fukushima $. and Handa M., J. Ruel. Sci.
Technol., 21[{10), 800 (1984)

Ohmichi T., Sasayama T., Maeda A. and Watanabe H., JAERI-M
7572 (1978),(in Japanese)

Davis J. H. and Ewart ¥. T., J.Nucl. Mater., 41,143(1971)
Benedict U. Coquerelle M., De Bueger J. and Dufour C., ibid,
45,217 (1972/73)

Handa M., Ohmichi T., Shiozawa K., Fukushima S., Arai Y. and
Hirai T., JAERI-M 8322 (1979),(in Japanese)

Bramman J. I., Sharpe R. M., Thom D. and Yates G., J. Nucl.
Mater., 25,201 (1968)

0'Boyle D. R., Brown F. L. and Dwight A. E., ibid, 35,257 (1970
Rubaschewski 0. and Alcock C. B.," Metallugical Thermochemistrya)
(5th ed.) Pergamon Press, Oxford (1979)
Melver E. J., AERE-M 1612 (1966) . _
Friskney C. A. and Simpson K. A., J. Nucl. Mater., 57,121 (1975)
Asano M., Yamamoto Y., Sasaki N. and Kubo K., Bull. Chem. Soc.
Japan, 45,82 (1972)

Hilpert K., Forthmann R. and Nickel H., J. Nucl. Mater.,

52,89 (1974)

Odej R., Hilpert K. and Nirnberg H. W., ibid, 60,216 (1976)
Odoj R., and Hilpert K., Z. Phys. Chem. N. F.,102,191 (1976)

" JANAF Thermochemical Tables, 1975 Supplement'n J . Phy. Chem.
Ref. Data, 4,1 (1975) _
Levitskii V. A., Skelis Yu. Ya., Khekimov Yu. and Shevchenko

N. N., zh. Fiz. Khim., 48,44 (1978)
Koizumi M., Satoh M. and Noro K., J. Mucl. Mater., 51,90 (1974)
Sari C., Walker C. T. and Schumacher G., ibid, 79,255 (1979)
Johnson C. E.,Johnson I., Blackburn P. E. and Crouthamel C. E.,
Reactor Technelogy, 15 (Q),winter,BOB (1972-73)



