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[JFY2003 Joint Research Report]
Study on Solubility Properties in Oxygen Controlled
Lead Bismuth Eutectic
- Analysis and Potential Measurements of Dissolved Oxygen in Liquid LBE-

Toshio OISHI', Tomohiro FURUKAWA"™ and Kazumi AOTO"

Abstract

In order to obtain the solubilities of the steel elements (Fe, Cr, Ni etc.) and gases (O,, etc.
including carbon) in high temperature lead-bismuth eutectic (LBE), the research for the
establishment of measurement techniques of oxygen analysis and oxygen partial pressure has
been performed.

The results are as follows:

(1) Oxygen concentrations in oxygen saturated LBE at 878K, 973K, 1023K and 1073K have
been measured using the inert gas fusion method. The oxygen solubility was shown as
follows:

log (Co/ mass ppm ) = —4.85X10° /T +7.16 (878=T/K=1073)

(2) Oxygen partial pressure in oxygen saturated LBE has been measured using an oxygen
sensor of a solid electrolyte conductor (ZrO,-Y,03). Relationship between the pressure
and the temperature was shown as follows:

log (p/P°) = 11.34—2288x10* /T (720=7/K=1098)
log (p/P°) = 2.87—1359%X10°/T (1098<T/K=1252),
where P° is 101325 Pa.

(3) Based on the results, relationship between oxygen concentration and oxygen partial pressure
in oxygen unsaturated LBE has been estimated, and the chemical potential diagram was

constructed.

*®
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Table 1 Analytical oxygen concentration in Pb equilibrated with PbO at 973 K
Table 2 Analytical oxygen concentration in Bi equilibrated with Bi,O; at 973 K
Table 3 Analytical oxygen concentration in LBE equilibrated with PbO at 973 K
Table 4 Analytical oxygen concentration in LBE equilibrated with its oxides.

Fig. 1 Comparison of cooling rates

Fig. 2 Schematic apparatus for quenching of lead or LBE

Fig. 3 Schematic apparatus for quenching of bismuth

Fig. 4 XRD patterns of the oxide equilibrated with LBE at 973K.

Fig. 5 Bi,O; — PbO phase diagram

Fig. 6 Solubility of oxygen in Pb-Bi system at 973K

Fig. 7 Dependencies of oxygen concentrations in LBE on the temperature

Fig. 8 Schematic diagram for EMF measurements of the cell
(-)Pt-LaCrO5/Pb-PbO/ZrO,(+Y,0;3)/Cu-Cu,O/Pt(+)

or (-)Pt-Ir/Bi-Bi,03/ZrO(Y,0;)/Cu-Cu, O/Pt(+)

Fig. 9 Schematic diagram for EMF measurements:
(-)Pt-LaCrOs/LBE-PbO(+Bi,03)/ZrO5(+Y,0;)/Cu-Cu,O/Pt(+)

Fig. 10 Relationship between EMF and Temperature of the cell,
(-)Pt-LaCrO;/Pb-PbO/ZrO,(+Y,,0;)/Cu-Cu,O/Pt(+)

Fig.11 Relationship between EMF and temperature of the cell,
(-)Pt-Ir/Bi-Bi,03/ZrO,(+Y,03)/Cu-Cu,O/Pt(+)

Fig.12 Relationship between EMF and temperature of the cell,
(-)Pt-LaCrOs/LBE-PbO(+Biy03)/ZrOx(+Y,0;)/Cu-Cu, O/Pt(+)

Fig.13 Relationship between oxygen concentration and oxygen potential in liquid LBE
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2.1 [FLHIC

& B P BRI R T RIE N AR ISR BMUE 2 EVITHO I TS, ABFFEIT
BT FEEIC L AR B RERT R OB - E R FROITEE (EMGA 620W) % IV T1T
o, ARFE TR LL TS LBE DR TEHR ThHD Pb, Bi LHICHURAMEL, Phab L
{1V (Pb: Bl 327°C, 355 1750°C Bi: Bl 271°C. ¥R 1564°C), L72A3o T, HTICBRL
Tour VERIZSRE OB % AVT, 4B (Pb, Bi £7213 Pb-Bi £4) OARKEL T
DUERHDHID, U —2 T, R OKEIEEELHRLIETTERS T 20 ERHD, L
DURHD, ALEBITEEFEE CO VAL CTHIHTALERHY, 7 — T RISEERTHL.
1500~1700°C (1773 ~1973 K) DEARHHIRERLE TIIRVDNEE 2 DID, IOITERR
B — EOEEREI DR LR WL DR R E MO O MERIS S E
12725, UL EDZED AR TIIERR R E M OEIERB OIERZ TV, TRk
¥ Pb, Bi 8LV LBE OfIfnEeREEL KD,

2.2 Pb, Bi 8& U LBE HDBEHEDXAFE

Pb-PbO, Bi-Bi,0; 33X U8 LBE-PbO EEIZBIFAZNENOREEE T ORBER OEMRE
Co(mass %)L 3LERIZL DL,

[Pb — PbO 4]

log(Co/mass%) =— §27m-+ 334 (601-1073K)"

log(Co/mass¥%) =— 52T40 +3.438 (600 -1153 K)®
log(Co/mass%) =— 5(;90 +32 (673-973K)”

[Bi — Bi,O; 1]
4820

log(Co/mass%) =— +326 (545-979K)"

log(Co/mass%) =— igz—?l +2.995+ [33272% —1. 14) x (mass% O) (1073 — 1673 K)

3‘;?0 +1.480 (673 -1023K)”

log(Co/mass%) =—

[LBE- PbO -]

log(Co/mass%) =— # +12 (673-973K)”
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TEXHNTNA, L35 T Pb—PbO EEHZIWTiL, 973 K TENFN 99D, 11328L T8
115 mass ppmO? . Bi - Bi,O3 EHHIZ BV TIXFUL 973 K TENREN 2027 , 86V LT 97
mass ppmOYEFHEEIND, SCERE M O —FKiT L2223, Pb—PbO FF 235V Tl 100 mass
ppm O T2 Bi - Bi, O3 EHHIZHV VCid 100~200 mass ppmO F2EE RAEL LD, F7-., LBE -
PbO FHFIZIBV VT, 973 KT 51 mass ppmO? L FHE &, Pb—PbO 4, Bi—Biy0s WA
DEAIT AR FE I BE 3 DV2 /NS 725 QB DS, FEBRIZIZ Pb—PbO ORI E L Bi
—Bi,0, FHEDOZ DO F IR EDEEZEDLOEFHEIND, LIh o> TRMAETIE, 7973
K (31 DR AR e SR BE 3 SCHAME T C LA R < — 8L QW5 Pb 2 VW CIEHER B2
PERIL | Bl T SR L 72,

23 BRSO
231 EHEEAEKICBIT35MEEDOLE

INETCIREREFECHME - 2B ZITV., BBROVMELE DXL O EEEEL, Pb BLU'BI
DEEFAFITARRRABI OERL T BT T Tz, OB, HHIEE BT IEFENICR
BEENEL., BRI E N — 2 RE SN2, Z2C, £BICLBE # VWS ERKIEIC
BT AHERRMEZRE LML, REHIKR O3> % AV CRRL., BIEEKKH
WRIET DL LB AL, _

O ARENTEBEELEBEBMT D,

Q@ FREENIITAIFTRE < Ex A, TORCTEBERRT 5,

@ @QITMA T, HEREOBRELEET 5720 ARELTNAITE < EORBBRIT

Sn fix Aid,

FEBRRIIIa ATV ANVEERE RS R (LBE) O LEICREL ., T NELa—F
— (NR1000) {ZED3A . B4 4T 7 1 (Time — Temperature Curve Analysis System) % Fiv T
RAEHEE OB EIEREE 973 K 2°5 LBE OE AL T ETEGINCRIET2Z8I2X0To
7o

WHIBRORERE Fig. 1177, ODFENFEHEHEENR R 15 s T400 KITEL
2o @M FITHEE, $930s ThoTe, AERIVAEENICEESBE AN, BETHH1E
DT THHH, Pb BLOLBE 2kt U CHE TS 28412 PbO (LBE &34 3 HEg k¥
R TR %) Z VA2, PbO & SiO, DRISHABRASI, FEY LHEL, @Dk
HEEB AL, Bi ICR L COHRODFiEE AW,

232 Pb DEEFHER
HFFRIEL T=E 7 U7 0 (BF) EMRE Ve, SREBIREKZ Fig. 2 (TR7, I6F
A5 OEIiE=y I h—RDT VI FH <~ (15 0.D.x 12 LD.x 100 mmH) % fiv iz,
T, U BIZH 25 g D Pb B AIL, REH, 670 K T Pb 2%, ARELIFIA I
WL ZEB%AT o7z, W HIE D Pb OFREIZFHOERE 10 mm, FEEX 2 mm BEOHBIRICE
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BRI PO 2EX, IR T I ~ B2 A RS ENICRE LT, ZOBR, 7
NIFH 2R ERFSE ORIFRIZ Sn i AL, MHAREOBYREZRE T 5L
770

MBGZIT SIC ZREVELTHBRFE AV, T 973 K ITMBYREFSHZERIFIC Ar
B, B2EE| X PRI Rl HHEMR IS EZ /AL, 54 ks fRFFLT=, MANTARERGE
EEPLFRECEYHL, KKFICBET 2ZLICIVITo T

ﬁﬁﬁ%%iw&‘/vy%%%ﬂof Pb BV HLTZ, BHN =8I Pb O BB LU T iREl%
FHEN 5 mm BREYIRE T, AIED 4 FAZEVELL, ZITEFEOREND 118 0.5 g2
EETELITELEVH LTI,

233 973KIZHITS Po hDEAMBRRE
FAE PR SR ERT BB SR - ERF RO HTEE (EMGA 620W) Z AV TITo7, 7347
FEILLT OBV THD,
FBHESHR - HC1 (1 + 3)
TEYREEE 10 B
AEIEE:03~08¢g
BB 1773, 1873 K
B4 B :Sn(Sn DELFE X, = 0.6)

HHEE IOV T TR EL TVAEDIZ, Ph, Bi DFRRJEL Boudouvard SUGEEEL .
1773 BL N 1873 K THMTEIT o7, £/2. Sn 81X Pb BL U Bi OEKEL TiT57HIH
IANGAVH

Table 1 IZEEESOHTHERE R U, REIO EEHLREFE B E ML QD) /NSNES
IEEREHLD_EIO . KEWESIX THOBRRECIHEL T0D, ZORKR TIIREMLE
WL ABREEDIILOXIERTEILOLEDNS, Fio, HEED &V (1873 K) 5248
EFEODIEZRLCOER, SHTRENICHHEE X THELIZ RV EE DD,

YU EDZ XY, BHIERZ & ARBRIITIEIIR R TEDbDLHETLT,

234 Bi B&KU LBE O 973 K [ZHITAEERMMAH DR LEEI T

Pb 122\ VT Bi OEEZRIIAMRREIOMEREIT o1, AR L2512, BLOs ZHFSET
Bi # A I N CHEBEML . FHEEZLKKIZAN TR THLWD B TR %
fERIL 72,

Bi OEEDIEEM% Fig. 3 TR T, Bi,Os IXEMREREEETHo72720, 1273 K T
Bi,0; #NE 7 mm O A a=T7HHIBRN AL, BESEZICO N a=T Lz
bOE AN,

BIR Bi ) 25 g A TEE (OME 16 mm, AR 13 mm, B & 500 mm, FLEE)NZAIL, KR T, 973
K C— B¥ERE 2R LT BiO LI FRFIECERLIEY ROV a=T CHEEShZ
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Bi,Os ZBWTC, BEZE5| X LT NIV BT 214 L 973 KITIREFLZFICE AL, 36 ks £
L7, D%, Pb DFALEROFIETKP BB EIT T2,

LBE ZXU T3 2B L DA RO DML ENRHDH, AR TIIHFEIELL T
LBE & PbO #HW=iA &, LBE & Bi,O; 2 W55 Otk OBk DFEEIZOWT
BEL7e, MR ket 973 K T 36 ks fREFLTC, mEIR OB LM O X BT RER RE
Fig4 1R, HEWED PbO DEFE . PbO DY —2DHRBRBO LN, £, Bi,0; & H%
WL LTZ38E . PbO DE—212Z T, Bi0s DERIAL"— 7 N TMITERD O, IHIT,
A% 0 LBE O Y X T THE DM Bi OEREMICBEITL Qe L EDEE
I, 973 K IzB W\ T

Bi,0; + 3Pb — 2Bi+ 3PbO
DB ST DLEZ HID,

PbO - Bi,0; DIRFERIZ Fig. 5 (Z7R7 %, Fig. 5 12k5&, 973 K I8 T PbO & Bi)O; 233k
FT2ZLEHVERN, LizddoC, ERBRRIGBFERIATONRD 2 T2k IR
BDRANTEY BL0s BT LIZD TIIARWNEE Z SIS, EEMIT TR B CIXBAL)T
20 WIIUZLA, PbO HHERELLLIZG AT, BRI PbO DB —7DHTH o712,
LBE L5 2B LIRREERDD Bi,0; MO T0NIETIAAR PbO OBEVEETHDLH]
WrL . LBE &S S 2 0IIER (L L L T PbO Z WD LT,

LBE DO¥fE, B ITIEIL Pb BLD Bi OBFELFRICTHLA, £25 K14, LBE &4 DH]

REROBR, A& OB — LR RET DD T NI REE CIRG AR THD, RBR
FHEEITEETH 25 g IZ258912 Pb & Bi ZFFE LT,

Bi 38X LBE 1 973 K (2331 HEAFNEESR Doy HTis % Tables 2 BI O3 IZEN T
RUTz, Ez, Fig. 6 \ZI3HEENIZ A @M Z LY, Pb, BilS X O'LBE DERR TR AR LT,

PARIEEIL EITMOTRERL TUND, E- LB O 7= EIXKNZIEHM Pb &5 Bi (ZxtL Tl
DRFFERE BOMES R U, #l Bi 1236 L Tik Otsuka & N2V MEE 2oz,

235 ELDREICEITS PbO LF#9 5 LBE hOEAFBRREE

973 K \ZBIF A5 HHEDE@EME SR T 5223k, 878, 1023 BL U 1073 K IZKIT5
BRI SRR B E 21T o7 BUBHMERLD 72D D FEBREAEIL 973 K ITRIT LD LEIRETH S,
ZDOBEELHIEFEILEL TLBE & PbO VR, FREOEBEOB(LH DR R X FRIE
PG BT TPbO DE—7 DI THDHI L TR L TUVB, Table 4 ICEEE D HTHER%E,
%72, Fig. 7 CEBERBEOMEZREOFHITH L TRLE, RIDNBEALI2 IO IR E
DOXFENT UT 1L TRFRERBBREZRL TN, /N ZRIEICIVRITRTEREER
15T,

log(C,, / mass ppm) = 7.16—i'85;—103 (£0.003) (878=T/K=1073) (1)

R(DZEAWTEIRIZAMNET B L, 573 K T 0.05, 673 K T 0.90, 773 K T 7.7 mass ppmO %1%
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3 LBE-PbO F#iDEAFR 7 EEIE

3.1 [FL&HIC

LBE &&HDOBMEDEMELRSEOBRERDLIIEERKEMEL, /YN T TR
BlhEShieo a7 BEEREL AV ESILFR BRI LOEERE IO &, T
Pb-PbO 331X Bi-Bi,O; EMOBEE S EREE TV, AEOEEIEAFER L7214, LBE LR
{bip e DML SRSy FE DRI EH1T o712, LBE &ML DWW TRETLIZRER., 3 C
WA= 5512 LBE & PbO % HFE R L7/ X R EHT Tid PbO LS DB LAITFR
HHNIEHT,

32 BESEREDRE
PEEE DS EICSEHIOR R TNBDO T, EET 5,

33 EERAE
331 ERERESIUVENH

AHATIHIEEFREFEI=v IR OZELI Va=T(092 ZrO, — 0.08
Y,0s,Yttria Stabilized Zirconia YSZ) THY, FEIRITSME 8§ mm, N6 mm, &S 80 mm DX
e BRIV, F2, ERALCRIEE Table 51577,

332 EBROMER
3321 REBDER

AWFZETHER L2 T O BHOS A | FEERREL T Cu — Cu,0 BFREBEEHE AV,
Cu — Cu,O Flgatkhd, FERISE/A T Cu: Cu0=1: 1 OMKIZ/25891Z, Cu & CuO
MHREPEEN T Cu: CuO =6.1: 3.9 DL TRHELE®, AV/VHASTHRRELIEHDE
Rz, EBRE XOREPTEIEIZLY Cu BIU Cw0 O 2 HHTHLZLERER L,

3.3.22 Pb-PbO KLU Bi - Bi,0, EED/EH

EAK 5 mm OFLR Bi LESH 1 mm OHCR Pb %49 5X5 mm OEFFIRITHIRTL72H
D%k TR AR CEBE RS L TEBRIZHELZ, Pb-PbOBLUBI - Bi,0; DEMRDG A
Pb 55\ X Bi & 60 g, PbO HDU it Biy0; 2189 3 g AV TEBEMERLT

3323 LBE - PbO BiED/EHL
LBE — PbO EMGIL, 72 P CBEHRIEEL7-Pb 448 gL Bi 552 g IRE LA E &L
L7z, PbO 1349 6 g Az,
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333 BENAEDEREELS KU AE
(a) Pb-PbO BLUBi-Bi,0; %
AERCHERLLEENE Fig. 8 1R, BRLIZENENOEIT
(—) Pt-LaCrOs/ Pb — PbO / ZrO, (+ Y,03 ) / Cu— Cu,O / Pt (+) (0
(—) Pt-Ir/ Bi — Bi,03 / ZrO, (+ Y,03 ) / Cu—~ Cu,O / Pt (+) (mn
ThHD,

B ROV AT BIREMEDONEIC Cu & CuO DIRABREFREL, Pt U—Fifk
DA EIRIZL Cu-CuO DIRABERNICHEDIAL, EBIZY—NROREE THDHIME
5 mm DATAMNETHIZ D72,

—J  BRBVEBANIT NITF < E (b MR 21 mm , A 17 mm, &S
100 mm)DR{ANZ Bi, Bi,0;3 F£7213 Pb, PbO Z AL7Z,

Bi - Bi,0; 2 BAEL T 5EE1T1E Pt RO FEHEEIT Ir BRIEAR 0.5 mm)& ARy NEBEL -
DN, LLRDSS Pb - PbO BBRDLZE I, Ir BNRIES LG THZL 0530 bI
728, U—TFHHE Pb I ITIED D ER 4 D F LaCrO; BakE AR(E 2 mm , £E 10 mm)Z Ve,
726 LaCrO; IZ PtRAE R Z DT 20 b5 Pt ~— AN B TG R LTz, SHICHR
ERBOEBEV EMSVNLIFLD, BISRTINC PHREBEXFTE S ET NI A NCTES
77

(b) LBE-PbO %

Fig. 9 ICHEBREZ R, #ERLIZE

(—) Pt-La,05/ LBE-PbO(+Bi,05) / Zro2 ( +Y,0; )/ Cu-Cu,O / Pt (+) (1)

Thd,

LBE-PbO(+Bi,0;) DB DX EL T, YHT NI T B 2F & AV, PbO DOFELEEL EDE
BER CIIRELLBENNESN T, TAITBOIEERIFTLTANMEF D Si0, & PbO &D
RIEBHERINT=720, 32T I a=7(Zr0, + 9 mol%Mg0)5DiF% v, B ERtD
LIGAMEEELY NV a=T 8 TR, PbO BNEET AT A 0EETE Izl
770

EW[T], (3L OB EAR, EEEEE RS E N OBEE (22K LIR)ICRELT-
%, KIS 2 AR E LR 7 (B TR GLD-200)I250%7 500 K CHERLRAG
10.8~18 ks {RIFL. ENE+OEBESE, TOBRI VAT NEBL TRAKLZEME T VL
VH AR FHE LT, Ar T A% FEE T BEE, KRBT V—F — I X RS ENASINERBIZRD
ZLEBET T, SIC BREKLTAERFEBMOMBICH, FTEDREITELRE, &
EHREERIT T, BRI B BNEERER (W ~7 v B AV T—ERE(X1IK O
8838) [T B LS I 72, BB OREREICHREREL /AL — T A AVEE
wE AV, BEAHDOHEITIZIASALE—F 20 10°Q Y EOF VXL 7haA—4
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— (7R TR R8240) Z VY, —FEIEEIZBWT 1.8ks TH0.2~30.3mV UARNDZE
B OBESEPELENEE L, D%, RO KFELBEERZEIZITHIIOINCL, ZD%
AR =R TEAEITI D72 B 351 L=,

34 FERBLUEE
3.4.1 Pb - PbO kU Bi - Bi,0, DRE HHITE

Fig.10 [ZEM (I ), Fig. 11 IZEM (1) TENENELNTZRE N LIREOBRE R,

DR ERE SIMENL, FTEDIRE! _a%utﬁé Eh (1) Tk 3.6 ks., BAL(IT) TIX
1.8ks. TEDI, TORIZBEEZEASRIHA, BENLETHOLUIEFFFICEEE
bERELE,

Fig. 10 2BEHABIRIDICEMTOREALIREORIZIE 700 K 2L E TR EHRBER
BEONZ, AAETIEONA2=7 BEEMREORE TRIEEZHFLIZEL BERID—DoLL
7725, 800 K b2 IR L GEEARIEEZIT o7, TORER. K 700 K ZHRITEES
EIXERPDTIUIL DT, ZIUTEMOESIRKE ool led B2 bhd, LIzhi> T,
ABNEFETIE 700 K LA LTRSS ERIENTTRE THHLHIBT LT,

I Fig. 11 1R INCEMINIH LT 1012 K CREEAOFEUCE(LB ADHILEH, 3T
BRIZEDE 1003 K C BiyOs i3 o (AR 25 § (SIJ7dh) ~DEERHY 7| HETREZEITSH
DR, ZOEEBITERL THALDEE 2 LIV,

EA[I]D 700 K LA EBIOEM[]D 1012 K AT ELL EORE CRRE SMEDOEMRERZ
ZRD, ThENRQR), Q)BLOM@ITR LI,

(A1)
E/mV =263 —0.142 T(+0.34) (709=T/K=970) ?)
(EHLIT])
E/mV =131 -0.125 T (£0.44) (7T1£T/K=1012) 3)
E/mV=73.6-0.0680 7(£0.067) (1012=7T/K=1067) 4)

INHORESEE Cu — Cu,0 OITEME 235, PbO BL T Bih0O; DIEHEERF T XX
NE—FEHL, K(5), O)BLONITRLE,

AGS (PbOYKT mol '=—221+0.102T (£030) (709=1/K<970) )
AGS (Bi,03)/k mol~'=—585+0.2947 (+095) (T71=T/K=1012)  (6)

AGS (Bi,05)/kJ mol '=—553 +0.264T (+030) (1012=T/K=1067) (7)
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PbO DIEHEAFRET R RAF—IZR L TiE Roine® D7 —ZEDEZZ(8)IZ. Barin”?
5 — B DEERONITR T, BiyOs DIEEA R T AR VX— IR T Roine”DfEZ
F(10)B LOUDIZ, Isecke?DIEZR(12)B LT3N, BELODZNEK(14)BLV1S)
Rz,

AG?{ (PbOYKJ mol ~'=—219 + 0.100T (650=T/K=1150)® (8)

AG? (PbOYAJ mol~'=—219 + 0.100T (700 = T/K<1000)” )

AG (Bi,O3)/kJmol '=—585.5+0291T  (750=T/K= 1003)® (10
AG? (Bi,Os)/kJ mol"'=—553 + 0.264T (1003 <T/K=1100)® (1D
AG* (Bi,Os)/kJ mol~'=—553 +0.264T (800=T/K<979) " (12)
AG{ (Bi,O0s)/kI mol ~'=—544.0 + 025357  (979=T/K= 1089)¥ (13)
AG? (Bi;05)/kI mol '=—582.5+0.2937  (838=T/K=997) 19 (14)
AG$ (Bi,O3)/kl mol~'=—549.7+ 02617  (997=T/K=1070) 10) (15)

AHFFE DT —F L SCEMES 458, PbO BL O Bi,0; EHIZIL—FHL TRY, KERT
AT UN =T B EARE OB E ¥ IS T 5L Z MR LT,

342 Pb—Bi—0 REEDEBEHEAE

BIR L7 Bi — Bi;05 335U Pb — PbO Z3UEHBIZ AWV BRI EIC LB ER a4
LT, EH[I]% VT LBE(44.5 mol% Pb — 55.5 mol% Bi &4)& PbO REE{LY
(PbO(+Bi,03)&509) F DR BE SR ZAT T,

EIOREBEAEITBRENLZELTHD 1.8 ks THDI, TORITBENRLZETHETIER
B R ELEENENEDN, Boh B ESHLREOBRE Fig. 12 (TRLI, ’IHP O
B AEOEEIZRHT S 1100 K ([2Bi1) 528 AEE DLt PbO ORERIZRIISL TW\AE
Bbiva, fliFr: PbO OBIAIL 1160 K THY, 20 60 K DEIIRDISITEZHILRTE
Do

Bi,0; — PbO ZDIREER V125 &, PoO HITIID ED Biy0; iIZXY ., IRFEHII BB T
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LT3, L7223o7C, PbO IZED Biy0s BNEITIAA TS E PbO DR AT RN B T2
BT, KEBRTIIET 1100 K U TICBWCEEARIEERITV., BEHLEEOMT
EARRRE MR L2, 1100 K UL EICFIRL BEHRMEZ T o7z, LTeAS>TI00K BAT
TIEADED Bi0; BNAITIAATE PO EIEAEE LBE O THY, 1100 K LL_ETid Bi,0s
BEBITIE T AN IERIEE D THD, ZNODTEEEBRTHE. PbO OKFHEEK TIX
Bi,03 2% 5 mol%IF T IATeZ 212725, 7235, FIHIDELE LBE 13100 g, PbO 136 g THHd,
LBE A& DR EAIZER CEAH L RRES,
B HEOEARAERRER(16)BLUUNITTRT,
E/mV=2563-0.1792 T (£0.40) (T20=T/K<1098 ) (16)
E/mV=—204.5+0.2406 T (+1.33) (1098<T/K<1252) (17)

Wiz, Bbn-BEHNECERERRAO)BLUANNLE N L - EHEEER S EOX e
EE O OBREENENR8)BLTANIRT,

log(p,,/P°)=11.34-2288x10*/T  (720=T/K=1098) (18)

log(p,, / P°) =2.874-1359x10* /T (1098=T/K<1252) 19)

ZZ T P°1X 101325Pa Th D,
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4 BEFEREAFD LBE hOBFREELBRR,EDORERK

AW TIE, R ETIZ LBE OBERAFIAREE LML M P E OB S EL TN EIRE
D TRDZ, UL, EBIC LBE #ETFHEMELUCTER T, BRRELZZ
DELFRIEMRE LVER S U2 e b2 ©7a<, LBE OREIFNIRMERF OBERIR E
LB EDOBEBREEBLCBMERDS, 22T ZNETIKRD T —F2 AT,
LBE DEESEARAIFIVARERF OBLRIRE LFEHR 53 EOBIREHEEL 72,

E£9°, LBE & PbO BB T DOBER AR T v M EE(18)5D

RTIn(p,, / P°) [(J/mol Oyy=—438400 +218.2T (20)

WX E 265,

W, AFFZETRO=R(DBLCUS) BN EIE IR EFEH LT ORE THRVILE , $KiE
LBE OELSETE B I XA AR £ C Sieverts DIEANZHEI LIET D4, R(D)BL V1815,
B R BTN DWRIE LBE HOBERT Y/ VITBEEBLUOBEREIZIVXQDO XIS
26D,

RT In(p,, / P°) /(J/mol O;)=—56.04T—2.527x 10° + 38.297 log(Co/mass ppm)

21
RQDPOEEFEREED 100,10, 1,0.1,0.01,0.001, 0.0001 3317 0.00001 mass ppm DI
EIRBITABERT Uy VOREREEZEH LU, BREXQ2)~2TTT,

LBE— 100 mass ppmO: RT In(p,, / P°) /(J/mol O,) =—252700 + 20.5T (22)
LBE—10 mass ppmO: RT In(p,, / P°)/(J/mol O,) =—252700—17.8T (23)
LBE—1 mass ppmO: RT In(p,, / P°) [(J/mol O,) =—252700—56.0T 24)
LBE—0.1 mass ppmO: RTIn(p,, / P°) /(J/mol 0y)=—252700—94.3T (25)
LBE—0.01 mass ppmO: RT In(p,, / P°) /(¥/mol 0,) =—252700—132.6T (26)

LBE— 107 mass ppmO: RT In(p,,, / P°) /(J/mol O,) =—252700—170.9T @7n
LBE—10"* mass ppmO: RT In(p,, / P°) /(J/mol O,) =—252700—209.2T (28)

LBE—10"% mass ppmO: RT In(p,, / P°) /(J/mol O) =—252700—247.5T (29)
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ZhHDHER% Fig. 13 12 Fe — Fe;0, 3L Y Fe — FeO 47 YOMETRT L ¥V EEBITR
U7z, RIRNZIE HyH,0 bbb R CRUTZ, Bl21E 700 K TE 257251, PbO B3HTHI$5 1.7
mass ppm O 2>5EHIEF OERAE R EHOHEIE Fes04 ZEFRITAHE 3% 107 mass ppm O D]
{2 LBE F ORI EAHIE U2 id7eblen, £, FIRE T HyH,0 BEVTAILIYVZh
ZHIET5854E . 0.00001< HyH,0< 10 DFEFHDORA HIZTAMNENDHD,
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5 &

il

B — B R AR A4 T DB R DOV R EE I E LB LA & 3 DI K Pb - Bi &@ DB
LSERIEZITV, LT O REHT,

(1) BEEDOHTOEEREZ 973 K TTNENOER L LT3 58 Pb 8L UWE Bi F1 08
TR EL T 570, Bax DARETHVRBIOIERER AT, TORR, Bl XL T
T AEENT Bi ZEEIAME L., FREEKKFRSHTDHENR, Pb IZHL TdIA%E
ENICAHBOBREREET D720 Sn Bz AN, W TTAITRE < B AN
Pb Z¥AfiRI L. BEEEEKKPRIETHHELRE THHIER DD T,

TOFER XY, LBE LTI Pb EEIUFETAM AR ERLT,

() BEBESHITBITHE A (x5, = 0.6) | TEHITHEH 358813 Pb , LBE OHE(1 + 3)DHE
B2, Bi DA+ 4H)OTEEE, TMHEEX 1773 BXW 1873 K TITo7

(3) HTOFER, 973 KIZHI)}5 Pb FOEAFIEARIEE T 91 mass ppm, Bi {21 T 178 mass
ppm MESIL, SCEME LTI 72 BB,

(4) 878,973, 1023 L 1073 K THfE - BT 524 T LBE OERREAFMBMHREZHEL
Ty FORER  FNEN 437, 15619, 262+ 62 33301435156 mass ppm O B3 &, BE
I EE DR EUTIEE OWHUT L T BARERBERERL TRY, ROEREIFRZF
72

log ( Co/ mass ppm) =—4.85x10°/T+7.16 (878=T/K=1073)

(5) Ina=7BEEEMEEAVEEEEREENECIY, ROBMOEENAEEIT
ST,

(-) Pt - LaCrOs/ LBE — PbO(+Bi,03) / Z1O, (+ Y203 ) / Cu — Cu,0 / Pt (+)
FOFER., UL T OFHELHE 53 E DRI LIRE OO BROEREFREB,

log(p,, / P°) =11.34-2.288x10* /T (720=T/K <1098 )

log(p,, ! P°) =2.87-1.359x10* /T (1098<T/K=1252)

(6) LA LEOFERLY, LBE OEEERATIGAREOBRRIRELRRIEORREATEL . K7
v VIR R LTS
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Table 1 Analytical oxygen concentration in Pb equilibrated with PbO at 973 K

Sample No. Extraction temp. Oxygen conc. /mass ppm

1 1873 K 87

2 1773 K 90

3 1873 K 91

4 1773 K 87

5 1873 K 95

6 1773 K 89

7 1873 K 92

8 1773 K 87

9 1873 K 89

10 1773 K 88

11 1873 K 94

12 1773 K 87

13 1873 K 102

14 1773 K 91
Average value, x — 90.6
Standard deviation, o — 4.0

Table 2 Analytical oxygen concentration in Bi equilibrated with Bi;O3 at 973 K

Sample No. Extraction temp. Oxygen conc. /mass
ppm
1 1873 K 193
2 1873 K 178
3 1873 K 183
4 1873 K 182
5 1873 K 153
6 1873 K 181
Average value, x — 178.3
Standard deviation, o — 13.4
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Table 3 Analytical oxygen concentration in LBE equilibrated with PbO at 973 K

Sample No. Extraction temp. Oxygen conc. /mass

ppm

1 1873 K 155

2 1873 K 141

3 1873 K 149

4 1873 K 160

5 1873 K 160

6 1873 K 159

7 1873 K 161

8 1873 K 168

9 1873 K 164

10 1873 K 161

11 1873 K 153

12 1873 K 141
Average value, x — 156.0

Standard deviation, o — 8.6
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Table 4 Analytical oxygen concentration in LBE equilibrated with its oxides.

Oxygen conc. /mass ppm

878 K 1023 K 1073 K
46 319 367
35 199 392
33 216 363
45 344 414
48 317 411
37 209 422
51 230 522
38 - 491
52 — 486
39 — 478
45 — -
41 ”— -
47 — -
54 - _
36 — -

Average value, Average value, Average value,
x=43 x=262 x=435
Standard deviation, Standard deviation, Standard deviation,
o =17 0 =62 o0 =56
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Fig.1 Comparison of cooling rates among (1D, and 3.
The LBE was melted
(Ddirectly in silica protection tube,
®@in alumina crucible in silica protection tube, and
@in alumina crucible in silica protection tube
putting Sn between the crucible and the protection tube.



JNC TY9400 2004-021

Gas Inlet

Rubber tube

Chromel-Alumel
thermocouple

Alumina weight

- PbO(s)
iSn (/)

Pb (1) or Pb-Bi(])

Alumina
~ crucible

Fig.2 Schematic apparatus for quenching of lead or LBE.
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Gas Inlet

—>

Rubber tube Metal head

Chromel-Alumel
thermocouple

Quartz tube

/10,
Bi, 0, (s)

Bi (/)

Fig.3 Schematic apparatus for quenching of bismuth.
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Fig.4 XRD patterns of the oxide equilibrated with LBE at
973 K. Starting materials were LBE + PbO: (a) , and
LBE + Bi,0;: (b).
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Fig.5 Bi,0, - PbO phase diagram.®)
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Fig.6 Solubility of oxygen in Pb-Bi system at 973 K.
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Fig.7 Dependencies of oxygen concentrations
in LBE on the temperature.
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Pt lead

[ Silicone rubber plug
Chromel-Alumel ]‘—

thermocouple ~

Water-cooled
copper tube =

O-ring

~. Mullite tube

Mullite tube

~~

Alumina cement

Alumina crucible +-SiO,)

Zr0,(+Y,0,)
LaCrOgor Ix solid electrolyte
PbO -
. Cu-CuO powder
Pb or Br

. Alumina brick

SiC furnace

Fig.8 Schematic diagram for EMF measurements of the cell,
(—) Pt-LaCrO4/ Pb-PbO/ ZrO,(+Y,05)/ Cu-Cu,O/ Pt (+)
or (—)Pt-It/ Bi-Bi, 04/ ZrOx(+Y,03)/ Cu-Cu,O/ Pt (+).
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Chromel-Alumel Ptlead
thermocouple \ Silicone rubber plug
<= Ar gas
Water-cooled =
Copper tube
O-ring

At
J . Mullite tube

Mulléte tube " Alumina crucible (+3% SiO,)

or
Alumina cement\ / Zr0,+MgO) crucible

Zirconia tube i
LaCr0; i - solid electrolyte
Pbo or Bi203powder- o . ,g%
Cu-CuO
Pband Bi 4

L A Alumina brick
g SiC furnace

Fig.9 Schematic diagram for EMF measurements of the cell:
(—) Pt-LaCrOy/ LBE-PbO(+B1,03)/ ZrO,(+Y,05)/ Cu-Cu,O/Pt (+).
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Fig.10 Relationship between EMF and temperature of the cell,
(—) Pt-LaCrO,/ Pb-PbO/ZrO,(+Y,0,)/ Cu-Cu,0/ Pt (+).
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Fig.11 Relationship between EMF and temperature of the cell,
(—) Pt-Ir/ Bi-Bi,0,/ ZrO,(+Y,0,)/ Cu-Cu,O/ Pt (+).
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Fig.12 Relationship between EMF and temperature of the cell,
(—) Pt-LaCrO,/ LBE-PbO(+Bi,0,)/ ZrO,(+Y,0,)/ Cu-Cu,O/Pt (+).
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Fig.13 Relationship between oxygen concentration and

oxygen potential in liquid LBE.



