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Preparation of (Th,U)0, Kernels by a Sol-gel Process

Shigeru YAMAGISHT and Yoshihisa TAKAHASHI

Department of Fuels and Materials Research,

Tokai Research Establishment, JAERI

(Received July 30, 1985)

Production conditions of (Th,U)0, kernels for coated particle fuels
were studied. Source sols were prepared by neutralization of nitrate
solutions with ammonia. The neutralization in pH-control modes modified
with "preneutralization" brought sols suitable for gelation into micro-
spheres. EDTA titration for respective determinatioms of Th and U
without separation was developed. This revealed their different
behavior in sols: colloid fractions of U were lower than that of Th
while U tended to concentrate into precipitates of large particles.
Drops of the sols were gelled in a hexone-ammonia medium. To improve
sphericity of gel-spheres, three fluid nozzles were used. This,
however, resulted in a little improvement. About 300 g of Thg gUp.202
microspheres were preliminarily produced for irradiation experiments on

coated particle fuels.

Keywords: Sol-gel Process, (Th,U)0», Microsphere, pH Control, Sol
Characteristics, EDTA Titratiom, Gelation, Three Fluid
Nozzle, Hexone, Shericity, Coated Particle Fuel, Thorium

Oxide, Uranium Oxide
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1. & L & i

OB ED ) Y LB ERELR, SFRETHE, BRESAFREAER L2 ThO, &
LT (Th U) Or BAEB(UIEENFREAMENRIE L TR, Lok, FHLE, N
5 OB TR A LA WETRIE T AT R AN TR, [RED VW vk (Bl r ik
L BIEENS) 13, 4 MLRIRIR O, TR, 7 AR & DT & 0 B TS
e C 05 HIEHESLEICE S LTRY 5a TR0l LRSS v @i
DU oy 0/ VD DT B B (B ALEIC KD & BiTlalT v T — i &
Bk s AL T e e g feRlc & B pH kS £ T Y
Wy e s 5, T, @), @13, F LD TRERS vk E SIFEN 5,

mEo i, Lo (3b) CAMINL Y AFVECOVWTHAL Tl Kd&VITKFA ©
HIHA DT Wptir, SR ADCABEELTAFY v (AFNAYTFNT )
% SLROI LRI E LTT v E S TERBT B HECOVTRE L, TOBR, LO7v
&%Kﬁbtﬁﬂfw®%ﬁébfm{ﬁﬁﬁﬁ%%ﬁ&?%ﬁ&%ﬁ%t,ﬂﬂb%ﬂﬁ®@
st L% 0 nekn T UAD ORAEMEM (Th, U) O HoOBEORDIC, (1IF
ﬂ%ﬁé?w®@ﬁ%#®ﬁﬁ,@Vw@ﬂm4F%ﬁ(ThU@iﬁ%@:D4Fﬁ?@%ﬁ
&3D4F$J®Mﬁ%®&ﬂ,@Eﬁﬁ&ﬁ%@%&bt«*yV%fwmﬁwﬁﬁé/fw
%@%ﬁ-ﬁ%&ﬁﬁﬁ@%%®@ﬁ,@ﬁé@ﬁ%ﬁ@ﬁ%%#@@ﬁ@g%ﬁotcKﬂf
i1, ThoDFREHET 5, '

$@ﬁ&%%bf,ﬁﬁ§®&%®k®m,fwﬁ%&ﬁﬁtbf®«$vymbéT@ﬁ%
ﬁ%%ﬁwéfwﬁﬁﬁ%@ﬁb,C®5W&EKELtfw%ﬂﬁﬁé%ﬁ®ﬁﬁ%ﬁbf%
. ChBOERE oL T, BlcEETsTETSE T, cnooRR, ARONEEC
M,9?7%@%0—%%,E@%ﬁ*ﬂ%ﬁﬂ@ﬁ@?ﬁﬁﬁ@@ﬂtﬁ%%@%ﬂ%ﬁ%
£ T B, Table 11, A TOMEICLD, ERCHEBENTEOLHNTREL.
ThO, % LT (Th,U) O BFO—EHTH S, RiTR L 1980 FHOZFEOK T RARED
@ﬁ®%%,“#VV%¢»ﬁ%ﬁﬁ§&bf%ﬁbt%@?@éo%ﬂﬂ%@ﬁ?ﬁﬂﬁ%ﬁ
OPUE(LRESZ I it E VBB LD TH L,
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2. ThO,-UOs RS VRS

2.1 EEESE

L BLEOHFME L Th (NOs )e, UO2(NO3)» OKBHETH B, Th, K%77 v (NUI,
HER DTN KA F 03 FHEA L, BRY 7 v (EU) &, UsOs 2HBRTHEMBL, Ak
BT ) —OEEABROALEDERV, 4 THBENLPEM ThesUew O: RIFOELEICHE
o R D R SR £ Table 2 174,

2.2 FERLUFE

sl o ks - A Y0 Tho, v ABEOBA LELT, pH BIEERE
HEAELi-&DTH 5, Fig. 113, pH SR/ LS E OISR T S 5. 7HEOBBHIRD
LENTH A,

(Th (NO3)e + UO; (NOy)y ) HEHEATNE « BPEL EH ST v = TREMA THINT 5o
(ZOINH®M) /INOs) b4 THhiEE] SEEY, PnTHbd,) MEEA 4 v 32 E2MG, |
BF: 05 CICEE L 7o ShiEd, v OKEBR) o—H4pl 2= 7 - Mici§RS ¢, 25 CTOpH
AUEHAIET S, FETE, COpHMBRERIVECEGCET ve o TKEARR VT HHE
L, SOIBACHELETALICLTH B, iE-T, MFHRELRT » THRIGETL, D
pHiE, 7 v 2 =7 KiEAIC LB ERE, BELhDRO/ MLt L BET E&BRDET, HHEE
it pH HIE T TOhENC SR T [Hichfl]) %97 5. Aipfl&iz, REOHIC LY pH 2
EMCRERICELTY, 4 —FEBODHECETLETHNEITHICETHL, (T OHl
A [FiFIR] &IEF, PofTHbd, ) TFLEER 1 23 2%/ mind L, £{D5HE,
AR T 0.13 — 026 %,/ min iR L7z, ioFEREEROREOHRIZ L -T
WMTL 7245, PRIRF o TREA 0D ACAZFAERE Ui, 2, ARG, WAROCE
B B O FTERE (95 °C) FIEBICTT » fo BICPHIF: O EE R LIk o pH HIET ks
LE i Uds, ERTHIBEO-—E0r -2 TR—K[KHEDT v £=TKEMASEES
Bl Ui, SO ELBEECTME, USEHE20 %0BEST8mol/1 DT vE=TKT8 %
hEIL 7265 1 mol/1& S ADARE R LT, 1.62mol/1iCEl. COBSOEREBRECm
& il Pn OB&IE Fig 2 DX S b, USHE x BRE - BH 1 Cm R Fig. 2
CEILKRGALSREAT vETKEBE CaxBTITA Lt THMLE

Ca = 889 — 444x (mol, 1),

9.3 04 FRELYI0A FRFESHFOREE
ThO, Vv DIES, % DHIRFEE QUL St TE 508N, Thoa v FE (S rhd

4..2_
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& Thiefd 2oa4 FThOBEE) 8L 04 FRFRICHE LT, ThO,— U0 R &
S OBS SRR EETHL EEA, FOMTEERRN Ui, ThO: Vv DIESRBRENT
BELAES FEAENO Th A7 v =T XD LB S EFE 300 CTHROTThO @
EEANHIEEMNC LD S04 FETEMERYD, Fhihaos FESRDT L, B
&L OIBG, Th, UDBRTRINICI o4 VB, BITESHEERDL1CE, LOTEEEH
TEEV, Th, USBiX B3 31cd, Baolikss s, COEaE, Th UBSRTHE
TR RIS IR A O TE D, £ 0 NES, NOFBSRICHEET A5, T b
AN TO S & IPERESH B, £, BECOHAEERNTILED S

D45 NH', NOs” OREiREELECTIY,

@Th, UDMHESES LT

QREOEHL DL (T 5,

@FESEET, TanE, Th, URBEICHETRMET & %,

DEMICH 1= b0 & LT, EDTAMELAEY, BAtkE®TL . %, EDTATHETS
R A B ERICIEIRT AN ENS D, TOEEORE LT,

2.3.1 BEOHAEESRTENSS

BELSECE, O TE ) BeP HoaHBIcRP TR -5 £ 2 TiT -7 77
B D E R X CEEOHE R Ry i Raaxd, ENEFN Rmia= 3.6cm, Rmax= 7.2 cm
%, CEEEEE o, LUt AL THET 58, R2CIBTsNTOCEETSOLT
SRR TEDp i, RNTEELe, HEFEL 0, BHEKNEEZ LT 5L

D _\/187}1[1 (anax/Rmin)
P (o po) Pt

“HZ N5, B ORKETI o4 FETADELIBONFABEF A4Dp kK LT 0y b
42 L AN EERAMTE L ONSD, COT oy b Dp NS OHTERFTEL TH 58,
ZOFDEFEBEET 04 NEFc 2RTEEALND,

ThO, v DG, WFEThO, (o =100g/em®), HF 3 4mol /1 & NH, NO; KB
(o= Lig/m®, 7= 0.9mNAn) LEE LT Dp £3HEL, K TEAGRERSTRE T,
U DT 2581, USHRMNS S5 ENH NOy DBESET IS, £, WTEES
Hir B EE LNLY, AREORNFROBHOBMEEL L THENNILILEICSHSHDT, 5l
OThO, /L OBa LR CEABCTHELAZDp AV TVA, T4h5, 43500rpm, 180
min &£ 20000 rpm , 30 min OEMFHIGT S Dpld, EHhEFR 2.4nm, 126 nm & L

2.3.2 IOEHBR DI

EDTABEIC LD Th, UAShd 55T, /fl/q:'@jtl‘/f FRF AR S IBTE LT
S I A ARV A, SREEDOMBREFELNZ S F il BB
I E CHERAESESITIT 2 &BA2#K5T L. ThO, BB NE VB BT 5 LF L o7z DT,
BRF A P CEThO, Y %M, Fig 3EBEEMENARECIL ORLALDT, Fig

_3)
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3ald, ThO, YIWAZHIEB 2m! KBHEE 2m! 2MZTMALLES, Fig. 3b 1E ThO,
S COBELSEED FEAK 3m] iK8mol /1S 50 4mol / 1HHE Im! ZINA
TMALEEDLEDTH S, M, KFOEHIVTALEENIT TROLEERE LD
THbH, ML, VAOESTOSNBATHECELCERL TN AL BN 5, LEBAED
12 8mol /] WEETIZ 0 HMATHRACERLCHE4H, 4mol /1L IHRTIE 60 57 I0E
THARFRTHLC EHRPA, LY, 7u—v—1+ Fig. 4 Xz, Valmhicyl
CHERNER 2m] | FRAAME S ml i3 L TIBEE | ml 202 T 60 AMNA T, TR EMHARE
WITERT X5 &0 A B,

233 EEONO; 4 FTOTh, UDEDTAKE

EDTA B0 X# P ic L1 Th, UOSFEHRIKOE B0 TH B, Thix, pHiER 2.5 -
35 (Fefgr b wofEf) T XOBREDHRE-HOERAKRA LY 5, BETHEThER
10 mmol /1 EDTA ffHOESE 50mg B, 1mmol /1 EDTAEHDE&IE02mg LI
TH D, UDEBEE, FTpHERS 4 (W7 v &=v 4FF) TEREOEDTA  BEOT 2
S VEBANA TI0O SHEEL USRI LAZ0b pHA 2 — 3 GkEEREA) L T, 10 mmol
1 Th (NOs ), THEEET b, BEEXOBRES B4 L v VREDLBLRATH S, WEA
HEUBIE 55 mg U FTH B, ¢ D DARRASELTa— v NS Fig 4 Thh, DT — Y
—r L AEEODHHERES E A g, O TRV YBOLER, @ TRINEVE,
NOs DHEEOFE BTN OEFTTOMADEE @RADUEI L XTI §ERNOE
1 EDHICDOTRE L f, #OFBREOFMIMRICRT, RTOCKER, 07 0—- Y- TS5
ViAiTAE, Vvd B0 EEELS RO FBS v oho Th, U%ERZE 04 pmol UL PTH
2 EPTAEETH S, EELDRHEENL / NVH IV ETHEELOBL fo bREAE (S)
o, To—v— bl THEL AWETKDCHEET S Th, UL EDRST ORI Table 3
CRTEINBTHLOT, +TOEACKELEENA 5,

2.3.4 BEEBIUVEDTAEEEOERBOV VADEH
FiEE TR OREE, THEOICEE LAEEO VY (LROWEEEY) BLUBELS
B FELRICEAL, YVBESLUo oA FELAELAEREERSMFOZREHELL
O Tabl 4 TH B, ZOEBE, AIFREORRICNS - T, hlB4E X B L TERNIKS
e L ObT T, £, ERAW TR Th & UZTENZST T (Th+U) ORE LTD
BRB T E, BIDRDOL EHFh 5,
D ve (Th+U) BESLCUSEEOHF -4 BE(—BLTWE, 2NWA, T DBEMIE,
EDTARE®IL, THEMRZRLLES,
DB FEA VD USEHRE, VIVOENLDEY, UL ThOFEKER A -TH
5o
B D ThEAO 04 FRE, U=5-30 %D ThoBss 0 %L ETHE, THCH
LTURSDFNE, AMNEC, USERSE R LCONES SRS H D,
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2.4 VIO BOHEE

FROD &S ICIRA Y/ M B0 T Th U OFFREPRIL T AL, 204 FRE, Th O
Ham, UnEBED, Caid, USARCMEEC, HBLaH-THL, YIWBPRET,
ERAMICE —1 51E, ¢ D& WMBAIAE—s i, BEY v s LTRHEBREY, L, &
B DEe, KE TR C D PT 0, T, BEROCREBSREL LNECTS, HH
o h B LGB IR L TV AFl b H 2, A LDEBOMMASFETOMRE RIL55
A RBRARO - LBS S AVEROCTI L L RS 0E2BHS BIEOMKT 50 5 R
¢@ﬁ&&@£ﬁ5%@m@ofbiio%CT,Uﬁﬁémo%mfw(3@>memf,%@
DM AR E 05, RBO USEEE, FhEh, 82,82, BHTH-I, Hob
m,%@ﬁKUﬁ%ﬁéntwkoLtﬁnf,ﬁéfw¢®umimmﬁdfﬁﬁ?%%m@
gl AT, a4 FELed b end ZmiESH S LA D,

mg5m,Uﬁﬁﬁmo%,Eﬁﬁ%ﬁﬁlmm/1®4@@fwwowf,wﬁ®@%m;
2 A Th, UOBEOBTFTRALBRE CHLTRLAELDTH S, HREL LTE, HA
VIR L, FFRHEMICRY O AEE L Tvol % & » T A, T ORI, UREOHD R
Th iz BT 30 BIECAEWT LARLTHD, LROHBE~OU DR (U DRI R
DEEE —Hd B, BEAEICR, HRAEED/VASETENEI 0D TH LY, BRIOESS
Faimand FEAESD LS TR, FhaEETH D, £CT, ECETORRELENE
FEPOEEEED FnCARLERETORBAFET L L0 AL » T, EEL DR
a7 AR EE, 01 vol BUFTH B, T, Fig 5 DBGGH Tz 258 IKRUR
BRLED % (BlAE, USESE20 ¥0EAL 196 (L) KHAd 4

2.5. VLB SEHORE

2. 5.1 BEizmpHEIEARC L 5EHE

FHEROER ThREOEAICE~RT, UKABL, 204 FRFEIRECLEDPT, —
BT L 0T EDSD 5, ThEMOBEIE, Svbiclil e/ veiGsicpicso
S FETAKRECT L ENEET, FOLHOREBEPHE 275 ThH 1, £k, pHESCT
5&,ﬁﬁwﬂw4Fﬁ?ﬁ%%nto%1@,Uﬁﬁ%%m%m@ﬁurﬂ%ﬁés;m@
w@mbf,%mﬁ(%$W%ﬁ@@wrﬁ%@ﬁﬁ?$ﬂ%@b%ﬁ&%@ﬁbh,ﬁﬂb
t%#@%%%T@kﬁ@Mﬂm%ﬁocw%é,$Wm,ﬁ%ﬁﬁﬁiﬁﬁﬁ(%%ﬁwéb
fﬁ%%%btocwﬁ@pH%;U$ﬁ$®%%£k@%%F@ﬁwﬁﬁ}pHm,¢m®&
Feitic FRT B4, Pn=60% ( pH=231) {fiFTiE, dcpHTEYS ABEZRDBH LI
A, SREUEAERY (BE) oond MBS0 ThH S, PNERTT S L, pH E
B MESETEY LR 5. ¢ 0 pH 0K - NOBbNGE, T v E=TREADDRIR,
By 7R E BRI b EALTH Y, AR ToETRES, T, LT
b, EE Sl OARRBrEREOLNCETXS EEL 5N B, Table Sla)icm
L#- 5 HlOE#SIZ oo FEEFig Ti0RY, REPFESELLOT, EMETILBRIEZTS
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ok, BBRERC R, FOpH EBNTHUDT oL FREThLDREMCENT L, B
o, Udnud FREAEHLCHpHABC TALENHBLETHDB, L, 32LED
pH TRINELHERAEEHCHEATED, 3056, 30THENDLEOEPEDAETEERA
Tz,

BEOIEE, SERHESER LT, BOEAAERIERAE DL, ThE, VvERNE
BRI ABIEC S - WA, HBOETEL N THS L EL 5N 5, RENDELNE
BEe 5L, 7 es 7REANOET, RIGERDONEST & TRERTH < ThBHRO
oA EROERELELHa 04 K4 XTI ORI, ThicH LT, UDEBHK
. C DINBKER O—EA T o4 F IR - AR TR FERE LTERS - - Chd ki
EBONETH5, '

L OEERCESHT, KINTAENRTVRED—DLELLNLEY pH T TOREMEE
BT BRIEOHE AR L.

2.5.2 FiwRAEmMek L pHEIfA I X 2808

(1) UBER20 %TOBH

Hiukoo & 5 H o EIR A SEIE O BpH T HBMEVGE B 5 BT, EET 73-80% Al
FLtcob, LCHEELANOROBEA EFT2 04 Fikl, 0T, pH HE7G TN
AiEsh B EARE L, ZOE% Table 5 Dbl icRkd, BipfR P28 713-80% T,
pH A5 3.05 — 3.15 DBAE VTR O EBEHFRUT TH »/o THSD Y/ vOTaL Fiy
FRGHAFig 8 (Pr=73%), Fig. 9 (P’ =80 %) Km&kilicnd. &0, S8
DanA FEY, OERORDPIETS, pH3.065& 310 0B53LAERUTH-T U
D4 FEOZSO P =80%, pH 316 DEADOEEE R, FERAC-TVLEALLN
Foo —F, Pnt=73%, pH= 305 0E4E, HBEEET, | FUEREL TRIDT L
LB, ULind, 5O EALENOT, BafcR bEBNEHLELON
77

Fig. 1044, pH 305, FiFER0, 73,80 % @ 3FD 2ol FRETESMAERELASD
THB, 704 FETEONSOMER, BEfIRES 73 %<0 %<0 BORTH - /oy —F
BRI, PR =80 %DOAB P =0%5 050 0T, FRTOFPHIOHHOMRLH -
o LERT & D,

(2) USBEELELTORE

Fifko P’ = 73 %, pH =305 ORBEHET, USHFEES 30 BILEA TR L 14
B Tabl 50(c) 8L Fig. 11 €RT, MEART LI UESFESBOALE, 204 K
A RPN BN, URDODT o4 FEEE (020 ol FRbFE (D, L L,
U 0% LIToBEE, Uls—20% I _T2 o4 Fr4 X EnEENSE, 784
NELIAB T b o, FALBROUBA 5, Ciid ThO: Y vDIBE TR
wmﬁ00&304F$-3D4Fﬁ¥@&®%%mowf®ﬂéﬁﬁfﬁﬁ%féf,U@
BANDUADEBICEE L T 5 &hah b, 4 18bb, U, pH ERickbrvitd
LE AEFREDPGTNOT, Y ADPTARRTI oA FIZE T TS, F/, I0

f'6_
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4 FERE TS, DUNRABCETIIATE 51 THB LNHATE S,
3) BUSELHEKDH VLA v
USHE 15 — 30 BOEerE, NOQEORETSy VLAY vIELHh B 15 B LT O

EARELNE, 20T, U0% (ThO, vv) ORERNE, $Hbb, 30M FRfFEE

Jox ¢+ B GHBHNFIS0 %, pHIRE 2.75) TUSHEEM6, 10, 15 % DEAITDLT

Wit Ltr, 20RE4 Table 5 @id) L0 Fig. 1240 Rd, Kicik, E—FHTREGLE

ThO, Vv d3 04 FEEZEAHEGAHE TR, U 10%, 15 % 0H6, REFEFELLE

T teds, UB BTREIBFRLUNTS »te ThOy YV OB SR FEN/NS (A A Hiafn

55 % DAVETEIE L k5% % Table 5id) &8 LU Fig 13md, MRHELED, 294 FH

FRONESCEEL S VBB oI, 2o R, St OUBALERVLDT

#Hte

PEORSORR USHRICLONEENAELZLENS LY, ~FV v -T vE=2TH
O ML EELEL Th-U B/ vAUSER) — 30 % O H TEES HRMHEHELL
T B 113, 4 OWEMIERET 7 2 AD O ThisUesQ BT Pn' = 80 %, pH
— 315 OEMTEIE L2 Table 5D No.34, 350/ vaEHV T
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3. TIALKEM & EERE

3.1 FILEE

fW@mﬁm%«#VV¢Tﬁ@,%m%Ty%;7ﬁfwmﬁétbm,ﬁﬁ@QF@44
DEHBEBEM O, COICR LAEB TR, / Aaiiid, Fig 15D &5/ v i
£V v AERTIRE S ANVEBOT O R, T 7 40T v E=THA~FY 2, FVAETH
BT v £ T OMBOIDT v LT HERECERT 5. ARHTE, COT v E=TER
BBt a7y e THANEY v AL ZVICHET Fig. 16 (bH{c)D XS M= mk s X
BEH L, =R Xovid, thils s, S, findy v, BLU, TryE=THE~FY v E
HT 3AORLORcREsnLE (RE, 1M, A8 TStV s, YVAREICH,
AR 056 470t 051 mm @R 7 L AEE GEHE) B0, hE, AR Fig 100ITH
75 AaEER W, Fig. 15(c) T, MBR TSN AT Y VAREOGDEBEHL /.

3.2 ZHG/ALERALCTORRENREER

FE& iz (4, ThiEE 1.08mol,/ 1 D ThO, V&M, #0.5ml min CEET, A
0.56 mm QMM S, BEEK 1.6 mm (FEHEBEYER00 pm) DFEBF LTy bl T
57 ThO; ¥ VHKOEIKER, B, BENEET s 20 OBAAHCTRE LEEE T
T, B LVERiCOWTRERE S22 0EL TGHRL S

i~ vHEVp, PE ity v vikBOREd, PESND, SAESRRE TOmEL
BLY, TrvEoTHEA~FY VIEADORS LAERECS A RELHAN, EREORLESC
ASHEE LI, ZOMEHN, Fig 16 THL, 7oy b LABEKER 4 OREMOVET,
WK EVHIRO LS LERSS ST,

©PIEFIRAIE h O/ E VIR S ERRER B,

@i~ F Y VERBEVp NS VB EEREEBR D,

BnE v o AOREORBEIPRKEVREERKEZ RN,

DT vE=THEHAEY VRALN, ZVDTFEHEL0 Eed 2 FPEREIRR G,

VNG, S AV LEREERENS, Ty ETHEAEY ycEL TS SEE OB
$2, FOOOMHBE, hPVVBERICHTNS WHIZOAERENR C, h 36 5EBEX
N EEHDHCERT & D, A SENF S VEOEPEEICEE (R 5 LT
iz, % DEHRELIVBEOCKRETEEVED LD THLLFLALN S,

@O OB, HEONSZVFHOTORAS Y v OEGEIAE 05 &/ LBETHICH
FABKERY, ) AVEFTT v E=THA~+Y v BT EROOBEY, RERSEES
DT v ATREZSDEDRE(HALDTH L EHMATE B,

BOHERIT / AAVHOBHROA~T v E=THE~F/ /IPRHL TS E 7 ZVER
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P FHTOENOENDET ZDT, ZhEH AT X VoS T O CERD%RD T
&Eﬁ%ﬁbmﬁoko%%m,%%&m%®%%,?@b%/iw%ﬁ?@7y%;7@«¢
Y VDT v E-THEEOETC L 2EREOEMOUMROL B EONIEEAON D,
u£®ﬁﬁﬁm,h%$é<,Vp%¢é<,d%ﬁ%<?ﬂ&(cﬂ6®%@ﬁ@<ﬁ%&
CBETR) BREHSEEAECEEHS, Lnl, EROSELTEBIOMERES 5, T~
Eo TNk viEBiAE Y s EDENOT, finF Yy vRESSE DRSO L ZVEBOFA
#77m$%®$mkbﬂ£@?<ﬁéoA@ﬁmﬁ,/X»ﬁ%%ﬂ%ﬁKYWﬁ@iéoC
NAERT BB, FROSEE B LA ECRATTERT AL EFTELD -1
BISE LA EEREE 1, ERET L L b OT bSO E NS b, FIXHE, Fig. 16 DBD
%%ﬁw%ﬁﬁL%@i@@b@?Fém,L%,L%,lﬂ&lllf%%n h = 8 mm
DIBAOBERE 111 OTOF— 4 Th 110, 111, 110, LI3TH B, L0377+ ODRED—
o&LT,Tﬁ@;é@/iw%T%T@%%$vymﬁﬂmﬂMﬁ%ién%cm«$vy®
ﬁnm,ﬁﬁm?ﬁmﬁ@i@f@@(QF@1M$w%bt;5m5nofﬁo,C@ﬁ@@
GERR I D B, BCEETSE, BFLTa&LYVEL TOM~ry v T ¥ 82T
Mty v EOEAFT Y Y FE2 L) e HAPELNb, AENELNLELE DT &R
H%@B@,%%,%@ﬁi%ﬂ,it,C®5m©®£ﬁﬁﬁﬁﬁwﬁﬁé%t6?&%i%
Mo CDIRDARLTESHENS CTEICR, KOZRE/, AVERNHDOBIOEER
oE 4 A

3.3 =FE/ANLEROCTOERERRER

GRS b A G CTAMICNZT, MAS, SNAENACEREZURYT 20 LEANEL
TR AR L,

(1) b o iciE Fig 1560 0fF 7 ABMObOEEA L, FEEAELImm, HE 2.0
mm O, AAERAE 0 mn, AESmm DA 7 AET, TN LIS L&
Ty VAT LI bDOTH L, WER, dlOxT v L 2ARETH S, ARIATE, AFE
Doskd SRR (h=0) , ABEEIVOREEBLESHIE 003 05mm, #
Ay UHEVPE 2, Aml/min, Ty ESTHA~FY v Vaid 0, 64, 128ml/
min CEZ T~ COBGDEESLSE Va=0 (ZHk/ Zv) OFEFTH, 0T
DVp T HHEHEE 118 B ~Te UL, 7rE=TH~+y v OfEE B, #in+
U DENEBEDALL D LT AR ONTERERBR S -7, EDEF%E, Fig 17T TR
+. ECiHBEhcEi~E Yy Y ORBH/NEL #H-TV0 b COEIRFig 15 (DIORT X5
ﬁ«#y7&77%;7ﬁ«¢7y%ébﬁﬁﬁﬂﬁ/fw%ﬁf%,ﬂw&ﬁbﬁﬁﬁ%
Foh MEOSERELCLD, »o, BELEVEEERELHERATRET 4,

7 = ((Va+ Vp) /Vpl/ {da ad)?

2T, daidAERR, d RPERETH L, HOE R G EETIE - &0 L
fc;?ﬁ) 2 f:c
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Q) ¢ OEREAREC, Fig 15(c@kyiizs v v a8 O=FHE, Xv A28 LT, PED
FIBEFA Ty VOFENEDICL, RADENEDNTELIC L, FDiH, TV
e THAFY v ORENBAREB 0T, AFORT HPEOARLFEUCAER (271) ©
Fe N B TH B, AEHOONER 10mm, FEORNREIELE5mme L, &
MTEx3L9i Lice NEE, HEKC 7 7o v7owsiczxs v LAHiEXS LD
Uiz, M, th, AZEngmEEOMNE h, HOAFR, 27 vx@lElass 7008
X, BLY, AFrU@EOCRS OFEEICL 57,

v b 2 iE DOFR & O ko 7,

M, H=0—-tmm, h=0—1mm, Vp=2 £/ 5mlmin, Va=80-130ml
S min®fITH 1 CD5 5, H=1mmTH, B&AFOES NEOET/VHES G,
H=0HVWHPBRNC EBPDd -7, d=3mmOEa, ¥4, d=5mmT Vp=2ml
Smin OBEETHEFOC EECD, R, d=5mm, Vp=5ml/min, h=1mm, 6 H
=0 mmODEBBEE DN EBRP T, O, 130 ml/ min @ VaZils
BhET, BELLIA VBT &, ZOBADHA~F Y v DIRIEHFNEZIE, ¥WE8TH
%o

TO&EMT, UBSHBRWBORE / vESWLLic sl A, TOERER, TRk, X
NCOBESCHEARIEEVD, ThO, VOBEOHERENZEEDLY P o7
ThQ, Y NMICH~ATUAD QRS VOB HIRERE C 12 2{Emid, BT - PRt
BEER 25 MEET bEESh AT DT, ARET ThO, /v & [ E O EIRENE
LD, AZFHE AVOBRETHAEELLNS, L LERL, Ihl LOEKE
ORBUEMBETERLOOT, LABOELT, 1980 FERIBHEY 7 » A DHEN T M Thos U
Op B O WAL ETT 5 H,
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A, WERITH Thos U, OB R

.1 FIig

KL, Fig 156(ciD2F v 2l =FfE s A i, 7 ZVEIOERER, 3.3
oMt 5, d=5mm, h= 08— 1.1mm, H=006-0.2mm, Vp=5m!, min, Va=130
ml,min & L 72,

M4 5/ (Table 5 DNe 34, 35) OUSERIZ20%, (Th+U) EF 1.0mol 1TH
Bo THNAEAMOVT, EFEBN pmOBEERAM Ao, VURERE, 169mm & Fhid X
Ve BB P IGEWRGTHA 2 388, 4 XA2FWT 2wy vl 2w (RE) OAE
AR HEL S THEE S0, L L, AFTE20>EHHTHD, BERHFCINLLD
H#25 AR OSImm) BEDTHS, CREMOTHAR MIGEVWEHETHEE DS /vt
R 0.5ml,/ minT, TOMICT & AHOAESE2.86 ¢1 (HH 1.76 mm, BEREFFHEHE
‘50 pm) Thotoo COBESOFEFHER 1T5drop,/min TH b, €T, B LHEE
TEMEE OB EER A 620 pmic A S L.

Foffiis, s AOEBOLEL LMD UARTFEALCRETOLDTH S, KT {tDE ST
EWZES 2BE i, RPTHESHNR LI CND, Thid/ ZVORYPEEERECL
Fitd ZAKET D, COXRSEEARC B E2BEL, ABOBREY 7 v AV TEE
DOEANT, 2 — 4 BEEBEORRRS LT T 2 F T o 1, _

SIS I BIREE (B SIKHU- U B 75 v+ —RNGER v 7 28R L 7 IR
i, RBIC L DAY ETEE S, U ) — A AHETIKEE L CER Ui, FER, 47 2B
BTREBRFCAEL, BTHEEY RboRz2a-7TFz=v 7 L,

SiTF A b OREE, TR &SRS AERSS S, TA M, VIV IEBGEE
LT AHETOEEDS - o, TOEGHREFTRECHPETKED » 1o CHEAMT
DFEEBD, J AVDEGERBKEHBLDEEL N TN, KBTIV IVEE S
iR A EEEIE LoD, BMOERESIROMICRE S L2/ VvERERE L aw o 5y vbE
T =10

COEICHATT %2 b %iT - Th SHIE L ABOS VLTHE S » 1o, RERO7 v{bdic,
FREAMA AEBBH -1, FOfw, VMEEER, &A0.88ml min, SRERIERA 330
drop/min i THEIML LT IUIIE S o7, COBT %, Fig. BBLT1910RT, G292
(/' uNo. 34 DA AE) DEBA, 12.5 BEFAD A WAL DB T/ ANEEBE LIt LA, VIVHRED
%ﬁ@%Lsmmmﬂﬂmﬁﬁwﬁmﬁﬁéwatocmﬁ,VW&EUé%Lkﬁ%®§®
T EOAMUATED Uiy ubis £y TR S M TEREL L bD LFA Sfir, G298 (Y
NG 35 O AL DEBEE, 9.7 RIS IC A OB HBEASA RIS DT, s X
gt Lr=0b 75 BRI AT o HIL /7 X% 2y b LIcDb / ZVOREEEN
gtk L2 L 300, G292 HL G293 0&DHT 3B 0B, withd L RRLIPICE

_fll_f
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L-Twh, T, EfTFANOEREERE(NL-THE, AFETHVIEE/ AV pHS15
TRE L OTHEOCH LT, 77 A Tl pH3.20 THRHELALLDERNNTHLHT L8
BEEEEZ ONBD, LRI TEN D,

FEADE T T TH-18, BROL I CHTHECEHE T/ VG ER AR T4 C &
ek, MEHBLUINTY A X EHETE,

4.2 3%, HE, EE

(1) s, TorEREEERREEE 2B, S, PARESmm, X250
mm?EKﬁ?x74w9—®owt%%mAmu6Wt®&%mM/1®7y%;7m@
#15ml,/min T 4 BEER S CTE L, G203 o4 ik 2 Bl a i) TifE L.

@) BEEmos VIRE, BER00mmO 100 4 v Y2 @R 7 0 AGHELL S0 20 - 228D BT
HECEHEL, 6-8HMT2>ENRTEZMEELS L THHBERELL, TROZBSECANT
B fo, WRMOBEEFEGE, TREOON-OFFXOTITL, REREIEFRDS S0
DELNTACRBWN AR SATHVEROBECEVRES® =7 - L, BERERYD
12 120°Cic L, BEWHEESHIVL 0B 4bd TEEBECL /Db, 200°C
BE A L 1 BRI L Ao, BT, 2UMSERA BT ZENT, ®BE, RO U &F
BELTH37 vE=T2BETLHENTIT -7

@) g, EX 6em (NERSIm!) OF— it ART, 300K/ h OEETHEL 1300
CT3Ih ML, HECHI LI, COEBE, F—-rhiRsfEE T B6KRBEOREE
B& D, COEREEOEEEE S AFELENL oo, K- i s ETAlomE
RRCPE0E— +2Bx, ALERSVEREANTREL, BEEZAEL, HE L, £
DOEEBE Table 6 ICRYd. FiC, BEHFOFTHEKOYDRERHERGEDOETRLT
Wh, COER K- FANEIEECRLASEEL LWL, i, FERP O Ar4%
H, & TEE L TLEBEENBONE L 00T 20T, WER-FRABREY 7
A0 BRERE OEEILERD S Ar— 4 % Hy KR TIT - 7o

4.3 HRRORE

HiRD X 5 1A ALEF O+ 4 XRENENT SN S » 10T, EELFBREY 7 » AL ThoslaO:
iz, 2F, 530 THK LI, 460545 pm CNER, U HBLILTH -7, ZOHID 9 -
W EOHTOER L GRE, BROFE T L, SREL SWEE SR, £/, 094 -
113 (1170~ 1400 [8) D& Rl TSR KTt/ R T 551 CHREZRE L,
£ DRF T NTOERD 5 bEAMEFEE RO, CA5OEE TableTiCE EHTRT, 0
DFETRAF-EMERLEC BLUTO B, $i, FAlBc BEE Ll (520 pm) & b
B BLTOEC EDR b, BER, WAL 9% T.DLUETSH o7, BHRER, HKO
CEtHL, ANVERCEICEE L ARV EE R Lic, Fig 2013, itk vz B TH v
(EL#ThOs % £TF ThOwUssOnHiF, BT, AR L SR T ¥ U BRI HK/ X% H)

j— 12_
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W ALL 7 ThosUez O W T O ERE A BBICH L TR LASDTHE, M omh bl
i, [ UA#TE ThO, i€ S TEREDE B ThesUn O KT b, =il XL 2H072C &
C I, TEE ZEROESESO ThO BT L FEEOERESE LN L8015,
Table 7D 3TWOMERE (G2025,G293W1S, G293W2S) ®5 %, gi2&id TRISO -1
B i BISOMO#EM SN, £AFfh, 79TUL, 79TUZ, 79 TUS L&D ol
Fig. 21 i, ZROOHEBREsNET v F v/ LEADEETHZ, 9TU2HEBTE, &
ORI A EET 5, Chid, AUEHTHELAZRTD 9 TULEMIKRR O,
E 4 WERIOGIWISTH, 0L BMREESA TGy (Fig 22), £08, BEP
CA R SR, D5 TITUL EERBAEHFT S ahk LHERST 5, T ORI
EHIOFERC DD CTHRA S AT S, BEDE CARHTSH 5,
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5. & & &

) VILOEBERETHLII oA FE 04 FRFESA%L, Th, Ul kb a9
DEDTAW &2 Th, U OEERMEEEBRI L, DT> /v OBEILER A~ O gt
EEOWET v oY AFETFTTOTh, UDHEESHZWHLA T L

(2 pH HISARICHT PIRIEEZHASHE A FHETUSEE 0-30 O Th—U RE&V v OR
EEREABE L, ~FV v—T vETRTOSVALICE L/ v OEESREE RO L .

@ UalAE~EY v —T v e TRTHNLT HBEO VRO EIRE YR B a2k
Ufre B Znic 0TIk, YA A Y- OFBRERN Ui, $/, VB ~F 2
TEESE RE) €1 2F O E ORET ORI L L @AM S DI & A HT-H oL ZQ
Lot SR, AAABA L, TARED, CORTOERORETOEOCEREEZE N
BT 7, L L, EEEOREALKEG, WEREEE LT+ v 2AVLRTHAR
THD, SVECATFRAOANS WHRIMRERLEEAAVCTHH THRTHS £ E L.

) DiboksAEr LT, SENTRERCEBEY 7 v AD ThsUn O i (BEE 520 pm)%
#UE L Fo, 245K TRISO % 7213 BAISO BoWEMNA - A -tk iish, T9TUL,
79TU2, 79TU 3 D#EN T &7 - F,

i

MR DM SHEKICE, WERTE LR OWE, 7/, BEEREELTH:
Fro WERITHA Bt Y v ABREFIRER) i, HHEES L TRV, aXFREE &
KT 29E) 3, —BL THMBI L TEN . D EoERic#E CERM 0 LE g,
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5. & &

(1) YVOBESHE®HTHEI o4 FE o4 FRTESHE, Th, UDLRICRD 729
ODEDTA X% Th, U O@ESEMELEE KR L, Ao v/ OHMER~ DRSS,
LBOMET v &= ARETTOTh, UDEEEEEWEHHIC L,

(2 pH #IMARCATPIBELHAGOEAHETCUESEE 0-30 %0 Th-U RV v OR
EEMARS L, ~FV T VESTRTOFINVLCE Lo/ vOBhESEEEZ RN 1,

Q) UAEAE~EY v Ty ESTERTH LT BIBEOS VO EREANET 2 HEABH
Utre K Znic D0 TIE, P4 A F ) — ORIRERF L, F /0, VIV ~F Y v
TEELST RE) €A ORE ORETOE L # A S DT XA HETFHOBLEAER
Lot SR S X AEBEA LN, ChitkD, CORTOERDRETOEOCEREEZE TN
ETEN, L L, BREORENLEEE, HEREES L T~F Y v 2AVRTEEE
THY, SECRERAORE VHERIRELEAAVTHD TAETHS &R 2,

@) LIFoREAEC LT, BERTEHACEREY 7 v AL Thaelen: 0 £ (EF 520 pm)%E
B L 7o, ZAG I TRISO & 7212 BAISO o @M —A—ickyldan, 79TUL,
79TU2, 79TU 3 OWEET &0 - 7,

3

WEZESE O[S I, WER TS XU OME, To¥ vy, BERES L TED
Fro WERFHEL (B U v ABEFRZER) i, SReTEL L THC, aAFEEST &
BT E) wit, —BL THB L TEC 7, U EDERCECER VL ET,
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Table 1 T.ist of ThO2 and (Th,U)02 kernels produced
for coated particle fusls
Kernel Dia. Shape analysls* Dens ity u E Batch Coated
aimed ——————————————————— size particle
Fq.dia. Spherliclity 3 fuel
Gumdy  (umd g/em™) (mol%) (wtX) (g
(Gelled in hexone, 1978>
G137wW1s1 500 _ 9. 68 0 - 22
G137wisze " 5926¢19>» 1.09¢0. 01> 9. 74 ¢ - 21 T78THS
G137w1s3 - 9. 79 0 - 15
G140W1S1l BOO 9. 77 0 - 22
Gl40w1s2 -~ 588(8) 1. 1B(0. 02} 9. 78 0 - 19 T8THA
G140W183 7 9. 74 0 - 18
{(Gelled in hexona, 19800
G2925 520 518 (6 1.07¢0.03>» 10.19 20.5 19 02 123 79TU1
G293wW1s " 517¢7 1. 10¢0,. 04> 10. 15 20.8 83.14 142 79TU2
G293wW2s " 524 (8 1.13¢0. 03y 10.15 " " 123 79TU3
{(Gelled in CCl4. 1883
G4545 500 502(3) 1.01(0.01) 9. 89 0 - 134 HHK
G455S " 490(¢5) 1.01¢0, 01> 10.02 6.0 93.14 130 B3TU1
(487¢4)) (1,013
G4565 " 489(6) 1. 02¢0. 01> 9. 99 10.2 893.14 132 Hokk
G4573 " 483 (5> 1.02<0. 02> 10.16 20.1 93.14 136 83TUZ
(492¢6x)y (1,01
(Gelled in CC14. 1984>
G493W1s1 6CO * 9. 88 1 - 75
(601(19?)(1.01) B84THI1
G493W2s " g9, 92 ¢ - 154
G49451 " : 9. 86 0 - 132
(600¢4>) (1, 00 ' 84THZ2
i 9. 93 0 - 94

G49452

* Measured for 8-14 particles by the method in ref(15).

(): standard deviation

( ): measured by radiography for 100 paricles.
%% Standard dev. increased due to mixing two batch gel-spheres.
*%kk Not yet coated

Table 2 Inpurities In source materials used for producing coated

particle fuels of 78TUl, 79TUZ2 and 79TU3

Source Material Inpurity {ppm’

Th(N03)4 4H20 Al:<5, B:<0.3, Bij:<1, Ca:<10, Cd:<0.2, Co:<l, Cr:<5,
Cu:20, Fe:25, In:<1l, Mg:5, Mn:<I, Ni:<l, Pb:<l,
$i:25, R.E.:<2

UDZ(N03)2 6H20 B:0.4, ©d:<0.5, Fe:10, Si:<200, Dy:<0.1, Eu:<C.1,

(naturall Gd:<0.1, Sm:<0.1

USOS Al:510, B:<1, €:27, Cd:<0.1, Fe:<10

(93. 14%

enriched)
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Table 3 Amounts of Th, U and NOB_ in sample solutions for EDTA

titrations.

(Calculated for (Th+U) conc.:! mol/l, Th:>50 mol%, U:>5mol%. )

Sample*. Original' Supernatant sol
w0t Feo%  F=60% Feso% F=90%  F=99%
Gnsmmpler T T T O
Th+U (pmo 1) 2000 5000 2000 iocoo 500 50
NOaﬂ Cmmo 12 34-38 25-35 25-35 25-35 25-35 25-35
Vol (mli> 100 50 50 50 50 50
Aliquotmd 5 2 2 s 5 10 10 20 20
Un alimeen T
Th+U (umo 1) 100 200 80 200 100 200 100 200 29
Th (pmo 1) >50 >100° >40 >100 >50 >100 >50 >100 >10
U (umo 1D >5 >10 >4 >10 >5 >10 >5 >10 >1
NO,T (ol 1.7-1.9  10-1.4  2.5-3.5 Tso-1.0  1o-14
* ;ample = (original sol, 2ml + conec.HNO,, 2ml) or

(supernatant sel centrifuged, "bml + conc.HNOS, iml3

Table 4 Examples of EDTA titration for analysis 0f sol components
compared with gravimetric analysis.

Sol B Grav. analysis EDTA titration
U Conc.of Cone. (molrs1) U Colloid frac. (3
content (Th+U) ————rr————=———— e —— == content——————————————"——
(mo 1%) (mol/ 1) (Th+> Th U (mol%> (Th*U)} Th u
Il A 4. 93 0. 999 0. 997 0. 948 0, 0498 4.99 84,0 85.4 68 1
B G. 0587 0.0438 0.0159 26.6
12 A 4,93 0. 9867 0. 859 0. 910 0. 0493 5.14 8%4.0 95.0 76.9
B 0.0572 0.0458 0.0114 19.9
13 A 19. 7 1.016 1. 022 D. 833 0. 188 i8. 4 87.5 95.1 54.0
B 0.127 0. 0406 0.0867 B8.1
15 A 10.t 1.034 1.027 0.823 0.104 10.1 B6.7 91.3 45.5
B 0.137 0. 0805 0.0566 41.73
16 A 20.0 1. 041 1. 048 0. 837 0.211 20. 1 83.8 93.5 45.2
B 0.170 0.0549 D0.116 67. 8
17 A 30.0 1. 0486 1. 044 0. 731 0. 313 29. 9 76.8 92.8 39.2
B 0.243 0.0527 0,190 78.3 -

* A:original sol, B:soln. or sol after centrifugation.
%% Obtained for starting solutions before mixing.
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Table 5§ Production conditions and characteristics of sols.

Sol * Neutralization under pH control Ppt.
No. u Pn  s=mr————— e — e o s —— e Collold frac. (%) after
cantent pH~ Rate (%/min) Pn (%) - - 1
(mo 1%Y (%) setting —-——————————— —ow——————— Th U Th+U week
High Low H—L Final
(ad
22 20 0 3. 05 2 0.13 81.9 83.9 951 53.4 86.7 C
20 " " 3. 10 2 0.33 83.2 B8B5.0 97.1 59.4 88.5 C
27 " ! 3. 20 2 0.13 86.9 88.4 96.6 B3.7 80.1 D
24 " 3. 30 2 0.13 86.6 B88.2 99.3 &£9.8 93.6 D
25 " " 3.40 2 - - 89. 0 99.1 T74.7 94.3 D
(b
26 20 73 3. 05 2 0.13 85.0 B87.0 94.8 6&55.0 87.0 A
42 " " 3. 10 2 0.08 80.6 83.3 9855 53.4 87.0 B
31 " " 3. 20 2 0.13 88.2 B88.5 95.2 66.2 88.2 D
43 " 80 3. 05 2 - - g2. 5 94.1 52.0 85.5 B
40 " " 3.10 2 D.08 82.4 83.3 9895.0 53.1 86. 6 B
34 " " 3.15 0.67 D0.13 B7.6 89.3 95.3 589.9 88.1 B
35 " " ' " g84.0 84.6 95.9 60.5 88.5 B
Cediy
45+++ 5 73 3. 05 1 0.27 83.2 84.4 93.9 74.56 92.8B A
44 10 " v " " 83.6 B84.0 93.7 6&0.1 980.2 A
47 15 " " " i 80.9 82.1 93.6 50.5 87.1 A
48 20 " " " 82.3 83.4 93.9 51.3 B85.1 A
59 25 ! " 2 - - 82.6 94.6 47.2 B2.5 A
63 30 " " 0.13 79.5 81,0 96.0 42.8 80.5 B
(d> -+
49 B 50 2. 756 2 - - 3.5 92.3 52.8 90.1 B
50 10 " " " - - B2.2 95.2 47.0 89.7 D
bl 15 "t " " - - g1.1 94.4 36.0 85.4 D
52 10 55 " v - - f3.2 93.8 41.8 86.9 A
653 15 " " " - - 78.9 91.2 34.7 82.4 A

+ Ppt vol¥%: A(QY, B(<0. 1), C(>0.1,estimated from a qualitive note?,
DC>0, 1),

++ Prepneutralizing hot starting solutions

+++ Cracking occurred on gelation.

Table & Densities of Th0.8U0.202 kernels sintered in the

indicated gas—streams at the center or edge of boats

Exp. No. Heatlng atmosphere Position in boats
air Ar~4%H2 upstream centor downstream
1 - R. T.—-1300°C - 10. 10 -
2 R.T. -400_C 400°C-1300°C 10. 04 10, 11 10. 16
3 R. T.-730°C 730°C-1300°C - 10. 12 -
4 R. T. -900°C g00°C-1300°C ~  10. 14 10. 06 10. 11
5 R.T.-1300°C - " - 10. 21 -
6 R. T.-1300°C R. T. -1300°C - 10. 07 -

% Re~heating after exp.5.
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Table 7 Characteristics of Th U O, kernels for producing
. 0.8°0.272
coated particle fuels,

Kernel G292S ’ G293W13 G2933W25
Source sol Nao. 34 35
U content C(mol2) 20. 48 20. 84
Enrichment (wt2D 19. 02 93. 14
Density (g cm® 10.19 10. 15 10. 15
Ave, weight (mgéparticie) 0. 802 0. 802 0. 797
Eq. sphere dia. {am)d 532 532 531
Shape analysis**
Analyzed particles 11 14 9
Max. dia. C(pm? 53110, 533(9 545(9)
Min. dia. C(pm} 485 (82 486 (D 484 (12D
Sphericity o 1. 07¢0. 03 1. 10<€0. 04> 1.13¢0. 03
Eq. sphere dia. (pm> 518 (6> 517(D 524 (8)

¥ Calculated from density and ave. welight.
%% Data; average (standard deviation).
%%%¥ Calculated by assuming each particle to be an ellipsoid

TEMP.
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Fig. 1  Apparatus for sol preparationm.
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10 T S
0 20 40 60 80 100
Pn (%)
Fig. 2 Heavy metal concentration during
neutralization.
12 T . .
(a)
o A =0 ° o-
ig B -A——=x a a-
w 8f
3 . :
2 (b)
>12" T
< ¢l Ol
o -
LIJ10- ,/
.I
c2
st A
0 ' 100 200
HEATING TIME (min)
Fig. 3 Dissolution of colloid particles

in ThOs sols. Solid lines show
the corresponding values obtained
by gravimetric analysis.

{a) sol A{or B) Zml+conc. HNO3 Z2ml.

(b) supernatant sol 3ml+8(Cl) or
4(C2) mol/1 HNOj3 1ml.
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Sol Zml

b Conc.HNO3 2ml

Heating (>1h)

Sol 5ml
Centrifugation

Supernatant sol

Conc.HNO3 1ml

Heating (>1h)

2 F— HZD

be— H,0O
100 ml 50 ml

Sampling (5-1Qml} Sampling (5-20ml)

l-——» Sampled soln. Q—J

«— H,0

50 ml
pH adjusting (3,0-3.1} <— CH,COONa

X0 indicator

EDTA titration [for Th analysis}

pH adjusting :3.5-3.8) - CHBCOONa
excess EDTA
Ascorbic acid (200 mg)

Boiling (10 min)

Cooling

pH adjusting (3.0-3.1) <glacial
CHBCOOH

<30 min

Th (NO,4}, titration [for ({Th+U)} analysis]

Fig. 4 Flow sheet of complete dissolution
and EDTA titration for analyzing
Th and U in sols and supernatant
sols after centrifuged.

r T T T T
or o
:a U
r
g
o
R -
<
L]
G
L
0
0 l—
0 T s o A
s 1 i 1 1
o 02 0.4
VOLUME °/; OF PRECIPITATE
Fig. 5 Decrease of concentrations

of Th and U due to occurring
precipitation.
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100 r Y . :
c 20r
a |
0
e P e
IQ_ pH setting
— 3.40
2 —-- 330
— 310
3.05
1
0 1 2 3
TIME (h)
Fig. 6 Changes of pH and partial neutralization

Pn during neutralization in simple ph-
control modes.

L e ———

6]
Th

6ok /

30 3.2 3.4
pH
Fig. 7 Colloid fractions of Th
and U in Th0,-20%U03
sols produced in simple
pH-control modes as
shown in Fig. 6.
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5o 50
w I Th+U

| ob—-t 0

50 150

5 10
Dp (nm)

Fig. 8 Colloid size distributions
of Th and U in Th0,-20%U03
sols produced by neutral-
izing with indicated
pHE-settings aiter 73%
preneutralization at room
temperature.

(F: centrifuged fraction,
Dp: separable size limit.)

G Pr(r)
o A 80
\ o M
B0
50| \ 50
Th .
100, o
- \a
9 B
0
] 50
~ Th+U
T8 X
[n]
\A
0
50 =B 50
U UX
, - a
0 5 10 °
Dp {nm)

100, ——t— 100
F pH'
o 315
4 310 1
s a 306 4
50t i50

50

L from—
u |
O 1 e x I g X 1 Fi |110- i A 0
Dp (nm)

Fig. 9 Colloid size distributions

Fig. 10

of Th and U in Th0,;-20%U03
sols produced by neutral-
izing at indicated
pH-settings after 80%
preneutralization at room
temperature.

Colloid size distributions
of Th and U in Th0»-20%U03
sols produced by neutral-
izing at pH of 3.05 after
0, 73 or 80% preneutraliza-
tion at room temperature.
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2a__lo
[- S
50 ‘g‘-\:‘% 50
.‘g\?\u
L u “‘-\d%o T ~em
ol — - P 0
10
be {nm)
Fig. 11  Colloid size distributions of
"~ Th and U in Th0;-U03 sols with
indicated U-contents produced
by neutralizing at pH of 3.05
after 73% preneutralization at
room temperature.
1 100 1 100
Jaccoeg ]
B0 50 50+ {50
Th
100y
grz== g
o---0-
0 0
£ ] £y : 50
o IR T % u They Y ]
. o
i . \
0 EREET )
50 ﬁffh@ {50 50 . {50
L u—-'ﬂ"u"‘"'u.\ba u-—-—l:l%
N N
L v \'ﬁp ‘ A 9\‘\&% ]
0 3 o ¢ ° 6
bp (nhm) Dp (nm}
Fig. 12 Colloid size distributions Fig, 13 Colloid size distributions

of Th and U in Th0,-207%U0;
sols produced by neutral-
izing at pH of 2.75 after
50% preneutralization at
95 °C.

of Th and U in ThQ,-20%U0;
sols produced by neutral-
izing at pH of 2.75 after
55% preneutralization at
95 °C.
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Fig. 14  Apparatus for gelation using hexone.

Pure
hexone

Arpmoniae
hexone

{a) {b) {c)

Fig. 15 Nozzles. (a) two fluid nozzle, (b) three fluid
nozzle made of glass, (c) three fluid nozzle
made of SUS304 stainless steel.
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1.2 T
aa d=25mm
o d=5mm
L=0cm
L=0cm
Vp = Sl /min h=0.5mm
1.15- &
/—o h=0.5mm
1.10r
0 1 2 3 8 2 6 10 0 10
h {mm) Vp (ml{/min) L {cm)
Fig. 16 Sphericities of gel-spheres made by
using two fluid nozzles.
Ll o H Vp{ml/min)
120 a {mm) 2 4
> 0 o e
{ 03 &4 a
o o 05 0 =
T 'y
N . o
>
=115} o 1
=
24 L
i «m
I
oL A -y
wnn
1.10p
1 2 3 4
zZ (-)
Fig. 17 Sphericities of gel-spheres

made by using three fluid
nozzles,
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Sol-drop size change during gelation

for G2925,.

Fig. 18
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Sol-drop size change during gelation for GZ93W1S and G293W2S.

Fig. 19
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° Thop Two fluid nozzl
wo fluid nozzle
ol |2 ThogYo P2 _
Al a ThoatigP2 THree fluid nozzle
Fa¥ o]
o
| OO0 1
00
-
40 o
1.1t A 3
o) o
0
&
1. ! ' ;
Ob.le 0.5 06
DIAMETER {(mm)
Fig. 20 Sphericities of ThOp and

Thg.gUp,z 0; microspheres
gelled by using two-fluid
or three~fluid nozzles.

Fig. 22 Polished and etched
surfaces of G293W1S
kernel before coat-
ing.
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.éy\.r

A
g

A - | M. -
3 1001m B-3 00 um
Fig. 21 Polished sections of coated particle fuels of (1) 79TUL,

(2) 79702, and (3) 79TU3.
(A) Polished surface, {(B) Etched surface.
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14 Z2BDONOy XfETFTITBIFA2EDTAICL 52 Th,UD
L RIS RENDY i Ti ]

1. USTKICHERT7TI aLE BOBEORE

KB THRHIL LS ETABEETE, UETR a0 EvBTABEETLIRETEDTAL
Fl—rEEL, CCTH, BEROELCLELTZ 3 0E VERESEST L, 50 F 723200
pmol UK LT, BREOEDTALEADROTA I YEEEMA, 10 5B+ TE
JLL, Th (NO3) TBEIDEDTA AHME L 7ze ¢ OE, 7 NOy & (0.1— 10 mmol },
BILO 29 OINEEE O pH (26— 40), HEW pH (26 -3.2) DM AGHLE HEL TH~N .
Fig Alid, UDHETELEERSE O2Mic, it T2z v vBBEUEORA E ST
RLIceDTHL, MEDRDI Edbrh b,

QEFILHFpHA 30 L L DES&E, BrcbEL7Ra v v BEEOTRIE lmg #molUT

H5,
DETLE pHOEN (27-28) &, 7T2aVEVBERRCLELL S, (EEER/ELC
5, )

2. ThOEDTA FEEICHLET pH, NO; #%, 7R ILEVBEFSELIUN#OZLR OB

AL O8I FE i L1, Th-XORFERD 50 BE@AC &1 5 ThIEL, 25, 20,
35D pH T, #0 &N, 25, 063, 010 gmol/1 THD, EEHFTORERTELTORE
H, $9100ml i >Td, -7, ZOhicE2 Thoiid, pHA 25, 30, 35 THENE
1025, 006, 0.01 #mol THB, ThENIANLOSVERTIEZY vy, DROEBRTHEHE
EEFTETEINT S, LOEY IDLEBDEBEOBRE, Er7—-~—-Y.>395% >
EE--EETHE, 10mmol,/ 1 DEDTABRARNTOMETHRA AR/NERE CHE ( 0.02
ml1))id Th 02 pmolic M4 5, KBNS pH THIE ¢ 2540KAE, FidoZEERE
ODRWEEHICT~NETH D, METNE, FULBEEALENT 58481E, BvpH XD EEME
BREDICHAEL LKA, T, HERD pH & LB OBEERA R, TOBE, ZERiogd
ZIENO; OFEE, TRAavE VELEOEE (hoodETTOMACREELEEHNT,
Thigid 104 pmol iICEFEL, NO:&£EEIZ 04 £/ 104mmol, 722 vE VBEFERO
F1£200mg , WEHPH 23 1 $7/213 28 KDL THE L, MAOHE, BEHRBEOSR
oW THREROE S L THE~N
A ETHRRTOEFCO-DOHET 2., (COHE, KBHCEDTAR 10 mmol /1 BKT

Az, HEEMFETOEECEDETA, Th (NO3)y &6 1 mmol /1BHAEM V)
MEDTATHELEY v 7—>~— U, DELERAELTERT 5,
DOEDDEN- Vo) T RLOEEERLLL TERT 5,

@O TTh (NOy )y THMEL, D TREOEOERS L L TERT 5,

— 30 —
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DU EDIER—V 2> vy DEBEZREE L TERT 5.

B 12 — 28 SR L, @A) bR IELCO-QOMEET S,

C) FiRFTKEHONTAHL, FLOO-@OEEET S,

—E D TATE, pH FEAZTAR 7 v 7OREE L, 4, LOFIHORPEZRLL

FHlE % B, Table Al REEOERERLALBDTH 5,
EOMAREILEEY, & OBET, FULETORERESHTIGC, 1249TBLC, 165
TOCCTHD, CHODRIORDT EWBTP 5, '

OpH 31 THE v 7 «—N- Vo O EEFRELTLOBERL, BHETLERTS S, #
AAE T a- Yot REOEBETREET (<004 gmol) REVEETT,

@pH 2.8 T, pH 3.1 DBEGLETREZMEATRTH, BEDHATS S,

@REDONQ; LFEOES, EDTABMEROER (v 7—>~— Va5 4%0) PREEICA
2, FDi, HFEAHE T - < DIRREMD THE LSV EREOREEESA 5. B
EEIC i, STRGTHEARICLTS, LASSHEBET 2 LMBIETERT 5, it-
7. /LB EDTA #ANT Th (NOy), TEEET 5 HPEHTH L, GEFETHE
E@ILEN, )

@7z 20 vy EEORFE, MELSGHE Th OMECREELLT Y,

GEEHOEESSOETAE OB (<0.04 pmol) 2R HEH, TOELREDH
ET#s, (MBGREERTHS, )

BNOy BLS/ EHR 7o vBELCNALIEEOTNEREVEEZT T, NOsH
BLoFaaLye vBEEOFEEOEANKE (, HEOEFEZESTREVEEZRT,
RENMESE LN S DEINEIC L5 EDTACHBICER T3 L E AL 6N 5,

3 ThOEDTA BECKELFT TR DILE EENO; HE T TONMREMOE

AR ORE, TR0 vE yEOSRSKECHIEBESASERLERNTSES EEAS
Ff- T, TNEE R L OSNEES pH O EA e R Lz, ThE D 104.0 pmol, 7 A2V
E BB 200mg , INEISEDTAR @ Th &E®, MWEEpH @ 38 7043 3.1, #ERK pH !
3.1, NOy tfFE 04, 104, 204mmol, fnE B ¢ 25, 354 (HEAAATEEEET 0, 20
5 OEPECERS LR Table A2 TH B, HOFBAUETHAFIRICE~LOEERICER
TO-@DHEES L, 5LKODOREES L. (COBFMER, 1 HEDHEMIERIEDRD
Fob BRI T AR D H BDT, FDF =y 7 DORIT 1. ) FDH25 F foid 36 HITHL,
KAEEWTAHLTH LD -@DEESE LT b, £NLOHEDCHR, MO EPRH -1,

OhnEEE pIl A5 3.8 DS, 25 A (10 533E) Tk 20 mmol @ NOy BEFL TR L

Jo SESE LT S 35 O NNER (20 DB T 0.3 pmol KE WESE S,

D pH 3.1TOMEGE, 0.4~ 10 mmol ®NOy LFRICHKERT, 25 MMM TS 0407

pmol | 35 S HIEVT IR 0.6 — 0.9 pmol A& VB B, '

— 31 —
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4. UDHEICH & ET B pH , MBS, MEEHESMOBE OB

4% T O IR Th OEDTABE~DEZELHR LTk, TCTRUORILETRED
S EAAEH T TR Lite AL T~/ c L) cRKETR AMOULEDTAED L — b RIS
AHND, FOLDICTR2ANME VIREMBLTEMOUE 4MICETTT Do Eon Lo ULHEE
FCREBLEZT 3L, UDRTENS (BB TS, COBECHBLIEHEMA~<S
Fravic, U 5112 pmol , NOs A& 20mmol , TR 3 v E v BEE . 200mg , I &K
EDTABRIE . 5 pmol |, MEMEpH | 3.5 £72i3 3.9, BB [ 10, 20 4, BRE OKER
i : 26—164 4, Th (NOs)«iC £ 2R TE pH © 26, #£A¥E #n (BRe-8580) —
5 (BROBTELG (N 5HH) DRETRE L, £0MB4Fig A2 TR, CALDKD
CED D,

@ 10 4yEE, 30 DLINE T, 35, 3900 TRD pHTHRVWERERT,

@ 20 5 EREIL, 3.5, 390V TFNO pHTLEDTAORRDLDARE WEERT,

@ADL RES 5L, BEMIETT 2, CRIEUDOERLIIS LE8DbN 5,

5. Th—UER&ROBERD pH OXEOREY

A TORHFICLEY, 200mg T 22 e yEEEB LY 20 mmol @ NOs BEELTS, INE
#5pH 3.5-3.9, 10 A, A LS TOKRER 30 SR, OFEHTHETE, Th,
UREETEE2C &89t L L, HEERDpHIEE, XMofEEOPEdSHE ThTH
30, UTi 25 fEI LTuv, HEHEARETERNKHEST2LTH50T, MEH
pH#5 3.1, 26D_2DB&IT>WT, Th -UR&BOMEETT -7 MEOHELR, pHI
THE Y g e—><—Y a2 i, pH 26 T, LOE@BLATIX0.1-02 pmol KEWLEERL
10T, H¢EfMc ~HBERH L, FORE%E Table A3BIUALIERT,

DELH, OFNLOPpHTS, 50— 115 gmo! @ (Th+U) @ Th, UDFHEEREIL0.4 pmol

LITT&BEL Eain b,
@ OHl, pH 2.6 TOW/EDHH, NOy L£Fic 25 Th DEDTAMEROERORZESDE
Bl/PENT E o1
methzafmﬁﬁm,Mﬁﬁ®pH(mn&@£ﬁﬁgmtb,pﬁﬁ%@tmm@w

AEERES b )y 4, KEFBRASBCHNELT S, £/, FORHORBR G B & SRR

BbH b, BABNEBHOHRAE LS L, LA EbUDTh (NOy)y KX HFFERD

pHiZ 3. 1 OABERN THB L¥Hr L
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LD

Pl Eokst OERA D - i, ROXSKFEEBOEND,

@ Us0 pmol MBI T 2 3w € v#E200mgFAONEFATH B, (4T ORI
& Bo )

®200mg ®T7 2AINEYEE, 0.4—10mmol DNO; £HEDTT U Oidicingd a1,
pHA 31 LI F OS2 10 2O MEEET & EDTAD—AHES L, BHEMEsAE (I
%o

@B IO H OISR, pH 35-3.90I188, 08 THATHE, 03 CHRTE
<, EDTAG—SAmEs NG,

@BBHEETEE TORBRERI, 30 90RELERY, ThEBALZ LUDHRILDILY,
(Th~+U) HEEM@EI DM 5, '

& (Th+U) 50—100 #mol fd Th, Uld, 7 % 30 w8 200mg , NOy 200 mmolAi#iF
LT Th, lalpH 2.6—31TH4T ThAEDTATHEL, (b MEDEDTA £, (c!
pH % 35— 391 ki, (d) 10 M3 L CUAELL, e} REl& &N T30 FLRCHT
pH#% 26— 31FEL T, Th(NOy) 4 KL DMBEDTAZEMES 52 L hnTh, U

ZENEFN 04 pmol LITOMETERT S EBTEL,
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Table A1l Efifect of pH, NOam. ascorble acld and heatlng
on EDTA tltration of Th. (Th glven: 104.0 pmold
No. NO, Ascorblc pH % Th mea-ured (umo1)™** Shite
acid A e e e
’ EDTA tit. Th(NOs)4 tit (pme 1)
{mmol) (mg) 12 27 [¢5 D] 4y (a> b))
57 0.4 0 3.1 A 104.00 104.09 104.01 104.00
B 104.11 104,20 104.11 104,07
C 104.03 0.03 0.04
58 0.4 195 3.1 A 104.00 104.1F 104.03 103.99
B 104.13 104.22 104. 11
C 104.08 0.09 0.03
59 10.4 0 3.1 A . (106. 0D * 104.13
B 104, 30% 104. 46% 104. 14
C 104.12 0.02
60 10. 4 2086 3.1 A 104,30% 104, 68% 104,10 104,02
B 104.38% 104.47# 104. 30
Cc 104.30 '0.28 O
61 10.4 0 3.1 A 104,11 104.19 104.10 104, 05
2.8 A 104.09 104.29 104.13 104.05
BC 104.27% 104.37* 104.15 104,08 0.04
62 10.4 190 3.1 A 104.00 104.11 103. 99 103, 83

2.8 A 104.10 104.22 104.06 103, 98
BC 104.68% 104.81% 104.25 104,20 0.22

* Over—titration due to slow color—change?

oK Condition (A:toom tempesratura, B:alter heating, Crafter coollng}

wkk (1) :pink->betge, (2):beige—>light brown, (3):1tght brtown—>belge,
(4) :be lge—>»p ink.

wokkk Shlft dus te (adheating, or (b) titratien of het seoln.

Table A2 Effect of heatling time and pH on EDTA titration ef Th.
All tltrations were carrlied out at room temp.
(Th given: 104.0 pmol, ascorbic acld used: 200 mg,
pH on titration: 3.1

No. NO,~  Heatlng Th measured (pmold ™" Shift
———————————————————————————————————————— by
pH  time EDTA tlt. ThNOZ) , t1t.  heating
(mmo 12 {min} (90 (2> 3 43 (pmo 12
63 10.4 0 103.98 104.02 103.95 103.92
104.02 104. 10
3.8 35 104.26 104.34 104.30 103.98  0.24-0.35
64 10.4 0 104.12 104.24 104,03 103.98
104.08 10413
3.1 35 t04.82 104.92 104,88 104.87 0. 74-0. 89
65 0.4 0 103.99 104,02 103.97 103.94
103.99 104.00
a.1 35 104. 46 104, 55 104.51  ©0.47-0.57
66 10.4 0 104. 24% 104, 36% 104.04 103, 99
104.06 104. 10
3.8 25 104.03 103.94 (-0.05)-(-0. 01
67 10.4 0 104. 38% 104.47% 104.06 104, 01
104. 10 104.18
3.1 25 104. 48 104.58 104.43 104.38 0. 37-0.38
BB 0.4 0 104.10 104.13 104.09 104.07
104. 11 104.14
3.1 25 104.74 104. 81 104.76  0.64-0.69
69 20.4 0 104, 42% 104.52% 104.08 104.04
104. 14 104.21

3.9 25 104.08 104.02 -0.02>-0

* Over—tlitratlon due to slow color—-change?

#% (1):pilnk—>belge, (2):beige—>light brown, (By:1ight brown—>*beige,
(4>:betge—>plink.
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Table A3 Analysis ef Th and U by EDTA titration at pH of 3.1.
tpH onr heating for U-reductlion: 3.8,
ascorbic acid: 183-220 meg.?)
Exp. No Metal U-content Given,G Found,F F-G (F-G) /G
(mo 1% (umo 13 {pmo 1 (pmo §2 )
70 Th 105. 14 105, 30 0.16 D. 15
u 2. 56 2. 96 0.40 15. 63
Th+U 2. 38 107.70 i0g8. 26 0. 56 0.52
71 Th 105. 14 105. 20 6. 06 0.06
u 5. 11 5. 27 0.16 3.13
Th+U 4. 63 110. 25 110. 47 0.22 0. 20
72 Th 105, 14 104. 76 -0. 38 -0. 36
U 10. 22 10. 50 0.28 2. 74
Th+U 8. 86 115. 36 115. 26 -0. 10 -0. 08
73 Th 39.43 ag, 39 -0. 04 -0.10
%) 12.78 13. 15 0. 37 2. 90
Th+U 24.5 52. 21 2. 54 0. 33 0. 63
74 Th 26. 29 26. 37 0. 08 n. 30
U 25. 5B 25. 33 -0. 23 -90. 80
Th+U 49. 3 51. 85 51. 9C 0. 05 0.10
75 Th 0 - - -
U 51.12 51.839 0. 27 0. 53
Th+U 100 51.12 51. 39 0. 27 0. 53
Table A4 Analysis of Th and U by EDTA titration at pH of 2.6
(pH on heating for U-reduction: 3.8,
ascerbic acid: 183—-220 mg.)
Exp. No. Metal U-content Given,G Found,F F-G (F-GX /G
(mo 1% (pmol) (pmo 13 {umo 12 %)
76 Th 52.00 52. 05 0. 05 g. 10
U 0 0.29 0. 29
Th+U 0 52. 00 52, 34 0. 34 0. 65
T7 Th 105. 14 105. 18 0. 04 0.04
U 2. 56 2. 49 -0. 07 -2, 73
Th+U 2. 38 107. 70 107. 67 -0.03 -0. 03
78 Th 105. 14 105. 17 0. 903 0. 03
] 5 11 5.51 0. 49 7. 83
Th+U 4.63 110. 25 110. 68 0.43 0. 39
79 Th 105. 14 104. 86 -0.18 -0.17
u 10. 22 10. 21 -0. 01 -0. 10
Th+U 8. B6 115. 36 115. 17 -0.18 ~0. 186
80 Th 39. 43 39. 50 0.07 0.18
U 12. 78 13,16 0. 38 2.87
Th+U 24. 5 52. 21% 52. 66 0. 45 Q. 86
81 Th 26. 29 26. 38 0.0% 0. 34
u 25. 56 25. 85 0. 29 1.13
Th+U 49, 3 51. 85 52. 23 0. 38 0. 73
82 Th 0 - - -
u 51.12 - - -
Th+U 100 51.12 51.14 0.02 C. 04
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