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Burn-up Measurement of Irradiated Rock-like Fuels
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Japan Atomic Energy Research Institute
Tokai-mura, Naka-gun, Ibaraki-ken

(Received February 8, 2001)

In order to obtain burn-up data of plutonium rock-like (ROX) fuels irradiated at JRR-3M in JAERI,
destructive chemical analysis of zirconia or thoria system ROX fuels was performed after development of
a new dissolution method. The dissolution method and procedure have been established using simulated
ROX fuel, which is applicable to the hot-cell handling. Specimens for destructive chemical analysis were
obtained by applying the present method to irradiated ROX fuels in a hot-cell. Isotopic ratios of
neodymium and plutonium were determined by mass-spectrometry using the isotope dilution procedure.
Burn-up of the irradiated ROX fuels was calculated by the *Nd procedure using measured data. The
burn-ups of thoria and zirconia system fuels that irradiated same location in the capsule showed almost
same values. For the ROX fuel containing thorium, 2*U was also determined by the same techniques in
order to evaluate the effect of burn-up of thorium. As the result, it was found that the fission of **U was
below 1% of total fission number and could be negligible. In addition, americium and curium were
determined by alpha-spectrometry. These data, together with isotopic ratio of plutonium, are important
data to analyze the irradiation behavior of plutonium.

Keywords: Plutonium Rock-like Fuel, Dissolution Method, Burn-up Measurement, Destructive Chemical
Analysis, Isotopic Ratio, The '*Nd Procedure
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S 10 EREOBICRET L ERATA TS ZV b= APwIE EARFRE O B2
LIS DTN = ARPWAH 170 b ¥ HEBOBENLREET LTV =7 L(W-Pu)
2100 P DOEEF 270 F LIt bET A, TNHRET IV b= LOFM LR - THEII TR
WL METH) EBGOIAFT—T7F 74 FMADHEE DBREIFICANIZAF—F< MY
v 7 AAMYBKE OSSR TP Tnb, TRIZBEBYWEZ & T 2 VENIIRNEELY
BE 7LV EFow AR MARRAGL.HEICTV IS AR MARHBRSE LI ETDHHDT
Hb,

ek, IM WEEHE LTLER, DR CBEZEHBRI»O R TEETH S RKALY
FREAREEL, CRCT LV oy AR BB SR GERE Pu BEDORELOICE
KAFIZ BT BB OR T2 B8 LR 2174 > T 511-5], KEHET Pu BREHILFR
CRETHY ., TV L05E - TIRAED CHEETH S Z L hLBAMBEICER, £
FERAFEREOEELEYHUMMLEY TR IR I L 2L REZEHICOEL TV L EW
I Er AT 568l

B BOR B OV 3 F AR IS X B B O S B LIk NI EBE R OB F D T — LV F
£E[9-161 & $4T L T, HEEBRH OB RZERE IR VHORZEHENE LT, BE
LYV a =7 (SZRM. K+ 4 FHPuAliO). 7V I F(ALO)H KU A ¥+ )L (MgAl204)
HO4AM»OLRAERE Pu BE 71 27 KB OHKEKE % JRR-3MJapan Research
Reactor-3) CEM L7-[17], MERDREIZ. BE OB EE % FM T 5 - OICATRDT —
¥ ThDHH, S50, RBREAHOBAIZIE W-Pu YT 2 289Pu EF & 94.3%D 7V b=
TARFWTBY, BEICED SV oy AR AEBEOE{LEERETE T, TV E=T A
ORTF— ¥, XSICTNV Py ADBREERT EICEELHERYIRBETE S,

AL, FROHMO-DIC, HEHETH 550 OBE OB ER L URE
FBEAE PuBHOBBERIEHEREL I LOLDIDTH S,
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2. HAREBE G OB AR

ERRBENT 7L b =7 L ORI % 2 LT, IS RE LB L &Y SR S
RTW5, Thbb, s OBBEILAME TR GER OB L THEETH ), TRHDILE
WCEED L 3E L WEREE L ko TN h 2y ARERT A2 ERFFEICHL V. o
T FORSHFRE b BEESFHEIN S D, BEHERESBOBRIZET L, TV =T L%
&3 IM M AV CERRERE ATV, CVPHRIEE L 7o i8R Rk OV R M OGS 24T

of:o

2.1 BREDORE

HE B R ELSOR O IR I3 ER BB RBRROR Y PEAVATIT) 2 &, BERTRTY=a
VL— ¥ 2ELCHY L. - BERAED D BEREOLETEERITH) ZEFEZERL T,
BRFEDEEXITo7,

ERMRE ARG TIE . BAFREORERHED O IREEY 7 ¥ BRE O BHRBREE
FUALNICREBELTVSY, Jhit, 3M BEOHEEZHVL D TH b, DEjZEL DT>
- RS R A R O i M EER T, M RSEET 150C T 3 HE MBI X ) IMM D
WMIRTHETH D Al Zr DEREIR, FRFN16-39% K 1.521%ThH -7, $abb, 20
HiETIE, TAIFRACAVHAOBMRITRETHLEZEIOLNDN, TV b=y LEEEL
TWhHEELLONLEEI NI THOBRIIER EATETH 5,0

VIO ENE L FEE DR, AT OBORRICL 2 VADOE AL, HREYE FP
X BERIE. S50, BREELE LEREEOM EEZX S 2R, BAXOELE
o EENE S TH b, BHRTENARIE, 770V BNEFREAT Y LARNESHO ER
BihoTE )., AEMERMoT 70 v 8Ly K THEL. WERISMIOR T > L ARE
SR LY o TWVh, COBOERAAENESR YAV EMARE L LT3, BE
Wye 43k ER i 32 (WASTEF | Waste Safety Testing Facility) (2 57 % BEZEWFE LA O AR
[18]%° 738 5 12 & % ThO: DEMEERN9 % L2d b TN HDOEEBRTIHIRHERR RIEMR T EW
HE L. BE 160C T TMALITV., RBOBMEREITo TV I edhb, HMEENEE
ORI EESNTVLEELOND, 0T, ARBRICBVTHHMBAENERZRATS
Lt L7, BAMEIR, FOL ) RERESROIEN,TH D, BEEREOIFETHER
VOB ZET 5 & . BREIIERE, MBI LI IALOREYFEIL. £IT,
RS H BB R A AV BRABRL ER L, 2h O OBERIK T ARBRB OB D,
O OB RIS L E S EORE 21T 72

2.2 KEiEE A RIBORLREL O 1 i U ER
2.2.1 BREOMRE

IRTEIL Table 2.1 \RT 5 A AR LS, 7 v bAEBHEPD Y EMA O, I
COWAMNEOBRIEL HE BHHTH L L VI ERICEIC S0 TH Y, SHEOWER
W2 LCHO HF O RERRLI2OTH %,

EIRRAERICH VRV NI TR MY v 7 AM T, ZOMBUE Table 2.2 DY) TH
2. 7 M) v 7 AL 8%Hy/Ar BB H 1400°C T - B & €72k, BARLELZODEH
Vi 7z,

BEBRFIHELTOME) TH L,

SnamrTRZe by s AME{ 300mg FFEL. 77O Y EHAFSICANS,
G A % 10ml DOMA, HEREEMRT 5.

150°C 2§ - - fEiRM IC A 3% & AdL, 3 TTEIINEL - MY %o

HBEANHVL L, BRIZARLTOOAERTRIT. EREOHAERIT Lo
ICP R AT ik TP AT 2 EHREERET Lo

SICISICIC)

IEREE T e 0 RV FRZS BRI 8612 12 A B D BRI AT R & N7 B O TCP S5 AT R 53K

_2__



JAERI—Research 2001—018

D2 b v AMOEEBRTETH S Zr, Al R U Mg O REl &% Fig. 2.1 127”9, HF
AEIML TV WA T 10% I EOBEMREETHLDI L, HF 2 FMLSGE. HMBRAT
50~60%. TAHZT 70~95%., i FAHKRT 80~ 100%DEREEGL ko7, Thbb, LED
HF OFEME~ Y v 7 AMOBRME G4 EL (ARSI Edbhol, 70, MEEZT
FDLFARTLBFETAE VS LRBRAOHNT MY v 7 AMOBEHRICELTVDEEXDL
NBoEALBEERETRY MY v 7 AMOEHEIH T ) RELECIRLE LA LA,
B IS BT RS 02 BASHONM A ZE R ONL -0 GEMOBERITEL
7o KA T BEREIERE L7,

Table 2.1 Compositions of dissolution acids

dissolution acids
1 conc-HNO; 10ml
2 conc-HNO; 10ml+ HF 0.03ml
3 Aqua regia (conc-HNO; : conc-HCI1=1:3) 10ml
4 Aqua regia (conc-HNOs © conc-HCI=1:3) 10mi+HF 0.03mi
5 Inverse aqua regia (conc-HNO; © conc-HCI=3:1) 10ml+HF 0.03ml

Table 2.2 Composition of simulated ROX fuel used for dissolution test

Composition Element content
(mol%) (mg / 300mg)
Stabilized Zr:54.0
ZrO,; 20 Y:13.0
ALO, 50 Al: 89.9
MgO 30 Mg: 243

2.2.2 7 vibAKEEBERINE DR

< MY v 2 AMOBRICLED HE RN IEF ISR TH S 2 L BBRICHEXTEY) TH S
A ERIER DT v EAF VBEERSTREIVEVIBOTE RV, EE BEOT7 v ERA
F DT D & ZrFa . ThF . YR SO BERAL AWM ERT A EFAOLN TS, T,
WY HF B4 K0 5 700 BREEAICIENST % HF 82 E{L3¢, Yra=7hk< v
y AMDOBHRREBEY T 7. BELEME % Table 2.3 1278,

Table 2.3 HF content in the dissolution acid

HF
(ml/ aqua regia 10ml)
1 0.03 Used in 2.2.1
2 0.07
3 0.09 ZrF4 equivalent
4 0.18 Double ZrF4 equivalent

GfRIE 221 ERAEIC, $5300mg D7 Y v 7 AMEBABENFSEICAN150TCT 3 H
REINEL - VAR % 4T - 720 DNERER TH. B ZIRILL ICP BASITEIC L hEMEPIcE T



JAERI—Research 2001—018

HEFESHEAT > 120 BREPOTESNHER L Table 2.4 127K T,

EINL7: HF B0, Zr, Mg ROTY OBEREIEMT 225, Al OB E GEITH
P B ETR LT $70. ZeFaUB O 245 2% HF ML B AR, ETHEOERE
3 ZrFa B RO EOEHHE L ) SR L7,

KO THERBORE LR EREBIEL, BRY OMREICH LHF LVWEREZ T 10ml
Somi. B 150CT 3 HEIO M - S 217> 720 AR TH, BREEZRML, ICP %
H ML & D BT IS I NATLHEIN AL o 7o FHTAER % Table 2.5 127" T

2+ 3ETIEZr X Mg i3 100%DEMIGELTE D, Y b 100%I2 v, AlLIZE 1 [HHOE
R L ) LRI EA TV A DS, 1%L EAYEITR > 72, @0 HF #NZ 72 4 T Zr, Al
HICHREENS . BREEERANY ) L LKRAEORETH Y . OTEEY Z OREN
WD AL BN D 5L,

BEAAT NI T O/ DI ThO: £ VRO A F— b2 b v 7 AFIZOWTHFAHREE
BREAT o720, BUOERPBELRT,

DEomBEr s, BEBERBOBREE L DTOL ) ICRE L7

OEHAMERSE L HOTHEREIT) o

OwEmE . BAHRERICEE NS Zr+Pu 713 Th+Pu D 7 v k448 & 4 2 HF 250N
L7 TAET 2,

Gz fftid 150CT 5 AL EE T2,

Table 2.4 Obtained dissolution ratio by the first dissolution test

Amount of Dissolution ratio (%)
specimen (mg) Zr Al Mg Y
1 296 82.5 85.8 99.7 —
2 300 93.2 71.0 95.1 91.3
3 300 99.3 70.5 98.4 94.4
4 300 88.4 68.7 98.0 92.1

Table 2.5  Obtained dissolution ratio by the second dissolution test

Dissolution ratio (%)
Zr Al Mg Y
2 100 85.7 100 97.4
3 100 83.5 100 97.9
4 90.8 81.6 98.9 95.1

2.3 BEET PR R O VA i A BR

BREHE R R O AR ER T . BB RERIER « y T 7 ) — } No.2 HVNIZHRE L HIE
& W T r» 72,

VERRRER DM L 73R R OB RO RIE R OB A B E L T . O a =T RO 600T
Y 1000°C THEES % 47 - 7- e A BE 5 Zr-6(1000TC) & Zr-7(600C), KUY M 1) 754 1000C T
B % 47 - 72 B85 30 & 1 Th-2(10007C) 2 HIRELL 720 SR T ERIEEL 71 227 1 B (Y
30mg) Tdh - 7275, BEE LM LB T4 A 70 CRBAL TWAZH, 714 A

_4_
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P EHBETELDIE Th2 DATH 572, ZOMIET A AV HEREZHEDIZLDTH L,
B ABRO TN T OMY Th b,

OFfEnRBEHML, 20EELHET Do

@b 2 BHBE N ERICAN, FORERLTHW HF RMEK 10ml 2002 %,

QEMRA S & FiRMIC AN, 150CITEk - R355 %,

OFEH. BRAEBOSLG. BMEEREL. ABOBRRREHRT 5.

G T R O A T Lo 5T, B EEABZIRRL, Ly HF &mEk
10ml # Nz %,

@FERETH., BRET»BL. BRRESL KDL,

(D3M R % VAR FTE OBRE AR T 5,

@ % HREED SHEEORE LTV 7Y v 7 L, BRERNERREL T2,

IR R RS 12 Table 2.6 DX B0 Th Do Zr6 & ZrT KPHORMEIXTE L LEED
GERTH o BT, BEREE 58 LIERRERONE £ 47> 70A7, HERBENTH
DT, FIZEREFERLALOLELSND, EREOSIERIE. RITH CALFEIHT
YERLC, BBT2BRTOETEENIZA 25 L) ITHRE L,

BRABROSHBELHEZIE LIS, T2, BRETHRONFHEMOMT % Photo 2.1 12
Fdo 770y WNAREHICHMGZ 79 7R TV ABRTHBRZ LA, ZHIEFE—ZKHET
fForea— L FREROBICER O b - 2BRTH ), BETHRKHKEE R EE Y
HILIREATSODEEDNG,, BRBOBENEDP 72 ENL, 777 7DRIET T
OYBARROESIZIZEL 272 bDEEX LN,

Table 2.6  Summary of dissolution tests on irradiated ROX fuels

Sample Th-2 Zr-6 Zr-7
Specimens weight 349 mg 16.7 mg 18.6 mg
Insoluble residue

weight 0.0 mg 0.0 mg 0.0 mg
Dissolved weight 349 mg 16.7 mg 18.6 mg
Sampling quantity 1.5 ml 3.0 ml 3.0 ml

Sampling rate 1/100 1/50 1/50
dose of solution

surface 1000 pSv/h 1000 uSv/h 750 uSv/h

Total dissolution time : 120 hours
Aqua regia with HF was added after 85 hours.
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3. AARIPREHER S SR o BRBER I E

= AUE TS RETEAR R0 I 0 RS R A PR 2 L T L BRI AT R VT TV b=
Y LDHAEBE L LIS Pu AEOBIERER R T > o RMEFEAH L LHEONLMRIBT
Vb ADBBEEH AL AT A ECHELT - E R0 ) D EE L BRIEROFME T
Vb= AR AR E O E 20, BERICES % 238U, 7 XY Yy AAm), Fa
% A (Cm). ¥7Cs. 34Cs, 152Bu, 14Ce, 106Ru, %Zr (DWW THER LI 27

3.1 PHHERTHER
S OBEY Fig 3.1 (R, BEEETHILABENER. R AMREEHRA T T0
FAALESEEHITE R L, ANEABRIETAF YLAND, T F=T A 7T Y UDER
L RN ARHR (U 2B O % ke, RIS EEIETHML 72y MlEFHRHE Ay SiREE
MEErEE LY. $70. o GHERREEHV PullidtT 2 Am & Cm DL RO 7z, FMllid
LTFD@E) Thbo

3.1.1

9.3 Tk~ 7= FHEIZTE » T & N BREHA RN & . ERRERBKR D OB A 7 V&
T 2% Hiz2(NUCEF : Nuclear Fuel Cycle Safety Engineering Research Facility) (Z#izs L
PrbEZE e 7L k= AQRLKMBE E DN R ITo 720 T ANRTEKEHE, ThE SM O
BT 150ml AR L, 2225 1.5~3ml # 5B L A# B & L7ce ot L7ZoRHE, bU T
ZBEHTh-2) & P 0 =7 RBEHZr-6 & Zr-OF 3 KT, ZOMEHAIE Table 3.1 127
FEBYTHD, 7o BEFOTN Py AZOVT O REREORB L 2T AN, FALEHM
DN AT > 720

Table 3.1  Initial composition of ROX fuel (mol%)

Thoria system Zirconia system
PuO, 10% 10%
YSZ* — 15%
ThO, 15% -
AlO4 65% 65%
MgO 10% 10%

* YSZ :88.8% ZrO,+11.0%Y,0;+0.2%Gd,0;

3.1.2 AEDOBTEB LT RA 7R

PREL IR A AR CARA Sml 1S B XD AL, ¢ Ml . RENER. FAE
MBI AREE SR Lo HERFNEZRORBOERBIEICL ) KO ZDOERE Table
3.2 12T,

R AARRRIEIC L 2RSS EAT ) 1mO AL 7 ZEM LTz R LA/ 71, FAALE
g 7 150Nd & 242Pu T, MU T RBBHICIRSSIIRKY T v ERML A, EhERORK
CHZ 72 A8 L 7 B % Table 3.3 (2. FHEND AL 7 OFEFLAREL%E Table 3.4 127”3
%%u\yﬁM%u;ofﬁH¢@wms%%%L\i*yAi%ﬁ%Lf‘xm47%%&
S LT LA L, K o * v T LDy 2% ¥ VORI LO—HARE
D SRR IC BT L TV D I Edbhofzn, £ 7 AL 2HEE D 144Ce NDER
TRA L7,
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Table 3.2 Sampling amounts used in analysis (g)

y-ray concentration  isotopic ratio

spectrometry  determination  determination
Th-2 1.01435 0.88315 2.54337
Zr-6 1.00609 0.87096 2.50034
Zr-7 0.96385 0.77999 2.25077

Table 3.3 Amounts of added spike (ng)

Neodymium Plutonium Uranium
Th-2 48.76 863.00 145.49
Zr-6 48.13 1212.24 —
Zr-7 48.24 913.77 -

Table 3.4(a) Isotopic composition of Neodymium spike
Ndl42 Ndl43 Ndl44 NdMS Ndl46 Ndl48 NdlSO

Atom % 1.4602 1.0008 1.5503 0.9135 1.5148 1.0824 92.4780

Table 3.4(b) Isotopic composition of Plutonium spike
pu2® pu2® Pyt Py pu®

Atom % 0.00253 0.01943 0.08403 0.04925 99.84500

Table 3.4(¢) Isotopic composition of Uranium spike
uss U

Atom % 0.7100 99.2745

3.1.3 b8

VG, TNEEI L AFVLEGET L0, BHERICE-TVI-VRERVIERA G
VARHEAG L7, SBAF — A% Fig. 3.2 1R F[20], S ANRZREICIRSNL 2 2R
-t GEENERREOAR), BREEZEL, R MHAEOK, 156.5M HBRICER LAY /- V%
MA L CBBLABA T LT v — L7, IM i5E-90% A % / — )V 1ml T -72%. AL
BEWTY T VRl L7, X2, 0.35MAlEE-80% £ ¥ / — )V T Eu, Am.Cm % &8 L 72,
COBEER, 3MWMDT UYL, TrF /A KE 70 EBICE DHESEETSHDT,
BRI O B EEL VL VRN ELI LTSI H S, HHLETHL AT
CLENRLILBET LD, BENELZHRATILENH D, 0720, 517 LD 144Ce
Y2#Am Oy BEMEL. A T LD EICENENOBIENIEE LTV DL 0HEDPD 2. FEIE,
M1Ce 25 T 4 FER L 1) 22mm DBATICHA L TH Y, 2Am I3 TIZHEHFE SN THTH T 4
T 20T FhKIBENETE o7, MUBHETAY VLR BHELHE, 144Ce DBEHE
NEAHA L IAHTLEHED 30mm DBFTICEHEL TV, RoTWwht) T4a%
TMWEETHARLEZDL, OSMBEET IV by A 5B L. 7 A3 EEZ KT - 721K 8
w71,
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3.1.4 HESH
L Lz rA o, vy (M) TREBEEOA), 7V =7 A, Finnigan MAT262
FEEMENE RS (920779 F— Wy TEbDOwNMFaALr I —54 7y THRESW
Lt A4 YIS, Lo AT74T 2y b 2RV, BREYTLT 4T A2 PE LT, HH
ISP L, 74T A P EICHETFUMBERL T, A4 2 BICEF L. 24 VLRY
TV R LIET 7 I TNy T T, wT i SEM (CREFHEE) TllE L7z, WEH
B % Table 3.5 12T o

3.1.5 [FMEFREICLIDAAT AL, 9Ty, TNV LADER

FNAEEREREA2HVALT L, 792 (M) TRBEOR), TV LADEREIT27,
AL KGR AL 2 L THW - HEHE (150Nd % 242Pu) & L, B 2 E& L 7o Wit (148Nd
R 239Py) & T A, BEMNERHTOEMNEMOETFE XIZUTOXTEbE L,

ZZT. I C SiEFRFNFEMARNERE. BENERE. 254 7B TS
AL ZROBT A, NIZASA 2 ELTIRMLAEANRSL BORTR S OhT, #RE
MET NV P = Aot AE P E LT Table 3.6 12T, 7T viZoWnTiE, MY AkR)E
? 2830 D AMEE L 72,

Table 3.5(a) Determined isotopic ratios of Neodymium.
Values in parentheses show measurement error

Ndl42 NdM% Ndl44 Ndl45 Ndl46 Ndl48 NdISO
Tha 0.136%  26.626%  21.775%  18.791%  15.969%  10.618% 6.085%
(1.1%)  (0.019%) (0.011%) (0.019%) (0.033%) (0.058%) (0.083%)
-y 0.139%  26.543%  21.930%  18.746%  15.930%  10.618% 6.093%
I-
(0.67%)  (0.018%)  (0.007%) (0.015%) (0.018%) (0.028%) (0.048%)
707 0.150%  26.968%  21.414%  18.865%  15905%  10.595% 6.103%
r_
(0.44%)  (0.014%)  (0.007%) (0.014%) (0.020%) (0.040%)  (0.058%)
Table 3.5(b) Determined isotopic ratios of Plutonium.
Values in parentheses show measurement error
Pu238 Pu239 Pu240 Pu24| Pu242
Pre- 0.008% 94.606% 5.289% 0.081% 0.016%
irradiation (4.0%)  (0.0008%) (0.010%) (0.39%) (2.2%)
Tho 0.022% 75.494% 19.818% 4.281% 0.385%
(2.8%)  (0.0020%)  (0.0086%) (0.017%) (0.18%)
7r6 0.020% 75.491% 20.073% 4.046% 0.370%
r-
(1.2%)  (0.0033%) (0.016%) (0.019%) (0.098%)
707 0.016% 79.812% 17.118% 2.841% 0.212%
r-
(2.8%)  (0.0026%) (0.014%) (0.034%) (0.14%)
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Table 3.6  Atom ratio of neodymium, uranium and plutonium to initial plutonium
by isotope dilution procedure

Pu Nd U-233
Th-2 0.7205 0.04323 0.00545
Zr-6 0.7210 0.04314 -
Zr-7 0.7925 0.03215 -

3.1.6 BREEEDOHEH

PREER DO EINEZ LT ISR T o MO RBKPIE, 4Nd DR T8 % 29Pu OBHHEFIC L 5%
5N (1.642115%)[211CH ) Koo 72o MMETRIUL, RE TV P = AETFHRP EHS
HEoRE L,

F
PRBEER(FIMAY%) =
+ Dy
B E % Table 3.7 127379,

x100

Table 3.7 Burn-ups evaluated by 1*8Nd- method

FIMA (%)
Th-2 27.95%
Zr-6 27.90%
Zr-7 20.75%

3.1.7 TNV 7 7EAE

BEBREB LTV o LTS5 033 Do BUMERITo 720 MIFIX Y UK, 7 b
FIF L 7)) a— Vo — kel F v TER Lz, flEicid, RmERERID ) a v
B AR A L7,

HE Th-2 & Zr6 DBREERIED a H AR V% Fig3.3 &£ 341K T, TNHDANRY
ML h¥— 2T,

239Pu + 240Pu : 238Pu + 241Am . 244Cm : 24ZCm
RODDLIENTE, SHLIZHE Th-2 DARYZ PAHSIE, YT ALIFENTERLA
233U k 282U D) LU DY -7 &k U DIRBHTHSL M) T LARFIOE—- 7 BRLNTZ,

KICALF S EETEONL TN I LTI 230D a AT PVORERIT2 720 —
Bl LT KB Th-2 DoAY ML Fig. 35 IR ¢ TDARYZ Mo ¥ — 7 THEL,

239Pu-|— 240Pu : 238Pu
BELNT, COARTZ FVIZRONLEILANF—ROYE -7 ZBEERED « BERET
HEEXBHEBRIIAELLZ VI TARFDIDTH S,

BREHERR O o BETIE, 241Am & 28Pu D — 2 3T A2 ENTE RV, #2T, 7
VMWL TT7 2 ard o HBEEDSE SN 29Pu+240Py & 238Pu D L % il VW BREHE IR
D 238Pu+241Am 25 28Pu DFGEE LTI EIZL T, VP2 43T 5 241Am D
EkDiz, 7V b=y AORIELIIERESMICL o THESINTVELEDOT, TV F=7 A
12339 2 244Cm & 242Cm DI BREARIE D « HAEDPSBHICER T A Z ENT, #HFE
ATV R = A AR T & LT Table 3.8 12”7, fHiZ, 1997 F 8 A 10 HIHED
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Table 3.8 Atom ratios of americium and curium to initial

lutonium as of August 10,1997
Am-241 Cm-244 Cm-242
Th-2 3.226x10° | 4.839x10° | 3.124x10°
Zr-6 3.046x107 3.988x10° | 2.985x10°
Zr-7 2.355x107 2.012x10° 1.832x10°

3.1.8 Hr<HHE

7y BUERCORLTBWARE VT, 7 v ERENE & 21T - 72 I
32113 IR 23% ) HP-Ge #1123 % Hiv>, MCA 1213 SEIKO 7800 % /I L 720 #llE
SHE AR LFL CROBY VI ARKREE L D 90cm OBATICE STV, WERRE—F
MW E — 7 AMCADKEQAF ¥ > 2 Vdb7zn 10677 v MEBREVWEHICEA» LAY
LT, BRINEOI F L EF— LRI EOMIEI, 152EBu & B7Cs fEHEMRIEE AV TIr o
7-o 1% 7 — %1%, DEC Alpha Station E Tt — F BOB Al T L7z, —BlE LT
SF The2 DAY kL% Fig. 3.6 CRT R LMW 7N b= 4 1pg 729 OHgtEE (Bg)
L LT Table 3.9 (27”7, WETEEIX, AR THEHZOMETH %,

Table3.9  Radioactivities of y-emitted nuclides at EOL per initial plutonium 1pug.(Bq)
Values in parentheses show measurement error.
Cs-137 Cs-134 Eu-154 Ce-144 Ru-106 Zr-95
Th2 7.398x10° | 1.087x10° | 5.020x10% | 3.333x10° | 3.063x10° | 8.828x10"
(0.34%) (0.42%) (1.11%) | (0.67%) | (0.09%) | (0.18%)
7i6 8.748x10° | 1.257x10° | 5.483x10> | 3.368x10° | 3.417x10° | 1.405x10’
(0.34%) (0.42%) (1L1%) | (0.67%) | (0.09%) | (0.18%)
707 5.465x10° | 7.591x10% | 3.450x10% | 2.788x10° | 2.256x10° | 9.590x10"
(0.34%) (0.42%) (1.11%) | (0.67%) | (0.09%) | (0.18%)

— 10—
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3.2 %ﬂ
3.2.1 MUTRBEICBITA M) Y AOBRBEEANDHY
FUWA%@E?%%¢6tW%”T®2WJ#$L%OFU?%%HKBwT%%ﬁwﬁ
HWizdh7o 0, 280 OFGHEDL S5WH D 0HEE L7z Table 3.6 (/R L& T, BEHKT
BIBITA TN P AD®IE, 23U @ 135 55k » Tz, /o, BoEMEo TV =T A L
mftf%umﬁuh%ofwtoé%m\mU@&““@ﬁmﬁ%%wuwﬁﬁﬁkmmf
LbREL W E0S, BEFETEIC ;b\n %,/\Jf%}% 5 22U OEGROE ST, 1%
DFTHoEER L. — RSB, BURETLARLTEL T, TNV =T AL2T
MG TVl dELZLED mﬁAué%u¢é<&éo:@:&#%u%miMU@
BRI mEcixse L,
EOIZBRBEASEA T 23U O RPERTEL AL, BEFRTERTLDII 28U OH
LOHT M) TLAERERBLATNRIELL 2V, M) TAICRERESM TCEABEN -2 L2,
é@ﬁmbt N%ﬁﬂ&@ﬁfdﬁﬁf%%omU@Wﬁ”ﬁ%&mTé 7 S N Ry VA <

BEICEELZTNMELZ ST, SREED M) 7TRBREOSHEIT ) BEICERFAPLET
H5bo
3.2.2 BREER

Table 3.7 /R L7z BRBEEIZ. Th-2 & Zr6 TX<—3 L. Zr7 & ) &H o7, Table 3.5(b)
R LSRR O v b=y AR IZB W T, Th2 & Zr6 Tid 239Pu DA
75.5% THHDIAFTL Zr-T TIiE 79.8% L@ o THH  BBERE L CHBL Tz, T /2,
TAYY I LRF )T b, BOREKWTH LT Y GTHERED Th-2 & Zr6 L) Zr7
TH L, Zr-T R OBRBERPBENZ L2 EFIT T 5,

W S 2 & A RBHBRHABOREENTNICIE L, FEAMTORETFEIL Th-2 & Zr6
DB TIRIZRARELD ., Zr7 ORYMIETOPHFRIZI AL D EV, #lFE L-BRERIT,
CORUFEOGA Y LKL TV,

AL, BIERELY RKODLEXPBELGLIMP IV =90 EEZ BRETIV =7 A8
BMARLTERD, BEICL-oTid, TAV IV TALIDEWTLEIMR A I EDH 5D,
Table 3.8 IZ/R ¢ & 9 12 241Am T 0.3%RE L L Lo, SEUIEHR L7, & HITBREEH
ATT A YLRF 2T OBV EILIBEICREETLILENH D,

3.2.3 W BETERE T RERY

Table 3.9 IR L7 HEIRED 5 b Uy a3, BEHAERL ) —HABRER 2L LETTND
ZENGHoTWA, Tl INVIZTHREBE (Zr6 & Zr7) TRIVIZTEYI) VIR
Mo Twabizdh, SZr PESHOMICHRFHEIICTTHERT 5, €070, ThbH
DI OGR E L h o7,

PRIEAS L (KD LTV AHKFEL 154Eu, 144Ce, 106Ru TH b, EOBMD Zr-7 TIXEREDN
L RBERDEETH D };%‘x_ bd, —HEUBREBERTH -7 Th-2 & Zr6 Tid, 44Ce D
AERENL K LD L, 154Eu & 106Ru DA R Zr-6 DI ) i —FT &S0 o7,
IHIE.EBud RuZSCHARIRPICHB TR EORRPEZ SN DLH, 5ERETT S8
BWH b,

3.2.4 MRHHIEOWE I

Fig. 3.7 (2 Mrbithe s (1997 £ 8 A 10 H) BT BERIZROMENL 2 E£h T, K4t
BTHIZ Lo 72013, 22mAm OEA5 05 THEAR S O 242Cm & 242Pu ~ D ALIA A
YHWETE LWL THb, MBHIENTE WD, FEADOHEV: 22Cm D&EIIA L HF
NOBBEZ XD LTWD ISV,

F7 2Pl OWVTRLESVBRERTH > 7-Th-2& Zr6 TIS%D 5 54% - TH Y,
ﬁw%%&mzr76%%3?%&Lfvé:&ﬁb#éo7xu>ﬁAu02%#%03%ﬁ
B, ¥2) 74310604 —¥—THEL TV,
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4. Few

BREHH SR RE OBUBE S (BBERRE) £17 ) 720, MBI OB EORE I TN
IR ER L 2o EORMBMEOBIICE, 7 v bkEBREERRMLUATADSL LCIHEE
AAELTVAB S EFbhots, 7275 L, BEHEEHREN 3 RERY O AR RTED
SR E LTHET 2720, FAOEFBENTHLEEZONL, HHNAENES
L. 150CTH 1 HAMomBc I, HERKEARBHLERTEL I EWDD T,

B RS AR OB, 7 vk ERTEERMLZEKRE Y, BRAKXENEHH
150°CC 120 B (8 BER/H X 15 H) DML ) ERL 72, Ria 3t ERR (0.1mg) A
THY . BIZEBEOBEMIIBII LI EZLNL, HRETHOT 70 X RAFSFEBICIEAD
K%y Ty s hRELTHWAEN, TREBERAHOSVHERICEI 2 EEAbNE0, 41K
D EHE AR BB OBERICEINEROMEORFAPLETH S ),

HE 5 3% 2 BB ORIE ST R AT - 72, FO R LB TRE L MY 7RBE GO
Th-2) & ¥V a=7 RE GUB Zr6) T, EIF%E LWBRERELR L, ShoDBB LY
FHTFROEVECRE SRR Zr7) T, VIRV L /R L7z, b 7 RERA
BT - TWA 280 mAMEL, MU LOBBEICRIZLAEEAIMEL 2R, RRKTH
1%BETHL I LD bhrol,

B AR IZ oW TIid, Ru & Bu 256 BB ORE T 10%RED AP R LR, HR
BETHEITR> TRV ORI PLETH D,

AR S MR R & B ARMRE OB AR L 2 BT 5 2 812X o T X ) FEMI R
BELHEWTEL bbb,

it &

AL FTTHIH), BELIHERRIA Y P HVAENBMBELEMERR, &
AR TREE Y ¥ —kE. BEERMAHMEHEE KERZRIOERJEFHOELRT
Do P ICHNEBREROFRICEML THWAIBLEL TV b= L85%RE - BEEERENF — 4
DI RSB T 5,

F7-. BIRAEOFRERICH -0, BIXA SOOI - AR ZHATHY
2T A Y b= THRERERO S A E RS T D,
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Fig. 2.1 Variation of dissolution ratio of simulated ROX fuel
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Cm
0.00031% 0.00048%
Am
0.323%
0.008% 94.61% 5.29% 0.081% 0.016%
Pu [ Pu238 | [ Pu239 | [ Pu-240 | [ Pu-241 | [ Pu-242 |
0.016% 54.39% 14.28% 3.08% 0.277%

(a) Thoria-system fuel (Th-2)

Cm
0.00030% 0.00040%
Am
0.305%
0.008% 94.61% 5.29% 0.081% 0.016%
Pu [ Pu238 | | Pu239 | [ Pu-240 | | Pu241 | [ Pu242 |
0.015% 54.43% 14.47% 2.92% 0.267%

(b) Zirconia-system fuel (Zr-6)

Cm Cm-244
0.00018% 0.00020%
Am
0.235%
0.008% 94.61% 5.29% 0.081% 0.016%
Pu [ Pu238 | [ Pu239 | | Pu240 | | Pu241 | | Pu242 |
0.013% 63.25% 13.57% 2.25% 0.168%

(c) Zirconia-system fuel (Zr-7)

Fig. 3.7 Material balance in the pre- and post-irradiation fuels. Upper values are atom ratio
to initial plutonium atom before irradiation, and lower values are those of after

irradiation.
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Photo 2.1  Appearances of the inner dissolution crucibles after dissolution.



JAERI—Research 2001—-018

B RFTEH SR OB R BE B AR

1. BRRBRE o« y 327U —F No2 vVICIHEAE L HE L, 308 L BBHEEA)E ANTIE
7% 3MH(Th-2, Zr-6,Zr-T) X AP AL, 150°C, 8 Kf]/H THEMHERT ML 7o

2. VEHRRER AT 26 BER). 65 BFE], 73 RRRIRRB L AREAT, MERSZ AE LIsFREZ R L
Feth. I AMBICTHRBEHEIE L, £/ 3 B L OMEFSEOARRGT 70 Y BKERICY
Ty I HREEL,

3. VEIRERRIAT 85 HERIARA L BT IRIREDA LR T £ 912, BHE AR A P TRV
Ly NA 7ZVHICRILL 720 20k, ILBRELTEIBRT 5720, FilzeBBiEK) %
BRICAN, BERETEBL

4 . BIEEERTAT o5 BRI L R A CINER SR RE L, BRREORERUT I ARIZL 5H#
HEiTo7,

5. VAMREFREIAS 120 RERIFRE L SRR THEMBHRE KT S8, BREOAR, TlefTo 7. %
B, Zr-T ONMERBREN, SEBEOL 2 — AW RM L., BRIZER Iml BEIZR o7,

REHRE OREBEE L
2 B 26 F5H 65 F5 [ 73 EF 85 H [ 95 IFfH
REERIZR BRI E 2 IFRES AHERI.  REFEENR
MDTIT, MLAD, 8 HHH BB HEKCTH BEpr, #HT

BHRICLVE HICIVERE TREIH,» B DR T E
R 72, 2# <, =V, B\,
bk 9595
e 9594
=g o 5394



This is a blank page.




EERBALR (SD) L BEEX

E1 SIEARAE X UHHSA *2 SIEBRIIh B8 &5 SILvAE
& F i 5 % PR i 5 (5354 $RERGE i 5
5 = B m %, ¥, B | min, h, d 0| £ 7 4| E
" & o735 kg B, 9, B °, ", " 0% ~ % P
143 f {7 S Yy » b av|L L 10'? 7 3 T
[ ®|7 v 7T A r vt 10° | # # G
MOFRE |y r B v K EFHEALL | eV 10? A A M
m B &€ w mol R | 10 LS =] k
* El» v 57 5 cd 102 ~ 7 ¢ h
____________ LT .
F @ M|5 97 v rad 1eV=1.60218x 107'°J 00| 7 #| da
IOk B|RFIITY st 1u=1.66054x 10" kg 0| F v d
102 € v F c
107 | 32 U] m
%3 BEHOZYA & SIHVEGL 0| w470 p
&4 SIEticEEMIC o
sao | H#BD SIHGL 10 + 7 n
7 g m; naﬁ ick 3 ,ﬁﬁ %ﬁ%éhé%ﬁ'l 1072 e 3 P
5] i |~ o v| Hz st % B 2 = 107 7x4b f
h = a—- kv N m-kg/sz v rzro—4 ;\ 107" 7 b a
|5 S I 'S 5 B P S S - B Pa N/m? I3 - v b
TFE- (LB M| 2 — | J N-m N - W bar (i)
L%, MHEER{7 » | W[ Jds # W Gal 1. ®1—5i3 TEBRMRE) B5 R EEE
BEAR, EBR|7 - o v C | As £ 2 ) - Ci ERER 1985 EHiTick B, 772, 1eV
BLLL @f'fﬁn # oo |~» v W/A I N R BXU 1 uDfEiz CODATA D 1986 H#52
i 1 [ g7 » 7 F F C/V 3 IS rad MBIC L » 720
8 X # f|jFg - 4|0 V/A v I rem ;
AV I IR |V—-A VAR S A/V 2. FAWCEBHBE, /o b, T—n, ~2 ¥
B Flw = — 5| Wb | V.s 1 A=0.1nm=10"""m - VHEFOUTWINAFEDORMLEDOTE
31 & * g7 A 7 ; ah;:l 1 b=100 fm?=10"2° m® ZTIERL I,
. . N ' _ )4 o =)
1 v ?“ v ¥ :/ o A ) I b { bar=0.1 MPa=10°Pa 3. barid, JISTHFHKDE NEEDLTES
vy 2 BE | aE| C | Gal=1cm/s?=10-*m/s* AKBHE2DHF T ) —IKGFEIhTL
* # v - 4 v Im | cd-sr al=temis =10 m/s Z
e} 2 /m? 1Ci=3.7x10'*Bq ° i
e x| Im/m " . 4. ECHRMHAISS T bar, barnkk
K & l~ 2 v | B s 1 R=2.58x10 C/kg R
q o U MEO#E | mmHg 2&%20#75 37
B N & ®|s7 v 1| Gy | Jke Irad=1cGy=10"Gy CRARTLA
g B 4 ®B|v-—~wtb| Sy J/kg 1rem=1¢Sv=10"?Sv °
" -] *®
$1 | N(=10%dyn) kgf Ibf £ {MPa(=10 bar) kgf/cm’ atm mmHg(Torr)| Ibf/in*(psi)
1 0.101972 0.224809 1 10.1972 9.86923 7.50062 x 10° 145.038
9.80665 1 2.20462 Vil 0.0980665 1 0.967841 735.559 14.2233
4.44822 0.453592 1 0.101325 1.03323 1 760 14.6959
¥, E 1Pa-s(N.s/m?)=10P(#£7 %) (g/(cm-s)) 1.33322 x 107* | 1.35951 x 107* | 1.31579 x 10°? 1 1.93368 x 10°?
IE  1m¥/s=10'St(X b —~ 7 2)(cm?/s) 6.89476 x 107 | 7.03070 x 107? | 6.80460 x 1072 51.7149 1
| J(=10"erg) kgf*m kW-h cal GtBi:) Btu ft « 1bf eV 1 cal = 4.18605 J (Gt &#:)
*
W 1 0.101972 | 2.77778 x 1077 0.238889 | 9.47813x 107" 0.737562 6.24150 x 10'® =4.184d (ML¥)
¥
! 9.80665 1 2.72407 x 107 2.34270 9.29487 x 107} 7.23301 6.12082x 10" =4.1855J (15°C)
{.t 3.6x10° | 3.67098 x 10° 1 859999 x 10° 3412.13 2.65522 x 10° | 2.24694 x 10%* =4.1868 J (EBETK)
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. 4.18605 0.426858 | 1.16279 x 10~¢ 1 3.96759 x 10°? 3.08747 261272x10"®  H$g 1 pS (AEH)
E )
# 1055.06 107.586 2.93072 x 107 252.042 1 778.172 6.58515 x 10%! =75 kgf-m/s
1.35582 0.138255 | 3.76616 x 107’ 0.323890 1.28506 x 1073 1 8.46233x 10 = 735.499 W
1.60218 x 1071 | 1.63377 x 1072°| 4.45050 x 1077%| 3.82743 x 10° | 151857 x 1072?| 1.18171 x 107*° 1
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" 1 2.70270 x 107! =] 1 100 ] 1 3876 W 1 100
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3.7 x 101 1 0.01 1 2.58 x 10" 0.01 1
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