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Dissolution of uranium and plutonium oxide using TBP-HNOQO3 complex

(Reserch Document)

Sachiko MIYAHARA¥*, Tsuyoshi SUGI*2, Satoshi KAWASAKI*2, Masanori SHIBA*3,
Kazunori SAITOU*3, Yoshikazu KOMA¥*, Takashi SUGANUMA*“, Atsushi AOSHIMA*,

Abstract

The current technology for the selective separation of plutonium and uranium from spent nuclear
fuel (MOX) using TBP-HNO; complex is being developed (Powdered fuel extraction process). It is
promising to simplify the reprocessing procesé for the selective separation because of its potential to unite
the chemical processes, dissolution process using nitric acid and co-extraction process using TBP solvent,
and to operate under the ambient pressure and at relatively “mild” temperature. Plutonium oxide has
reported to provide slower dissolution than uranium oxide in nitric acid. In this work dissolution behaviors
of plutonium into TBP-HNO; complex from powdered plutonium and uranium mixed oxide were
examined.

The powdered MOX fuel (average particles size 104 m) was prepared from PuQ,-UQ; pellets by
heating for 4 hours at 400°C. The prepared powder was dissolved into TBP-4.74mol/L HNO; complex and
was stirred for 300 minutes.

In the test with 6 grams of powdered MOX fuel and 20 mL of the TBP-HNQO; complex, the
concentration of plutonium reached 0.17 mol/L and about 90 percent of plutonium was dissolved. It is
experimentally confirmed plutonium was dissolved into the TBP-HNO; complex from plutonium and
uranium mixed oxide. The early dissolution rate was almost the same as that obtained with nitric acid
solution. It is likely to predict the dissolution rate from the rate for nitric acid solution. Americium that was
contained in the MOX fuel was also dissolved into the TBP-HNO; complex, but was slower than

plutonium.
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MOX R Ly MEHED

MOX XLy b IEBERI DR

JFUEL & 72D MOX L B, INC @ L2 IMOX $z#fik & BNFL @ IDR(Integrated Dry
Route) % U0, 3R #R—JL I VT T Pu Bk (Pu/Putl) 78 [8%IT72 5 K DiRE
UBER L. “ORLy bEZEGFEST 00CTLREMALNRZEZ. &
Betk, FREDEHALL TWEh, ANFa I THES A LHNSEEQO DN
RIZEo Tz, WBBOMRIIASKIIHEL, BRICE b OEILETHF:L 28

BRIl s X CFREZET .

3.1.2 RLw FRUMIX RLw MEEHOMEIR

(1)

(2)

[BILF AR,
MOX RL v hOFAEER (OFE) 2% 311283 PuE{LEIRIT.4 ¥TH
o) Al _
#£ 3.1 MOX L v bOREAREER
TR L 5
EHR 15. 256 % Pu 72.071 % U
EIRE 33 Pu-238 : 1.043 %| U-234 : 0.019%
Pu-239 : 63.192 %| U-235 : 0.604%
Pu-240 : 25.722 %  U-236 : 0.005%
Pu-241 : 5.937 %| U-238 : 99.372%
Pu-242 : 4.106 %
Am-241 SH & 2.80 % —
FIfcfksEER 12482 H 18 H
Ny

MOX XL S OABMFERE (i) &% 3.2ITRT.

#3.2 MXRLy O

%y 4+4rE (ppm) 5% HriE (ppm)
Ag {5 Mn 70
Al < 100 Ni < 50
B {5 Si 212
Cd {5 N < 50
Cr < 50 in < 100
Cu < 10 Cl <10
Fe 118 F <10
Mg {15 N < 50
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MOX 1w NIEHER
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(4) BRI

MOX XL w MEEEOREARNUEBER 3.4 1ITRT,

B EE MY, BRICH T BT & R Ui, BRI osfzRHL,
FREEIIRRN S E L THEEERDTONM 2 BE L. 10052220
i, RERPEICASRWETFSEZER NS, £, BEREES X URREEEN
SEMUEICTNSSH S Z LS MEMFN R TIHRNEEESI NS K 3. |
IHRREEREOEE Ty FLEDOERT. MX Ly MEEROEHRIEISN

10emTHoM.

#3.4 MOX XLy NMEWEMORESTN

NTFE (um) | EEHETE (%) | FREEE (%)
45. 00 100 99, 8
31.00 100 93.1
22.00 100 93.0
16.00 100 84.1
11.00 100 69.5
4.50 99. 99 03.3
5. 30 99. 97 39. 9
3.70 99. 92 28.5
2. 60 99, 82 19.9
1. 80 99. 60 13.5
1.30 99.20 9.4
0. 88 98. 26 6.1
0. 60 99. 34 4.0
0.43 92. 81 2.7
0.30 85. 95 1.8
0.17 60. 25 0.9
0.10 0.5
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MOX XLy b BLUEORHEN O X BETTZIT o 7. MOX XLy MIZDW T
MO, %2 (M = U £/ Pu), IEEEMHC DWW TIE, MO,=x & U0, ZEELA. M0, Bk
N0, +x O TFERZERI.5ITRT. MX Ly b (PuEEEH1T.4%) OM,D
WEERIL, Pu BILER 15% D Pul,- U0, EAEROCHME S’ SEE—B L7, &
BB OB FERDIE T, V0,78 U0, CEEL Iz EE AL 5N,

BUFE M

AF v AEF—F :4° /min and 2° /min, AF¥ 2 ATwv S :0.02°

PRVEREE : 20=10—90°
I#:Cu Ko / 40kY /

and 110—140°
40mA

# 3.5 MO, DRETER

MOX XL w b

MOX XL REHERD

MO, BRTIMO, £x DT
E R

5. 4639

5. 43

(6) SEM Eiz=

SEMEBEORSITXD 100 FOFERTHES U /2. 100 4 miBE QR OREEEH A T

el (BED.

(1) #ER

HIARDREERPD MK XLy MESED 30g DRBEEZO0—TRy
JARDEZ NNy TEUICAIE UEREER I ICRT.

#3.6 MOX XL MEGERD (30g) DOFREZR

#RER, uSv/h

s nn
H5 ABERE (1) ksl
(7 (n)
Ocm > 1,000 38
10¢m 350 20 1.5
50cm - 50 8
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TBP (100%, 80mL) &@5EE: (9 13.2Zmol/L, 80mL) % 30 ZrfEIfEfhL#HHEIC L DS
BEL 7. HHEM OB E2H =2 %2 AW TEROREERITV TBP-4. Tdnol /L THREIAER
100l 257z, EEFOMBIZAED 100 fEAHRO 1,0 THEMEB L, PROEERICLD
ERO Lz, TBP-REREEEE D @ TBP BILUVKDEERM 2. 9mol/L, 1.5mol/L &HE
ENB 8, '

3.3 BRH%

ABEERE R 3.2 1R, WALTOMBRERICLS U ORMBHEED, Wik
WRE, BREEICEKETS Y, ARRTHEAKROBERTH S LREL T, RBRLY:
FRELR, EH, BE, BEZOSMEE, TBP O3k (146'° C) RIOMEEN:
M 2ER U TRE L. KRBT, U0,(N0p, < PuN0y), loxfLT TBP A5 1: 2
DEEDERT B LKEL, TBP- WREIEEE 20mL IC{RFEFTE S Pul,—~ U0, DERAIRE
EFMETS0IT0E 99 2ERUE. £, 2EZEBEFEIEZEZ2EBME
LTMX RLw MBS ZZNEN6g, dgMWEFAR2ER L. BREECD
WTHE, MOX XL v MEBEROBRABERBICBRICE bl THEMRBREN LET 5
D, BEOBSNS, BBHOERE LEVERINE B> THrHFTET 50°CITH
BLE, MBREHZUTICEED S,

BRI
AR« TBP-4. Tdmol/L THEEVSHE 20nL
JBRHREE : 50T
B ;300 &
MOX XLy MEBERIE 1 9, 6, 48

=
b=

3.4 Pu, AmiBEDHEIE
79 0. 3nl OFEFREERETORL R, EHEORIC0.bund T4 NF—2 &
DOITY L TIVRFICIRHL, BERESRELE. 2BLERREuL &
# 1l O n-BF 7 > CHR R %, SEARNSc Loz iEd), e ATk
VA ETY, FEERLEN S Pu 2ERLE,

Am JBEIZDWTIE, 5.40MeV FHED ®pu & “an OEESE—2 M5 Py OFEZ2R
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4. RBHEBLUER
4.1 AR

MOX R L MEBBOBRICEBRIFBANSZ L FHEINLD, MX 1Ly b
U 9 RV OIT 9gRBRETS,) T, WRIKOREEREZEEL
NS MOX A L MERE DR TOR 10 BT TIRA LR 4 L IZREZSL
DETFERT. &8 (0g) SABOWKERID 8CTHo7-. ZRIBARE 0 &L
T 300 HEERES{LEERL, MRS TERDEICEEFHHLE, 70U
2B (30, 60, 180, 3004)) Rb—#&—izk 3 MEMTERMN iz —HRICK
EMET L. |

Ry MESERERALEERE (I 2L KEBBOKEITREE UKER LR
Lt (BE 4.1), 60 Ao oBsdaohk<izol (FE 4D, &
i, RERBEAERICIIPPEEIND - R BBEE o, BEORRE LD
IR R o - BEAICEE LT,

IgRBROBEL VIBMEMIZEDEER ACEEETULMERLRWI EFbR
Sfele®, bg, 4gRBRTIEMX Ly MERE-BICEAL, OREEER
ORI E U, 4.2 & 4.3 CRESLOBRTERT. BAR, BRMCES
WROLAMNH SN Aok EEERL, b—y—ICLBMBEMBLE (F
BB D S 0 2B TH - 1) g HBRICBNT AR ETIHLNZE—T I,
HWREICE B BDEEZLLND, BRAICLDREEER, 98, 6, tgHBRTE
NEN 38T, 18T, 5CER-FET EMND, HERICLSMRD ERIEHX XLy
MESEORICIKTFT S EZ A 5N B,

4.2 Pu, AmiEfRHR

Pu T Am DEMEEE 4.1 (1) —4.1 3) ITRT. 98, g, 4g OFRRTOE
RROEIEZER 4.4-4.6 17T, 9gBRTO An O T —F BWHEBEIBE DN
= DT L TWAN, 4

g IRBATIL, 300 2 RE@H D TBP iSHER O Pu R 0. 1Tnol/L &72 0, W
ABOH 90% MIEM L7z, MOX R L BB P O Puid, WS TBP FIRICH
BT BT ENPESHEIR ST, MOX R v MEBMERZBEMTSEZANEL
TEBLU- 4gRB T, PuiEfRIZ5%ICEEED—FEITER 7.

9, 6, dg ZRALERERE B 180 5 5 300 4 THERIUE T T BHAANH 5
N5, TBP-RYEIALEIC & B MOX R L v NMEHE S O Pu OFEMRIL, EIT TBP IFIRIC
SENBWMEEEORR (R 2.1) &P EOHERREG K2.2) KL5HDT, &
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®4.1(1) PuBRER
RREN % Y7 | Pu23g+Pu240 BE | PuiRE , g/L PusBE moi| PummE®R o
No. Bg/mL (B A &) BH)
BECES A ) 0 0.00 0%
0 1-0 41TE+Q7 12 0.05 15%
30 1-1 1.19E+08 33 0.14 42%
60 1-2 2.07E+08 57 0.24 72%
180 1-3 2.62E+08 72 0.30 92%
300 1-4 1.76E+08 49 0.20 62%
6g ;B 0 0 0.00 0%
15 2-0 5.93E+07 16 0.07 31%
30 2-1 1.00E+08 28 0.12 53%
60 2-2 1.65E+08 46 0.19 87%
180 2-3 1.78E+08 49 0.21 93%
300 2-4 1.70E+08 47 0.20 89%
49 2B 0 0 0.00 0%
15 3-0 3.53E+07 10 0.04 28%
30 3-1 6.75E+07 19 0.08 53%
45 3-2 9.69E+07 27 0.11 76%
60 3-3 9.50E+07 26 0.11 75%
180 3-4 1.18E+08 33 0.14 93%
300 3-5 1.19E+08 33 0.14 94%

F10-2002 00F8NL ONP



#4120 AmBER
(A) (B) (C=A-B) -
9g R B 0.00E+00 0.00E+00
0 1-0 9.01E+07 6.45E+07
30 1-1 2.89E+08 1.83E+08
60 1-2 3.86E+08 3.19E+08
180 1-3 4.91E+08 4.04E+08
300 1-4 2.60E+08 2.72E+08
6g S 0 0.00E+00 0.00E+00 0.0000E+00 0.0E+00 0.0E+00 0%
15 2-0 1.32E+08 9.15E+07 4.018BE+07 3.2E-01 1.3E-03 14%
30 2-1 2.18E+08 1.55E+08° 6.3856E+07 5.0E-01 2.1E-03 23%
60 2-2 3.31E+08 2.55E+08 7.5851E+07 6.0E-01 2.5E-03 27%
180 2-3 3.81E+08 2.74E+08 1.0690E+08 8.4E-01 3.5E-03 38%
300 2-4 4,11E+08 2.62E+08 1.4918E+08 1.2E+00 4,.9E-03 54%
4g % 0 0.00E+00 0.00E+00 0.0000E+00 0.0E+00 0.0E+00 0%
15 3-0 7.73E+07 5.45E+07 2.2831E+07 1.8E-01 7.5E-04 12%
30 341 1.57E+08 1.04E+08 5.2925E+07 4.2E-01 1.7E-03 29%
45 3-2 2.34E+08 1.49E+08 8.4054E+07 6.6E-01 2.7E-03 45%
60 3-3 2.39E+08 1.47E+08 9.2359E+07 7.3E-01 3.0E-03 50%
180 3-4 3.15E+08 1.82E+08 1.3309E+08 1.0E+00 4.3E-03 72%
300 35 3.37E+08 1.84E+08 1.5339E+08 1.2E+00 5.0E-03 83%

¥10-2002 0OF8NL JNP



£41(3) BeHASR K BREOLEBHZOPU, AmBE
BARL Y A PUBE  BamL PuBE | g/l oy AMEBEAPUR 24t |Amias " .
iy u ! m u"' ' - m ] m) N A f’ ' =R
BEBXEE | 239+Pq240) FaERs | ERTaPu0l T 3| A =, |4 mA: Res
u u mo m G,
s VL) e % q 9f molll | F%Am OEE, %
g DR X+
oo BT 8.10E+05 2.2E-01 9.4E-04 0.43% 1.47E+07 | 1.2E-01 | 4.8E-04 8.5%
BEARE (5tmL) | %9
g RBRE 7.34E+03 2.0E-03 8.5E-06 0.016% 8.27E+05 | 6.5E-03 | 2.7E-05 1.7%
Hx B ( 55mL )
AR A 1.78E+07 49E+00 | 2.1E-02 66% 550E+06 | 4.3E-02 | 1.8E-04 21.5%
( 450mL ) 1.76E+07 4 9E+QQ 2.0E-02 66%
5 o] 3 .
T T % a%’&ﬁ’ﬁ 1.02E+05 2.8E-02 1.2E-04 0.16% 5.73E+03 | 45E-06 | 1.9E-07 0.0095%
+ 69 BRBEH
190mi. s .
( ) B +Ag RBE | 4.47E+05 32E-02 | 1.4E-04 0.18%
M
P kA 8.64E+02 2.4E-04 1.0E-06 | 0.0017% | 3.85E+04 | 3.0E-04 | 1.3E-06 0.080%
( 240mL )
1.45E+03 4.0E-04 1.7E-06 | 0.0029%
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Pu DEMGRE2EEDELOEE 4.2 1R, TBP-HEBEPICS TN AW D
—E, MAX LIS RBOBMICLDEREZEAMRLEIET S, D% TBP-
HEEBIROERIIRD T 5. 6g, dgMBOBEMRITHE 41 1) KRLELSK
BROBERREICL DB LERELAEZAW. IgRBRICOVWTIE, BER
Wi BITOIRM -2 DT, TBP-MRIEEF OMBAT N TREELIINB I N
bOLEEL TRHIEZITo 2. BIEOHERIRRDLOD, 9g, 6gRBREbI
Pu DBMHEERK 0. 18mol/L &7z D IFIF—H L,

# 4.2 Pu DI

SRR O PuiBE

27 No. [ MOX RLw Mg | Puiam®
BiRAER (© (%) g/L mol/L
1-4 9 >62 >42 >0.18
2-4 6 89 40 0.17
3-5 4 94 28 0.12

MOX 1w MEBEHHTIE Pu OFBIHEL TR %I H-% An AAFENTWVS,  An
DBEMEE X LD bOER 4.3 TR . An OBEMHEIL, 92 BREBWT, 300 2%
ML, EHREBIIIZELU Mo/, An OBEMRRIT 62 RERT 54%, 48 R T 83%&
20, PuDEMEIDVEVWETH >/, 98 RBROT—F XEHML Thizngds, BmR
i MOX R Ly MESEROBRSEKRT 5 RS TEMERL . Pu BMEERNICIERS
NTWB T S BAA B '

' # 4.3 An OJEMRE

EEIRD O An 5

HT W No. | MOX RLw RaEgHE | An AR
PHEAR (2 (%) g/L mol/L
1-4 9 - - -
2-4 6 54 1.2 0.0049
3-5 4 83 1.2 0. 0050

4.3 PuiBfRHEE
4. Tdmol/L WHEKIEIRIC K 2 Pu OB MEL BHEREFREBERARLI0OES
N-BPEEOHER ' ZHWTHELEBREZR 4.7 07T, IO REmE
B TBP-MBIARROERMBEEIFFE—HL TWA., IN&Y Pu OFEMEEIL,
WEBKBERROBFEE, SHRTES LB X 6N, —F, Pu OERZEIT TBP-
HEREERTORRENE FRWEE 7. ZOHBRRZINTLRNDT,
ZTOD—E&EUTPul, DEBENREZS5ND, Armando & OHMEIZ LT, Pu0, i
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EEAS 28%E TOMIBATIL Pu0, A% U0, FCEIBMAE KR L THhIUIMmIc L DA
DAETH B, Tihbb, BEELHTHEF LA > EEEIT, Pul, 2EAFE
T B DM NE MR ICARTTICRS RN H D, FEER L HX
Ry MIREEORE B 5y T THD, PuARy bOFESERIN
TS, Fi, BEEUEETFo = &0 X DERAT O Pul, PEEELAZCZED
£z 5N5. BRBIHO P, DEEEEIDD D, JiE, BRESEMET
BT SHBMEENL .

1.4 R

ISR THRO TBP-IEEEEE A8 L, AMICAHELEBREEORBREZAEL
Fe. HERE T ROBMIGITRIEAIERICE <, B0 U, PulE O 9z MR OE
SRV AR E W BRE AR IIE L Twinly, T ODEfRalsk T Nx TAZ b
5 ST BEDICHELERY TE0— MNeORE, BRREWRS Lk, O,
A B AT U BGOBERNME L, BFRFEIIE, MX L v MESER R
HOREEOMET, 5BOAETREABTHCENTER (FE LS, 4.4,
RN AR ST 2 EEEENLND T EMnD, 0.02nol/L HETHRZ SO
Bl EDIRETRE L. BIEHEEE 4.4 IR, MX EARSZVWTRDE
BEROZVHOEERBERNE NI EHHD 5,

4.4 BRI ORRER

#ER No MOX S L MEEERE mSv/h
(g)
1-4 9 2
2-4 b 0.6
3-5 4 — %

MR TFRELUT N2 7592 FERF)

ABUIERX% 3 nol/L WYEE 500l 1T ALK | BB UL, B PICHBRICER
TBHRS (U0, U0 U0,Pu0, %) MEENTHNITHBITERT S,

IR 0 C &Eronl & DRO Nox AEELEZBOO, HEAOBERROBMIE
RHEOBCETEMBEINE- /2, F 4.5 1 TBP-HEHEICHRALZ U RICHT S
AR 2B CTEBAMLURO PuE (AR 2RT. BRESEIE0. LT T
EW, “hdkb, SEERHLE M0X R v MEERNTIE Pul, /2 EOMBRICIEMR LI

—14—



JNC TN8400¢ 2002-014

SWEZERBROBONEENTWZLEEZL 515,

# 45 PR (HBRAOFSHR)

BARL v MRS Pu IR Pu B
(%) (g/L)
Jg AABETR I+ Gg AR X 0.43 0. 22
4g FAERTR X 0.016 0.002

4.5 FEIRR DU _

BRI OBEMEK (U, Pu 238 TBP-INEEIALL) /5 U, Pu 2EINT B/, FW
Bz & M 2 A7,

BT KD FESNIAMIC EFTHEZMAT 30%TBP- K54 2 ERICHAB L 7=,
CHUTEAERED 0. 01N Bl 2 R U 15 /3B L 72, Lid s < OMEE LS80
BT 288U 7. BEHEMIIEN D - EEWRAT, KEENTEWERAERD, U, Pu
PEHIH SN THWAHTFIEEBINEN, FEHEMOHESBRSDED R AN R
AR BEOERYREREINE (BE 4.5), [KIEEOMBIAIR & O HHilT
WARIBTED Pu EEHPERT 2RI MENH 5.

FEELZT 2B, FBEOFIBETHUE /272 0. 01nol /L RERER S B L /-,
KR KBORBBMENFEE LN, FOBROSHHE, ABEZBICIEIAHER
FEFDBEIIBERIN <oz, AHOBRENE (2001 Sv/h), 1mol/L ks
TR L THIREAER L A o728, BE TR TE RV IRE CRIBMRED
HRAM LR > TWiebDEB X 605, 2 HOMHHRERICIE DD Pu BE
BRELAEEZAK 30me/L Eode. 51T, TOWEE nol/L KB b U ™ AM
REEMLU N, it nanhoarz,
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b.

BHIZ

WE 2 & TBP IBHEAD MX RV v MEFER OBMERF L. U, PuEER
¥ (PuEE (Pu Pu+l) 18%) OHEHERL v b2, BRKEHEKH 400T T 4 FH
ML THRERN 104 mD U, PURSEIOBRERBL . OB MOX
Lw MEHERD % 4. T4mol/ L 1B 25T TBP IEEICIR AL 300 i L7z, TBP I
o Py, AmiSEEE o IEAMTIEIC & D BIE LISME R, |

MOX XL w MEF ERA L ERICRIBAOKENEE LIRA LA LA 1
I RIRICIE 2 N5 OBRSIEA 5N 7o 72 M0K R L MERER 6 g 2 WERR
Tl 300 BB TP IO Pu I 0. 1Tnol/L &7 . MIMEARDH 9
BN Lz, MOX Ry MEMERIREEE 2 S TBP BIEICBRT 2 &80
oo TOEEOYRIOBMMEL. FIZRHT TO MOX 85 O MR KIER A DIEfRH
B L FIFE—B U7, Pu OBREERMEBRKERROBREE, SHHTESZ DL

CEZZBND, £ MXHIZSENS An b, Pu L DBEBEEISENLOOWEES

0 TBP IFILICIARE S 5 T &Aoo Tz,

BRI, TORBTHEALLZMX XLy MEFMNL, Puiffbl >y — SLEINT
B EWERETHEINADOT, MERET— 5 DRSS BERE S
THINBRECENEEEEOA 4O ZHAHW:E. iRl TRHOEEE
T 5,
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