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Study on the Nuclide Behavior in Nuclear Fuel Recycling System

Toshiyuki Fujii', Masayuki Watanabe® and Hajimu Yamana'

Abstract

For establishing a recycling system based on low-decontamination, the distribution
behaviors of radionuclides in the process are essential information for the design of the
system. In this context, the extraction behaviors of fission products (FP) obtained by neutron
irradiation of uranium were experimentally studied under conditions of PUREX and TRUEX
process. Using the fission products, adsorption of radionuclides on to various metals such as
stainless steels was also studied by soaking alloys intb nitric acid with FP. As a result,
knowledge for the distribution characteristics of yttrium, zirconiuin, molybdenum, antimony,

tellurium, iodine, lanthanum, cerium, and so on, was reinforced.

1 Research Reactor Institute, Kyoto University
2 Reprocessing System Engineering Group, System Engineering Technology Division,
O-arai Engineering Center, Japan Nuclear Cycle Development Institute
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BB YA IV T T N OTRICB B EEORTES (RS, 71 287%
B W75 bR EFTROBHTH DD, FEAKNEEEICONWTRESFANLGRTL
B5HDD, N OHD FP RER DV THTF—FBR+HTHY, Bir, HEHEEIMENNS Y H
T NVBEOEEANOEENS VN DADTHE, Mo, Pd. Te, Sb FIIDWTid, HiHiesd, =+
THABHEBHRICHED B AN TBE TEOMEMNIAN X LITDNTHE S HE
NTWEW, ZOZERBERFMNENTWBERETOUSA ZN I AFTAIZBNT., fiEFH
EHYSERM OB ED S MAOHBE I HBE5R 5, | |

fEH L PUREX, TRUEX & FlzBi73 Mo, Pd DHIHEE 255, BEL TV, ¥E

T EDBAEHOMEIEEICEETH B, < OMO FP &I W THEOS LT %5
KT B I ETIREHICEVHENES NS, AWRR. REALRTFFEERT OMEARTE
TRAY 7 & PHTFES L CHELZ FP 28 %ICFIH L. PUREX. TRUEX 7ItHRICHIT2
HEOMNERICET B HERT— S 2NEL. TOMEEHOENAN =X ACET MR
BEBIERHNELTVNG, -

7. MERHERBEOBTEDICET BRAO—RE LT, LEFP OBLETBEEEBRTS
BEMTHB AT L AEOSBHEA DRI EG K OB RS T 3R LTS,
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2. ER

2-1. FP SRR
EHRCHE. RREFREBFFCBWTRAY SV 2BHLTELRE, FP YNV F L —
B2 UTEICRA L. PUREX, TRUEX 70k ZE&MEEE L~ FP OMAHICE LT TS
S A—FIREEERARD,
- PUREX. TRUEX &% AW AR ICBIT 2 S0 OB BT,
. U(VHEATFCO PUREX R0 B 5 ST OTEBE A
- L5 PUREX B &AM & L. TRUEX RIZ BT 3 S ECRHE DTSR E R,
- TRUEX RiICBWT, Y2 UBEHENL. #flE 70 £ 502858 U RoaERED &b,

2-1-1. FP D&LE

BRAZEFIPEBRFMEFEOESH®ES X7 A P2 (BT E ¢y= 2.34 x 10° n/om?-
sec) EAWT, UQ, L7mg (FRBIHEE. BH) £ 20 2BEFEFREE L, FP2RELE.
AARICHATEZFPRUTOSBETH -, :

Y (R T,,2=_10.1 i53))
7r (16.8 FERD)

Mo (66.0 B:T)

2Te (76.3 RiRS)

91 g.02 H)

197 (20,8 F¥fED

1407 g (40.272 FRERE)

19Ce (33 B

F9 U O (n,y) KIS L DBEEXNE PNp (T,,=2355 BB 2BAEBOTEL 2.

2-1-2. HEME N L —T128h DR

FUFELRELTIE. £ FP L UTRASERB LN TERVED, TVFEVEEE
kRS UCHEME N L —T % BR L. Pn2 ZBNWT, ZUFEVEER 4me (=5 3%,
S 99.9999%) % 20 SRIPHETIES L, 8b (FFEH, 57.36%. BATMTIRIUKISHER o=5.9
bam) @ (n,y) KiBIT &b 1228b (T, =2.7 'E) % #7 8x10° Bq #ABL L 7=,

2-1-3. FP RU'Sh DiBHE
hMEFEHEEO U0, (FP) 2¥—h—BLTH 7 M OMEEME, Ky bFL—LTM

— 2 —
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BURFLEM L, ARCHFETBHEOZ > F VSRR 135 M OEREEREAWT, kv
bZL— 1t ECER LRSS 12 BRIDT THR Uk, .
BT OT BRI, AE045um O7 4 VI —ICTIEBE T,

2.1-4. KO

HHICAWB AR, BIEESEEL HBERZS 5P UOFARL, ThicDRO FP FRH
RO Sb BHAEME 32 LT LA (SbBEIIISH] ~ 10° M, UBER[U] ~ 107 M. 20O FP
BB -TRETHS). BEOMHESOWBEEREEEZARZ=HIZ. 05, 1. 3. 5,
7M O HNO, B LT L 7=,

WEBBED 1. 3. 5 M OHHERICOVWTE. v5 U REROERET >k FOBMNEK
Mk, RAYS L OMBRY > S VEHENZTU =03 M K25 X 5 I Uik,

WREED 3 M O TRUEX ERICOVWTE, Y2 vBREROERET o7 FOEAWVEK
Hid, Y2 UBEMIT, [HC0,]=002Micis L3I Lk, |

2-1-5. 5¥0@E

FHHBIEICIX n-dodecane &=, Tri-n.-butyl phosphate (TBP) % 1 M (30vol%) IZFR
L7 (PUREX ¥#) WM L., PUREX YD v REH2HBTIERICAWE,
Octyi(phenyl)-N,N-diisobutylcarbamoylmethylphosphin oxide (O¢D{IBJCMPO or CMPO) (HiEE 95%.
Eif Atochem North America, Inc.) & TBP %, %_/-? 0.2 M, .1 M OEEICHEFR LB (TRUEX &
) WL, TRUEX 7D REHEER LR RRICH 2, TRUEX BIUE, 05 M BB b
1} 7 L Na,CO, KERT 2 [EFEiE L. CMPO IREDTHMEIRE Uiz, HHEMBIE. KB LE
B ORE  BMS TP REEE R . |

2-1-6. BIRBHIEE

50 mL BB ICEER Y —F—& AN, Fi%E 15 nl $00%, BT 20 SEBRLE. 8
R, BOSESRIC Ko T 2HEABEL (1500 pm. 14), 4208~y b LIEZAARA b
ZRAWTAE» S mL (F8) T2V 7V I Lk

2-1-7. PELEHE

YU 7V UEBEEZFHE LES, Yooy R8BSR BTy BAlER2T >,
RELEZNTROBEO y BT XNV F—% Table 1 ICRTE0, FAFHTIREBLTZDY
M ANF—HEHM LIz = FP BBO Y BRI MO 1§12 Fig. 1 ICFT. 2B LEKE
EKEEEF MY DL NaOH 2 & b AAFEERITV., KEROHINBERZRD:, U V2V
BT, HEOBOYS U OTFMERIT B EDICHET VEZ Y ANH,SO, #EMLTYS Y
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EVAF U hMEERT oz, BECI > TR LONLEZBBEMIYPL, HEOLEI
BEL, 2hE2kHOREL Lz, PBUEREIPETHZ 0. AFATEIT 7V TL
RO EAVWTAEREZ RO TENEN, BEELEEPSEKEICHRE U TKDELEED S
PEVWEETHDZLELTNWS (EEL U HFROFRICEI OBREREZEA L THAN). MU
LEY YU INVORERTEHEOKBICHRAE L. MEOBEMNEED D OBNEO» S 4BLE
Kk, | .

Y5y DA LTI, MM EEHOKETD U BE L MBTEEOKETO U BEO
EREHEDYO U BEY UTHELEERD =, KiEHOT S VEBEIX. KidE 1 M EERERC
FRIL =781 414 nm OEEERRE L CkD . ZOB. ZB{LY 2 U0, Z AW TEEE
O 1M WHEARERE L, RERRCI VYL INVHOYS U EER L.
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2-2. A7V 2EHEER
2-2-1. Fp Dt |

FERZRFF BRSO Po-2 ZFNT, UO, 2.0 mg (FREIZHHE, ) 22045
RICFHETIRET Ly FP 2808 U7k, 213 S0 508k L7 Rk FP SR T8 L7z,

2-2-2. BEHBHAR O

$ﬂ%fm\2ﬁﬁ@2?yvx\mmmﬁ“NﬂGm(E@ﬁM(ﬁD\:f7%MX%y
L REE (BB ZVBEIFEERE)., o= h (SH (). FIVREFI LI LI )N
A& (WS () AWz, Zh2nObEHRE Table 2 KT T, $TSERE 3cmx3 cm
DE=RILAW L. 2 MOV X7 NVORHERT 2 MK LBME T E =0, 2 KEMRSED
F7RYTU—RITE DD EDE. BETIC 2 KORBE D, F7 0 EOWEF
—AITEELZ (Fig. 2).

2.2.3. BEER -

200 cm® (mL) @ F—)VE—H—IZ3MHNO, % 150 mLBR L, FoI-ERE2OE (I mL) 0
ATzo 222 BHICTHRBLLEREREAE 34 (B 6 ) 2 40COBELRHTICT 1 ERRE L=,
REE. SEFZRRCED U, MATHESE LE. S2BE 6 #h 2 # (BRI TEFEOED
DBNED) EMEIL, ST AEBEREBIC L D Y BNER T o, OB SEAO
VTSRS L FP 250 v ROFTHERT 278, BHSELSEAEIC 20 mm ¢ OZEH 56
37 5 mm BOWMEERE L, SEHOHRBOREREONE L Lk, SFELRES DS
2 1mL B U, v BAERT o/ BAERROBIER L), SEEOEA (cps/fcm)/(cps/mL) =
mLjem? & UCEEH Lize

2-2-4. HpEst
223 BEETHELEESEREA 2 D55 1 MERWT, BEERETo k. ZOFEILT
DOEDTH B ' '

@ 01 M OFMELIC 6 BERIBE

© 10M DEFEEEIC 6 BRI S

® 0.1M OERE K5 NLH,LC I 6 BiRSEE

@ 100 ppm H,0, 2 NaOH IZ T pH=8~9 IZZ0%L L 7= e 1o 3 BYRERays

@DOBEERIEIL TIE, WEENS < P OMRIEMTH S5 ¥ HITBI L TOARRE L7
BYRTRI LIS, HAITTEEA RS LTy BIEEA. MR ERER L.
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3. WMREEBE

3-1. FPHiHEE

3-1-1. OZ>DHH

UREROERICEL T, UDSHHELLE Table 3 IORT. PUREX REEOAMBD U BERR,
TRUEX 81251} 5 KT O MMIBEE & /25 TV B, TRUEX £4FTO U OHEILIE, &k
DAABTIC BT B U RESREBIAB TS 2o METE RN ok, TR 100 U EOSE
tiz#8%4 9 %, PUREX 5 TH 545, TRUEX £4TTO FP FEOHBEEHEE X HBIT,
0.0470.06 M © UAHFEL. DOEQREFELENHMBEINTNEZ LORE (HRILFORT O
HH) BEETOLEND D, |

3-1-2. **Np ot

Np OHIHERE RF Fig. 3 I0R T, AERRISEREO v RHEEED 1 5¥RFEE (SD) %
AL TW5, B& D PUREX %, TRUEX %. KU UHEROERICBN T, BBED LRE#I
SEERELTW &390 5. URFEROERIZBWNT, Np OHELD UERERIZHEAT
BAOLTWBZ EEFORSOESGVWIEL TR, U OiticHiTs, it oOHE S UTHBN
TED, ¥ VavBcL3EEgRIIEcNZM T,

—AZIC Np DI 28 2£ 2 28171, Np@V), Np(V). Np(VDOHEZZFETRIEXZ 52N
08l U L7 sFREAEICBW T, NpAVIZEET 25Tz, Np(V)& Np(VDOEH
RIERIEIRATEEIND,

INpO," + NO;~ + 3H' <> 2NpO,%* + HNO, + H,0 .- )

D&Y, EEBRENETIZON, Np(VDOREVHEAS I LA M5, PUREX &, TRUEX %
W% IZBITD Np OfHICBE L T Np(VDO A ELEIE Np(V)D B D LD 100 BRAZNT LS
ENTWEPY Zpz &5, FHe 3IBNTRWHEBRESRNFT T Np OSERIEPKEREE
RITEERHAT B ENTES,

2.

3-1-3. 1 o ,

AWETIE, WRELBAEZZELELET I 2BNTIOHREHERLET 3. Ad. v
FEIZBITS YINd OF#(Table DIZERTEZFEENE o7, DI OB EREEE Fig. 4 1R
4+, B 0. PUREX %. TRUEX %, KU U. L avEBAEROERET, EEEHREOEN
HESNEN, £, MREOTERBBECKELTED. BEEQO LR EMHITEILTHL
ERS RSN, 1 oM. RENOEEOEEE2ITT. »D U oMbicL 2mHmEHONE
DEEEZSTTHRN, TOZEM ITOHBIIRTFAIVICLS LOMHTHEEEZ LGNS,

_6_
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FHACBIT 2BRPERMFT A, KMEPCRORGIRBI >T\WB 2EZ 5h 30,

I,+ 5 H* + 5NO; <> 2HIO, + SHNO, . @

o7, BEEO LR EHIESBILAEDT 2 DI, HIO, BPERK L. LBESRDLTZZ LICE
HTBEFEZoN2, FETVARIENED, IP [0, REDF=F VERIEAEREHET CIIE
ELTORNWEEZSGNS (FVRALEE Fig. 5 IK7RT)e SO LD 5 1 OSREHE L OF
%@ﬁ?mmmuﬁéh1m5t§i%o

3-1-4. 7Zr DI

TZr ORISR E Fig. 6 IXRY . Zr OMHBEBEMET 3 LTERZET I AX. K48
B3 Zr OMKDIFEEOEGTH D02, BEIX Zr BED 107 M BEOBIKTET 2 LS
ENTHY, AMARGFCBIT D Zr BERRSICEE (10° MEE) THiEdD, EAZEE
THHBEIBN. METN TS PUREX RTCD Zr HHBISETO B DTH 2%

Zr** + 4NO;™ + 2TBP <>Zr(NO,),-2TBP . : 3)

R OEEHX[H]TH 55, NOSJITEBCE S, BFD PUREX ZO7D v M LT, B
T 2L ZOMEIE 3~4 10k B, REo T, RWKICHEIT 2 PUREX ROMMICHET 20481
FARRLT AOREHTHD L EA %o PUREX RiZHART, TRUEX ROSELLIE 1000 £
IEEF L CMPO @ Zr IZN T 2 EWBIRMENEZ 5. TRUEX RICBIT B L 2 78O Zr ioxhd
ZRVEERIZE<HMbh TR, Kﬁf%"j’)b\f%/1‘7@5;‘:]:6@1"5'6?%5&%73‘5@
N Va1 UBRAEROSELIBIERERO 1/1000 RFETH 5 7.

3-1-5. Mo DHH _

Mo DHHIESFER % Fig. 7 2R 7. TRUEX +®%§£F%L:}5mf [H] =3 M{ET, B .
SPICHBEFDPELLTNB I LG5, Mo OHHEFOEMNI, BicEBEEZIMERE
LT3R, RRKICBIT 2 HEEEIXARE B UREHEER Uiz, L LR 56, SEIEOESN
EIZARTHE LEHOD VIO BETH o 2. COEREI. KEED Mo BEDEWHEETH
BrEZOND, BT Mo &ERME LT ®Mo ZEE L THEW, ZOAMETD Mo BEIZ.
[Mo] = 10°~10"* M T&H o7z, AFFFEICHITS Mo BER AL DIEZZDITEN. AHEOEE
ZETTR, EVITZNAF Y, MOOFOEERUBF I VED 2BESIZRTILEIR
Ve KEPIZBITD, V7T U EBHOFERGITROL S CEHTH 5.

MoQ,> + H' «» HMoO,", 20
HMoO,” + H «» H,MoO, ~ )
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H,Mo0, <> MoQ, + H,0, ‘ - : | - ®
H,MoO, + H < H;MoO,", N | Q)
MoO, + H* «» HMoO,", _ : . ®)
H.MoO,*<> HMoO," + H,0, | - ' ©)
HMoO;* + Ht <> H,MoO;* , (10
H,MoO,2 <> MoO, + H,0 . | any

Zh2hd Mo (HFEOEER. 8 Mo BE LBEEITKELTH D, ZOLTHLFE L CMPO
& OMMTEERIGEER T RIER SR, Mﬁ%'é&i U EHEREZRICBVWTHHETIEH D
PREHCEMA L U MBFEL TR NS ZE ZRMUL LT, Mo 7=FEE U DOFLHHD

ﬁ%%ﬁf%ﬂ%ﬁ%%oylbﬁoﬁﬁ%%komf\%#%@%E&i%ﬁ#ﬁmlﬁ
BETH 7,

3-1- 6. '2Sp DI

20y, ORI EBRFER % Fig. 8 IoTT . AREER T, Sh(VYOHHEETEEN LTW5, PUREX
RICBITS So(VHOHIHEBIZB L TIAEREFI DB D ZORTHHIIEFST S Sb #HE
KA SHOLOH)TH B LIRS N TV o HE SN TV B MM TFERIGRILL T OM D
THhb,

SbO,(OH) + 2TBP <> SbO,(OH)*2TBP. (12)

PUREX Rz BT, SELIF[H]=1METRERERZRT, COBEHIZDNT, LEEOWME
Tk, WOLSICHHEINTND, BEEIETICONTOSERILOEMZ. TOMd Sb ik
SRR (SHO,0H),CH s LEDND) ORI LZEDTH D, ZOBROSEELOWDIIRY
BOMEIZ L2 7 ) — TBP OFLPERERTH S, LELRDS, TN RMEB LU TRUEX R
OEBREREZMATEETS L, HEICHS TS Sb #kld SbO,N0), TH 3" ES
Zbhb, Sb ONELBZMOBEBIIHERTENI X515, Sb OIS PUREX R
TRUEX RTHPRDER> TS, Sb @ TRUEX £E T COMESEHOFEMARMAIEENS.
BBV 1 UBOERSHRICOVT, REROSELIIFHERD 4 BETH >,

3-1-7. "Ce DM

Ce ORMEREE® Fig. 9 WR$, PUREX RT3 fli> &= F, I F= FOSEHS
ENWT 2HBELESNTED., CMPO AW TRUEX ROFHOUV DL LT, O3 iz
HR, PEFoRIIHTABEREHEBERET LN TS, COFERRII DS P TH S,
35 Y ¥ = RCHHDRIHFERBRIE A OHMHEERIG L ARICUTORC 2%,

_8_.
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Ce® + 3NO;™ + 3CMPO <> Ce(NO3);-3CMPO. (12)

TRUEX RIC51) 5 TBP OBREIL, CMPO SR E EICHEHICIRET 20 THBEEPNT
W3, Ce D7ECLEIE PUREX, TRUEX MiRFICEBEEEIR TRLZIZTN- TR, Z0ES
i AT ETHHEINTHEOY, MEOMEICL5 7 ) —TBP ONBOEETH B AL
B3, BB ¥ VBEOREHRRIBRNI NN, AHEO TRUEX RICBITS Ce il
ROSHRILOHMEICEL T, AHERERIZ. “Ce &M VI MFIR S b — 7 DHED 1 12 I2F U
HERER LI,

3-1-8. "Le oM _

"La DHIHEBRMEEE Fig. 10 IRT, rBHECBT2BEBED AN S, TRUEX KK
TRUEX BB 3 U5, Lo vBEEROEREROSEWET 5. La IDWTIE Table, 1
CRT 200 v BEFEML THELE RS, TOMEEERL ., BBEEOS. Fig.9 IoR L~
SCe @ TRUEX RICBIF AL ER 70w b Uk, B4 REHMLRICEL T, La & Ce O
HATEAVEVMEERTHE S, Ce OB La XD b HBHASAEERTEBA1HS - &
BHREINTNBY, XL T, La OLERIED Ce DAEL O 1/10 DEERLE, L LA
M5, BFERTIE. Ba @ La NOTFRZEELTVAW, #£2T. Lad Ce DADEEF W
RERBHENETND. |

3-1-9. T omH

PTe OHMHEBRRERE Fig. 11 13RT . Table 1 1R UL D12, B2Te @ 228.16 keV O 1 B3
13 Np 0 228.183 keV D 7 MOE L WFH LTI}, TRLE—DERICENT ENS, 752~
ZENELDETHENTERN, T T TEPF T ®Np % 209.753 keV D 12 & 277.562 keV O
TEROFSETERL, 228183 keV v SIMHIEIG X D 228.183keV D v HDEHL (Np IRESH) %
FEL. InZE 2282 keV ORREHEN S51WT PTe O v OB E Uk, BEOERE P Np
REDREGHREERL TH5T, B DREE I ED 5155 P Te DEHEITH U TRD =N
DY NRETHD, BUTHBEOLRICES SEELOEMBRSNZH, FFRETROEHE
otz #mT 2103, BERCHEIRRS Tiinn,

3-1-10. %y o

PY OMEERERE Table 4 ITRT. v REFEICBISAEHEED SN S, 3 MENO; DEES
fHFIZBIT 5. PUREX . TRUEX ZREVFO 1 vBEAEROERREOLEHETS, Y
DALFRIZELS > ZRICEBIL TWaB EEHNTHEY. FHEICBNTH. Ce, La EFEES
MR EEZRLZ. $70H B PUREX £ FTOSELLIE/NE <. TRUEX £4 F TOLMEIT L =
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3-2. RF LV RABIEER
3-2-1. PBEEE .
FRFEBNTLBANOFRRRETE DB E N DI, Table 11778 L BB OH . ®Mo,
B PTe KDOWTOHTH o 2. BIEHEPIZEEL TS Te O y HRAEORIZ 2Np © ¥y 1§
DB B8, 3-1-9 BEOHET Te DFHEERD = (PNp OBREBERBRENB I o) o Te
‘D4ELE% Fig. 121, I O2ELE Fig. 1312, Mo SEtt % Fig. 14 IZRT, HilcBir3E=
Eﬁﬁﬁ%ﬁ@%mtbtoﬁgBQMH&UﬁJHEﬁU%ﬁHﬁmm%%MT\E%]LM
D 2 ROV TNV OABRILBEENT—RLE, Z0Z IR UEBEOER SRR 52 55
B, 7 RAEORIBEACRI > TVWEILERHT 3, FNEIXRAMCEEDOD 258
THDHEEZL Do RIEL, Te ORELLIE P Np OFBE I TNB =0, ¥ BT Mo 12~
THEEREV. EBRERLD, BL T, SUS304L. NTK316, Zr EIL Ti FP DR D4 <
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Table 1. Decay gamma-ray ene'rgjes of radio nuclides.

E keV Interference (E /keV)
By 266.91 ' -
7r 743.363 ' -
Mo 739.502 -
128 564.119 -
132Te 228.16 Np (228.183)
13y 364.489 -
13y 529.872 Y7Nd (531.061)
147 a 815,772, 1596210 -
143Ce 293.266 -
Z9Np 277.562 ' -
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Table 2. Chemical composition (Wt %) of alloys used in the present study.

SUS304L NTK316 310Nb Zirconium Titanium Ti-5Ta

C 0.019 0.05 0.01 0.05 - -

0 - - - 0.16 0.083, 0.079

H - - - 0.005 0.0022 0.0028
N - - - 0.025 0.0035 0.0040
Si 0.61 0.61 0.27 - - -
Mn 0.98 1.06 0.64 - - -

P 0.029 0.028 0.013 ~- - -

S 0.010 0.006 0.001 - - -
Ni 9.62 10.12 20.18 - - -
Cr 18.26 17.12 25.10 - - -~
Mo - - 219 - - - -
Nb - - 0.24 - - -
Hf - - - 45 - -
Zr - - - Rest - -
Ti - - - - Rest Rest
Ta - - - - - 494
Fe Rest Rest Rest 0.20° 0.060 0.033

® Fe+Cr.
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Table 3. Distribution ratio of uranium.

PUREX TRUEX
[HNO,1 /M Distribution ratio Distribution ratio ([U};; /M)
1 45 =107 (0.062)
3 - 6.7 ' =107 (0.044)
5 7.5 =107 (0.040)

. — 17 -
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Table 4. Distribution ratio of Y under the condition of 3 M HNQ,,

TRUEX
PUREX TRUEX (with C,H,0,)
0.0620,060 1.940.75 1.78x0.89
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Fig. 1. Typical gamma-ray spectra of FP in the present study.
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Fig. 2. Stainless pieces.
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Fig. 18. Pourbaix diagram of tellurium.
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