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Basic Study on Decontamination of TRU Wastes

with Cerium Mediated Electrolytic Oxidation Method
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(Received December 17, 2009)

At Nuclear Fuel Cycle Safety Engineering Research Facility (NUCEF), the cerium
mediated electrolytic oxidation method which is a decontamination technique to decrease the
radioactivity of TRU wastes to the clearance-level has been developed for the effective
reduction of TRU wastes generated from the decommissioning of a nuclear fuel reprocessing
facility and so on. This method corrodes the oxide layer and the surface of metallic TRU metal
wastes by the strong oxidation power of Ce4* in nitric acid.

In this study, parameter tests were conducted to optimize the solution condition of
Ce3* initial concentrations and nitric acid concentrations. The target corrosion rate of metallic
TRU wastes set to be 2~4pm/h for the practical use of this method. Under the optimized
solution condition, a dissolution test of stainless steel simulating wastes was carried out.
From the result of the dissolution test, the average corrosion rate was 3.3pm/h during the test
time of 90 hours. Based on the supposition that the corrosion depth of metallic TRU wastes was
20pum enough to achieve the clearance-level, the treatment time for the decontamination was
about 6 hours. It was confirmed from the result that the decontamination could be performed

within one day and the decontamination solution could repeatedly reuse 15 times.

Keywords: TRU Wastes, Electrolytic Oxidation, Clearance-level, Decontamination, Ce4*,

Nitric Acid, Corrosion Rate
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Ponnet © ® SC AIRIZF31T 2 TfEEE & IR OBIRA S 72 5 | BRYSIKIRE 60°CIlZB\W\ T H
SRR (2~4pm/h) & ERCT 5 72 DI B e Cet* iR IX, 0.039~0.078 mol/l TH %,
BE SNToROEEIRFENFIZIBW T, EfE CeREICT 272 omER L, £ 110~220
LRGN e b, RERBAAETERERIEICI T 2 1@mERHIL 180 /& Lic, 22
TiE. SCIRIRICH T DIAMEEE & Cet i ORBIRRA, NCIRRICB W THT 2 &R
E LT, ZOREDZEMEICHOWTIL, 5 3.3 filcik~3%,

3.2.3 BRI L O
(1) FRBRBA LA AT HE
FRBR B AARTYENG D ERVE R LL T ISR T,
(1) BRYSR, iR E EnEnBlEEFEA LT,
(i) BRYW K OBpiiR 2 g S W7,
(iii) JNEAEE K OMEIRFE OB 2 A, Rk 60°CE THIE L7,

(iv) TEIEAE, EEEIREIEE, EREREEOERZ AN, B2 LT,
(v) BEERIAG)N D 180 itk BME &4 T L BRYLIE L O i ¥ > 77V B E (10me)
ZIT- T2,
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(2) BEFEWVER =1 — /L NakBR
PEREW R 2 — L RRBROERIEE LL TR T,
(1) BRYR K OMiiR 2 g S ¥,
(i) INEAER K OMEIRAE DO EIR A AdL, BRYk % 60°CE THIR L7,
(i) AHEFEFEY 2 FRYEICIAN L, BERIREERE, EREREEOBR A A, B
MR = — v RaBR A Bilas L7z,
(iv) ARERBAAA O 2.5 RERIRGE M, B Z — Bl U, BgpEsEd o = EIE K OBRY:
WO 7R (10me) Z1T-572,
(v) EEREDKT LIRS RA L, B4 HE L7,
(vi) EfEEBEN D 2.5 REfIRREME ., EME K T L, SR o B & E I O BRY K
K Oiig DY 7 VAR (10me) Z1T->72 (BEHEDEM = —L il 1 A B
e
ek, REBRHIX, EMIMOICIRE, BRAOELEOEREITo/, Fio. BRI O MR
B DK T A2 Hil 35 728 5 REREIZHEETAIR (60%) OFfiFE (K 100 me) %17 -7,
2 BHUREZ, Bt (2 @ (1) ~ (Vi) CFAROBIEEZITV, BEMEF=—L K
BRI, AFF 100 FeH (20 HIE) 1T-o7
Yo TNOGHICE L TE, X7 A —2RBRIFL R U7k (BRI O CetiRIE : &
(LA EVE . BRYIE P S OB R T O REER IR BE - P A S 1L, BRYSRT o' U U LNREE
ICP Z650 6o ris) & vz,

3.3 Bk R K OB L
BEFE IR 2 — L RakBRIZ 31T 2 AR E O L % Fig.3.3 277,
AR 1L, T ORISR EY OB ENEAZITWL TORIC LW EH L=,

w
pxAxt

Re = x10* e (3.1)

ZZT,
Re : ViR (mm/h)
W R () (BT DR O R ELA LR (g)
p BRI OBEE (SUS304 D E=17.93 g/cm?)
A BT OREER (cm2)
¢t BAERERH (h)
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VIR (VARIRER 0~20 FEfH) OWEEEE X, 4.5~5.0pm/h Tho7z, Zhud, AR
BRCIL, IBHEBA A O BEEEBE L T Cet/EdEZL LEDICEREL TWDHTED,
WHARA A2 ORBER D72 DRI ClE, CetTHEMEE LY CetEREENKE L 7
0. BRI BARE AR L EIREA BRI 727200 Th 5, WEENRRELSRD LR
KEOH I DT Z L2k | R THROSBFEIEY OB LR, B L7z TRU &
DFAFEREMNT 5 Z LI X DBREREOR TR EIND, 20k, WEMRERY D
7o D DEEFFHRE D LIRVBAFAET D B2 biLD, BRREENREZRICE 2 5581 O0
Tl A% OPEIZ L0 SEA R BRYLA P RE AR A B O #iH 2 {2 T 5 WENH 5,

VESFRIEIRI S 20 e 2 %092 & . ISHA R A 4 0 ORI R 2 \ICR VRO . EIREE b
b Z it Tz, 90 FE AR T 2 & WHAIE A 4 D3BRYSR I EmBEE(L L, Cet Ak
WE 2R T S, ARl 3 AR FIRMECoH 5 2.0um/h & TRV a7z, 723,
TAfRBAGERTD Ce* 21X 0.054 mol/b, ¥Afi# 0~90 KI8T 2 M X, 3.3um/h
Thole, 7IT7 7V ALULE CTRET DDOICHBEREGRBMREOBEMIE I Z 20pm &
BET D &, Z ORI 6 R TH 0 . 1 /3y F/ H OBEFEWRIED +2IZ/HETH
HEBEZBRND,

WAZ 1 (815 DFRYSHE (170) 12 & > THLER AR 2R & BBEFE D /3 » THUZ DN THE LT 5,

BERRALER DR DX, FRYYKZ ATRe 2RV 0 R LR L= AR ERTH D, Z DR
PR ORI A ORIIL, WHEEA A4 IRE L BURRIREICE L LT3R S b, AR
Tl BURREREIIFHN CX 22V o DIRIHAR A A L IRE OB ORI /2 23, 90 Wi &

TIIEMEARE 2nm/h DL AR L, 2 OSEHEMEEHE D 3.3pym/Mh Th o722 &nn, 1
> F DOBJRFEFD OEFFR S & 20pm EUET D & BRYSIK 170 T 15 N v F o3 O R FEHE
Yy (Ve : 36.9kg fHY, HRFHEE : 1.8m2fHY) 27 VT T AL~ULETRIETES
ZEDIRENT,

Brysi oL (Fe, Cr, Ni) OREFFZE(L%E Fig.3.4 lIZRd, 777 bbb B0, B
YR OFAIT Fe : Cr: Ni=T7:2:1 & 72> T\ 5, Zid SUS304 Offikck & K< — L
T, BIRORBEEIEZ 5N LR ERI N,

BRI DR U 7 LRI ORI & Fig.3.5 IR, BYHEF O Y 7 hg A 1L, K
DML & BTt T Iy 7 REEAE L CRBE~BENT 2720, hx IZd3 5, LanL,
BRUiE D& U 7 APEEEIE, 100 BEHZICHB WV TH 0.17Tmol/ ¢ ZHEFFL TR, Iy 7

PRI & 2 B & B O FREEMERE L. 9 TH D Z L R SN,

¥, B 3.2.2 HilLHBWT, [SCHIRIZIS T D IRMRHEE & Cet i EE DBIRAN . NC K

CBWTHHRNLT D) L) T EEME L, ABRBAAARTERBRIEIC I 2@ BRI 2 3% E
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L7z, ARRBRCIE Cet M HE & Cet ERGHE D T & 722 £ 5 [T IRE 2 BE L T
V. EREBAAERT CetBEIIARBTICE W CRIE—EICHERF S TWD LB 26D, &
2T, RERH O Cet R & U CTRBRBRAARTD Cetil & I\ CTARBR OS5 J & BiGm{E %t
L CTHD L, RRBRORBET (Cet I : 0.054 mol/t (WEMRBRAART) . “T-HIVAMREHE
3.3um/h) 1%, Ponnet HDRUZ K HFHFEAE (Cet R : 0.039~0.078 mol/t, EfRIESL : 2
~4um/h) |[ZHEIND T ERHERINT, L7z - T, ISCIERIZEIT DIEfREE & Cett
B DBIRRN  NCIFEKIZB W THBNLT 51 E W IIREL. Y Th o7z L HIETx 5,

4. BPYIZ

HNO3-Cetmik (NC %) Z= Mot U o AEREMERGEO I 22 Z Iz mT <
WSO RECER D Z &2 B E L, Ce3*WIHIIRE M OERRIRE 2 /T A —2 L LTz
RREIT T2, /3T A—LRBROMERIND Ce3 Y  ORSREIRE N U 7 A OB
EEINIZ G- 2 2 BERAONCT 2 E & bIT, AT v L ABOBRGIZ I T HAZ MR E
Byt T B B il 2R VAR A B AE LT (Ce™ I E 0.2 mol/ £, fSHAHEE 1mol/ 0),

EHIT, BE LBl R IR G I BV T, BEEEMRE = — L RRB AT o 1o R R, 3
fiR e 90 WP Tl WAEEE 2pm/h DL EA R L7z, 7eds, WfE 0~90 FEfICZE 1T 2
SRR E L, 3.3um/Mh Thotz, 7 VT T A L~YLE TRYET 2 DICLE R4 B
R OWMRS % 20pm EARGET 5 &, T ORRGERFMITH 6 K TH Y . 13y F/H DBE
TR IR TH DL EBZ HND,

F7o, 1 BISOBRYE (170 12X > TUBERTEER & BFEIY DN > FHIL, BERMDIRIR
a—)b RRBROKE RS (EAEEE 2um/h DL & 2R U7 © 90 MR, PRy e .
3.3um/h, KE L7 1 Ny FOBBEEYOEMRES © 20pm, BFRYEEH @ 6 Kef) 206
15 Ny Foy (BBRBEEYORER : 36.9kg MY, MEMEM : 1.8m2FHY) & il sz,

ki

bz & kv RErYiklL TRU BEEDORREIZHSHEHATE LB 2015, 5%,
PR % 7> & O TRU BEEEY & FI O TARBRYLIEIS & 2 BRUSDIR K OV AR d E 708 BRigesh =R
(252 5508, WONIAKBRGHEDREF I SOV TRHE - BETT 2 B ERH D,
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A

AbFgez atim - FEfiT 212 H2 0 HE R OEE ) &2 TEO TZBBHEANER O 07 2 128 <

HNZ L ET, £, AFLERT 2108 o TR = A v M T - =47 BRI 224
AR B R, R 2 AT L CTHWZE Y 7 U on Rk s LA 7 v — 7 SRl
R RICTR VT2 L E

2)

3)

4)

5)

6)

2235 3Lk

IR i R e OB i (58 it i D BRI S > TRAET D b DD 5 BIUHEY
HoL LTV BEDRNS DDBHEREICOWTRTFIRZERZES (PR
16 £F)

ARGHR, B E, JOREETS, SRS, RoTEAL BT, EITH, KR
BB, TR, IR R, ZhFHME, SOERE: iRt Y v A (V) WiRE VR
TR AL BRUE O BIFE” A AR 775275 vol.30,No.11,pp60-69(1988)
Mathieu Ponnet,Michel Klein,Andre Rahier,Gerand Aleton: “ Chemical
Decontamination MEDOC Using Cerium and Ozone From Laboratory and Pilot
Tests to Industrial operations”WM’00 Conference(2000)
E.Cantrel, M.Ponnet,V.Massaut,G.Aleton: “IN-SITU Chemical Decontamination of
a PWR Primary Loop Large Components With the MEDOC Process”’SEFN(2003)
ARG, SRR, R TH YRR BEIEW B 2L BRYHE OB Bk - &
U U LREFRAE T 23 v v a =0 7 H# No.2,pp29-40(1990)
AT, SRS, AR BREE], Lmk, SOIERE: Bkt ) v LA (V)
A ERYsE (SC k) OBAJ”JAERI-M 92-133(1992)
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Table2.1 Ce3+#J i FE A7 M7k BR 51

case 1 case 2 case 3 case 4
. C;;;;);%qﬁ%f’%@ 0.05 mol/t 0.2 mol/t 0.3 mol/t 0.5 mol/t
T iR L 4 mol/t
& 5¢
B T it L 7 mol/¢
liasn 5¢
PRYL IR L 60 C (+30C)
1 FEFRFH] 60 4y
MR 20 A
) OW  (BRULKDFEER - K 2 Be#R)
BRUSE IR it £ 70 t/h
2 R 08 A7 B i 70 t/h
Table2.2  AHlATR L KA ER A
case 1 case 2 case 3 case 4
KRk T e i 0.5 mol/t 1 mol/t 4 mol/t 7 mol/t
liasn 510
R b TR i 0.5 mol/L 1 mol/t 4 mol/L 7 mol/l
8 50
BRUSRIREE 60 C (+3C)
168 7B F ] 60 73
R T 20 A
EE B 7D OW (BRUGEDIELRIZ K D HiHR)
PR YL B 70 t/h
o M AT B e 70 t/h

RSB W T, Ce3 {2 0.1mol/L, 0.2mol/L, 0.3mol/e, 0.5mol/e & L Tk %

1T-7,
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Table3.1 BEIFEWfifE = — v RS

%;;;ng%fﬁ@ 0.2 mol/t
BRYLIE -

FH R B 1 mol/t

R 17¢
i H A B 1 mol/t

R 7
2SO0 3I0E 60 C (£30)
EERA= R 20 A
AE ) 300 W
BRYSIAE BRI 70 ¢/h
P A Y 71 B 70 t/h
FESEN TR AR ] 100 FREH

Table3.2 FEFEMAEME = — /b FakBR OB FE LA

BekatB A 1 BeRatiR b 2 BoREER A 3 | Bl RS

ME SUS304

i 8.8 cm 8.8 cm 17.6 cm —

B 12.5 cm 12.5 cm 12.5 cm —
~HE

B — — — 15.6 cm

ShE — — — 3.9 cm
KM 220 cm? 220 cm? 440 cm? 382 cm?
2 A 1262 cm?
i 503.8 g 504.8 g 997.9 g 4572 g
T 2463.7 g
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Fig.2.1 &V U ARSI DRI
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EFREALR (SI)

1. ST HAH 22 JEARH A N CH SN 5 S HT O]
orm | SLEABE fa3 B
g4 AL [ |5 A— b m?
3 E[(A — b m fzk - }i_ﬁ_‘%iﬁi:ﬁﬁ m/3
=N — £ N ) — P 2
1 b e I Jﬁ : W e e le?
153 i ® s W #ltg A — oL m!
i |7 T A %, E & EFesS sl A— e | kg/m?
BRI v B V| K WO % E[FnsIamEhA—bL | kg/m?
W B B 2 mol e * Hi|Sh A—kfExn 254 | mikg
. o, =2 = E w7 ST A— b 2
J BEn v 7 7] od % ﬁmﬁ » &ﬁi )é gy&ggjﬁiw ' éx//?n
oo @ gm | LT A — R L mol/m®
B R E|¥arsIamriEAi—ba | kgim?
i PE\ BT T4 A— bV | cd/m?
W o= O BFEo) 1 1
w o g Y BFEe) 1 1
(a) E:J#E (amount concentration) [XEGIRILAED 438 T E I
(substance concentration) & & Xifh 5.
(b) THb RIS D VEKIE 1 % bORTHER, 2O
B RTWATE T 5 HFO 1 IXBHIEHRE L2,
#3. FEAEOHAML G TR INDSHAN HAL
ST FH A7 ELAT
RENZ B L e fLDSTHALIZ X % | STEARBALIZ X 5
" KLE FLG
E [ falZ o7 ) rad 7l oY m/m
ST [Z fa| 275 o7 O & 1 ® m?m?
JE i o~y (O Hz st
7 —a—hr N m kg s
E A, ] A V% Pa N/m? m’kgs?
EX VI T | Dy J Nm m?kg s
hHER, TE, RHERTY L W JIs m’kg s?
& # ., & & Rr—mv c sA
WAL (EE) , 2E IR v WIA kg 5P AT
# C 7 /777K F CIvV m?kg’s'A?
£ S % Hi|A— 24 Q V/A m’kg ¥ A
a v Xy H v AV AVR S ANV m?kg!s®A®
73 R 7= — Wb Vs m’kg s2A?
3 * #® |72 Z T Wh/m? kg s? A
FEE S A S A H Wh/A m?kg s?A?
t v ¥ v xR EervoxEe)| C K
St H— A Im cd sr© cd
i s 2 Ix Im/m* m?cd
o st () o @ Bq s?
e A
%Hﬁjg, St PRV Gy Jlkg m?s?
BB L B
3 ES & M| & —v kat s mol

()SHEBGEE L E A D4 B & R5 Z R OMN AL L AR DR THHATE 5, L LEEGREA fF L2 BT b 130
ak—L v hTiERY,

07 T VAT T VT ATEFO LIS T B AL ORI H T, BICOVWTOME T2 5diclibhs,

FERCIE, AT D RFHCIERE Sradk VstV G523, B E LTHNELE LTORE ThHhHHF0 1135

TREHIRY,

QENEFTIEAT T VT L WS AL Tt HLOKR LFOHIC, ZOFEEHERFL TV D,

@~V VEEBRIC DN T DR, R7 L VIT B RORKEHERIC S W ToRMER S h D,

@AY REFI AL OREREHT, BAY Y RRELET-DIHEREND, EATTRELILEYD
HIORE SIEFA—Cbd, Licdi>T, REECEEMREZZTHEILHOOBMTELTLRALTHD,
OREERZREO i HE (activity referred to a radionuclide) 1%, Uit LIFi% - 72 7% T radioactivity” & it S5,

(QHfL s — vk (PV,2002,70,205) {22\ TiZCIPMAENE2 (CI-2002) %2 H,

F 4. B OHICEAR DL L G & e ST L O fi]

ST AN HAL
AN . SI EABALIC LD
N AL *LK
* SR VR Pa s m'kgs!
7o ® — X v MEa—brA—br Nm m’kg s?
* ] [ Hl==2—brmA—Ft1  |Nm kgs?
£ i 7T o AmE rad/s mm’s'=g"
£ n H BT U T g Ry rad/s® mm’s?=s?
BOW OB K, B R EDy MEEEFA—- L W/m? kgs?
BMAR, T bt |va—nmrrry JIK m’kg sK?!
WEBAER, hxy o E—|va—rmrarsamrres |JikgK) [m2s?K?
K o= % L F % A=A Jikg m?s?
2 1z i H| vy MEA— bESAEY [WmK)  |mkgs?K?
B = X v F —AVa—EIHA— b [Jm? m’ kg s?
#OR 0 B SR REA—RL Vim mkgs®A?
& i b 7 —wm N i A— bV |Cim® m®sA
# i) 5 fif| 7 —m AT A— bV |C/m? m?sA
oK, B R A7 —er@ETFliA— L |Cm? m”sA
B & 77T FFEA— L F/m mPkg’s'A?
% B VA= H/m m kg s*A*
E L T X L F AYa—mEL J/mol m’kg s mol™
Ty bEE— BABERY 2 — A mEAGEIAEY [J(mol K) [m?kg s2K ! mol
REHRE (XBEDPy #) |[7—wrFErrs T Clkg kg!sA
% 74 L 5 7 VA g Gyls m?s?
% & L Uy MERTF VT v Wisr m*m?*kg s*=m’kg s
% 5 i |7 v bavd A= b7 727 2 | W m® sr) |m®m? kg sP=kg s
B FO3E ME B EWZ =L A— L katm® m® s mol

#5. 8

T IS L5
0% |2 % Y | 10! d
TV A 2 10” ®
10® [= 7 ¥ E 10° |2 Uyl m
101 |2 Z P 106 |4 27u[ pn
10 |7 7 T 107 | 7l n
10° [¥ i G 10" | 2| p
10° £ Al M 100 |7 &b f
10° [¥ vk 10" |7 M a
102 |~ 7 K h 102 [ 7 K 2z
108 |7 e 100% |3 7 K y
#6. SHCBE SRV AS, STE PS4 5 HAT
g R SI HAZIC & Bl

o min |1 min=60s

53 h |1h =60 min=3600 s

H d |1d=24 h=86 400 s

FE °  [1°=(m/180) rad

5y > |1'=(1/60)°=(/10800) rad

(i 7 [17=(1/60)'=(1/648000) rad

~7 B =)L ha |1ha=1hm?=10*m?

Yy kv L, 1 [1L=11=1dm*=10°cm®=10°m?
2 t |1t=10°kg

K7. SLITEERVA, SIEHFA SN BALT, SIHMLT

KENDEEREBRNCHEOND HD
g ka2 SI HifZ TF S5 Hfil
# 7 A L B eV |1eV=1.602 176 53(14)x10°J
% kv Da [1Da=1.660 538 86(28)x102"kg
MR EHA] u |lu=1Da
K3 W I ua |1ua=1.495 978 706 91(6)x10"'m

#8. SUTESZRWVAS, STEPHH SN D Z Ofto HAL

gD e SI HAL TR Sh 55
2~ = /M bar [1bar=0.1MPa=100kPa=10°Pa
IKEME U A — b YmmHg 1mmHg=133.322Pa
v 7 A bhr—an A [1A=0.1nm=100pm=10""m
it B M [1M=1852m
A — “| b |1b=100fm®=(10"%cm)2=10"**m*
J D2 M kn |1kn=(1852/3600)m/s
S } STHIAL & ORI BRI,

) \ SRR O TE T\ KAT S
7 v X | dB
#9. HAOLFE S OCGSHNHAL
g ok ST L TR S 55l
= L 7| erg |1erg=10"J
4 A | dyn |1 dyn=10°N
N 7 Al P |1P=1dynscm?=0.1Pas
2 b — 7 A| St |1St=lem’s'=10"m?s?
A F b 7| sb |1sb=ledcm®=10%d m?
7 + M ph |1 ph=lcd srem® 10%x
H /M Gal |1 Gal=1lcm s°=10°ms?
~ 7 A U 1 M Mx [1Mx=1Gcem’=10*Wb
H v A G |1 G=1Mxcm?=10"T
T x7 v K )] Oe |10e2 (10%4mA m’
(c) 3ILARDCGSHNLR & SITIEHEILB TERND, F5 [ & )

RIS 2T T b O Th B,

#10. SR S 72V Z O fth o> HifE o i)

g (ks SI HifL TR S h 25l
¥ =2 U —| Ci |1Ci=3.7x10"Bq
v v b % ¥ R [1R=258x10"Clkg
7 K| rad |1 rad=1cGy=10Gy
%% Al rem |1 rem=1 ¢Sv=102Sv
77 v <[ v |1y=1nT=10-9T
7 = A 3 17 =/ 2=1fm=10-156m
A—=RMVRAT v b 1A= RVHRHA T v b =200 mg = 2x10-4kg
k V| Torr |1 Torr = (101 325/760) Pa
B % K & JE| atm |1atm =101 325 Pa
PR g | el [teal=41858] (N5CIHmY—) , 41868
(MTIA =Y —) 4184 (MBMLZ 1 E ) —)

g Vi = U op 1 p=1pm=10"°m

(58hR, 20064EE4ET)
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