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Chemical and electrochemical material conversion, material separation,
and their consecutive processes for the reprocessing of spent nuclear fuels

Abstract

After reprocessing spent nuclear fuels, recovered U and Pu can be used again as new
fuels to save the natural U resources. At the same time, it reduces the long-term
radioactivity of high-level wastes to remove the minor actinoids (MA) and to lead their
nuclear fission by neutrons. In the present study, various material conversion steps by
chemical/electrochemical reactions and the material separation steps required for the
reprocessing of spent oxide or metal (next generation) nuclear fuel have been investigated.
The consecutive multistep processes, furthermore, have been demonstrated in a safely
closed space based on the optimum transport of various high temperature melts; liquid Cd
and LiCl-KCl binary molten salts including their slurries.

In Chapter 1, the background and the object of this work have been described in
detail, where the attention was focused on chemical and electrochemical material
conversion, the material separation, and the construction of their consecutive
processes for the improved reprocessing .

In Chapter 2, a new low-temperature reaction using MoCls has successfully
been proposed for the chlorination of MA oxides, which come from high-level
wastes. The chlorination of ZrOs and NdzOs (as simulants) by MoCls can proceed
at over 200 K lower temperature than conventional C +Cls method, which might
suppress the corrosion damage.

In Chapter 3, the reductive extraction of actinoid (AN) chlorides at the molten
salt |liquid Cd-Li alloy interface has been studied in order to separate rare-earth
(RE) chlorides contained as the fuel-poison from upstream materials. After redox
reactions at the interface, AN metals have been extracted in Cd phase more
selectively than RE. The effects of another impurity of NaCl contaminating the
LiCl-KCl1 salts were small on the AN-RE separation factors.

In Chapter 4, metallic U and Pu could be recovered successfully from their
oxides by the consecutive [Li reduction] — [electrorefining] — [distillative
purification] process.

In Chapter 5, the various transport methods for high-temperature melts (liquid
metals, molten salts including their slurry) have been studied extensively in order
to optimize the required setup for the above various operations. The obtained
knowledge was useful to construct a consecutive [electrorefining] — [distillative
purification] small plant, which demonstrated highly efficient and rapid operation
for Gd as an simulant of U/Pu.

In Chapter 6, the summary of this work has been described in addition to
further subjects.
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Fig 1-1 Confirmed global distribution of natural U resources available at a
lower mining cost than 130 USD/kg. Data taken from [2].
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Fig. 1-2 Worldwide share of nuclear power plants . Data taken from [3].
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Fig. 1-3 The preparation of UO, nuclear fuels and their recycle use in a light
water or fast breeder reactor . Data taken from [4].
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Fig. 1-4 Required amount of nuclear fuels for the one-year operation (80%
duty) of 1000 MW output (electric only) in (a) non-recycling PWR, (b)

recycling PWR, and (c) expected fast breeder reactor plants . Data taken
from [4].
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Fig. 1-5 Fission of 235U and neutron capture of 238U to produce 23°Pu. Data
taken from [8].
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MA: Minor actinoid

RE: Rare earth

NM: Noble metal

HA: Halogen

NG: Noble gas

FP: Other fission product
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U Pu MA  RE Cs Sr NM  HA NG FP

Fig. 1-7 Simulated elemental content in one ton of nuclear fuel spent in a
PWR plant (45 GW - day * ton™?) after stored 5 years. Data taken from [11].
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Fig. 1-8 Outline of PUREX processes for the spent-fuel reprocessing. Data
taken from [8].
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1-2 EYEMi~AFT—T27F ) A ROLEEE A #R

ARG U7z F88H13-1610C LAuiE, rBEC A HRZFE 2 ST~ & @ U RE L~V BEIR
W oxtgE, BHIAICEIREMEZ 3 JIE T, R R T ARA~BAT LT W
i, AWK B Th 5,

Table 1-1 \ZFET 7 F 7 A REMRORI 2 =3 2316], BHEHE > MA %575
BT 5 Z 13, UTICERRD 00D A v MCoRN 5, £, &L VULE
EYOBRIER TR H 5, RO AEREM ALL (Annual limit on intake)lZ B4 % 845
[17NZ KAUE, KRR U L RIL~L E TOBMER TICE T SR, S EZIRE S 99.5 %
DU & PuzbrELLGAIZ1034FERE, 2N 6122 T 99 %D MA HERE L7561 1038
FERRE LR D720, & LULETEW NSO MA B2 T RER: O 2B 2 KIEIC 8 T
x 5[17],

Table 1-1 Half-lives of actinoid element isotopes. Data taken from [16].

92U 93NP 9 PU 95Am 96Cm
m  t,(year) m t,5 (year) m (yilgr) m tiy (year) m t.y (year)
233 1.6X105 236 1.1 X105 238 88 241 433 243 29
235 7.0X108 237 2.1 X106 239 2.4 X104 243 7.4X103 244 18
238 4.5X109 240 6.6 X103 245 8.5X103
241 14 246 4.7X103
242 3.8X105 247 1.6 X107
244 8.1 X107 248 3.5X107

250  <1.1X104

BUE., AARTIEE L VBEREIBAL o DRI OB 720K T 525, B
ALY HITRIRE I LA T O L S IZBRE ST 5 [18], AT UO BB 5 MA % 438 L7223

A% 150 m2/TWh, MA % 734 70UE 100 m2/TWh & o303 5, 72, Pu B
T — < VKIE O HERRELE O £ £ D541 500 m2/TWh, Zihind MA %%
Bt AU 100 m2TWh & KIEIZADT 5, & 512, EliEe o HEZSREe 0 £ £
A1 450 m2TWh, Zhhs MA Z 4B 4L 100 m2TWh £ CTRA T 5[18], L7z
THEH LS OBLEP D b, & UTABPHIRE S D 7L — < LIRS0 m s FE g O
BEHFERED D MA 2 5B huX, AFITh 5,

X 51T, MA O BEIFEFEMEE EOFFIMEZ OO R 5T, MA L& HEEHEFNO
Ve CEEDHT HOT, ZORILEBEE L COFFAITEROGIFIHIC L DR R 5,

1-3 R~ A T —727F /4 RollY : @k & ik

U bOEENG, @ LVBERFT O MA B A 3 B &3 2 1P VAN A < AF5E
INT&E7e, AARTIEZ, AAREFEF VRN (JAEA : IR OWFEFT O 7 v —7) 73
1984 FEEEN B BA%E L7z S BEp B~ 1 & A[19-20] 2 % S ¥ 4 BB st S v b [21],
Zo7avATiX, MARE, Te~A&ERE, Sr & Cs i, ZOMITHEHED 4 DIE&BRY %
DT L. ET. HBEEN—R LT DE LVLEERICFEEAZNA T, NOs% NOx A & LT
PrEL, MHBBREZ 0.5 M £ TR 5, DWWT, MA A A~ KM~
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LT, BT 2, EHIC, TerH@EHEZ IR S ETHolL, Sr & CsfE2 AT A ML
DIERE A A WK T T BT - BT 5,

ZOTuEAZEBNTIE MARBHICRAT 24 13 (RE, kR O0BERFRETHY |
B ARl OESE 22172 EMTTOR TS, £z, A AR T 2 &FIH Lz MA
S OSB3l b TS T D,

HIMZRBN TS, MA 7 - BIRASHIC BT DIFEREA AT D TV D,

K[EClE, Oak Ridge National Laboratory (ORNL) 23 82 FHERE & 72> T, BEAHE - B4
BRI T 2 AR ZRFHEAY 1980 fEiCZr 4[24, AV v b/ 3R OISR E
DEHRT, REQERIZAWE LBV LRSI, TOLOLTDO®RIE, D50
TG/ ST, B EREED QLB Eo A Y v A FRIE S 4L, Argonne National
Laboratory (ANL) [25]<° Hanford THifT S4L TV 5, KETIXEFHOFLEEE LT,
TRUEX (Transuranium extraction) & FREiL 5 7 22 A LB I TS, L LKET
X, HUERRE L LR oy RAE A IR FE DS B Ay BRI O 100 £i512 & 123 2 psi FH BER I kT
LT, FABIESER S TR,

3—n v /T, 14 7 ERSIT %5 ACSEPT 7' 7' 4(2008-2012)IC L7273 5 T, MA
DB b ETe) - BREAHDS I ICHFE S 41[26-27]. SACESS 7'm 777 4(20127)
IZBATHR ikt SV TV B (28], 7 7 ATIE, @ LIVBEEEY O 43 B - B HLERES KOS
LAUVBEZEYEALAL S 2 16 AERRINEAT U CHFJEBAZE 972 Z & 25, 1991 4EHi7E O BE sy B
ECHRBST bNIZO T, FHBAZRMITEA R S 72[29], 2006 412 & BBEIEwE HED
il E X, 51 &t = WP 22 L7-[30], DIAMEX (diamide extraction) & FEIZ4L % MA @
TRBER 0B~ v & A3BHFE S 7223 [81), Zr, Mo, Ru. Fe 7¢ & O[RIRehhH 0] 23558
Lo Tz, D%, GANEX (Group actinide extraction) & L T, MA & & +3ERE) %
—HEH LT RE 20 24 2 7 o 2R ESE TV 5([32],

77 RPEICBWT S MA & RE 25T % 72 ORI A O ER T T %
[33-341,

A HETCIE, 7578 MARE SrBfEPERE 2 & D il 22 i A, @B HRERE T T =
WML L7 A A SRR DERBR DN W E TZICERE & 7> T 5,

—J7. MA OO BEKEE 2 L2z 0EiE b e S Tn g, —iRMEENE
JIRdeargesr (AR, EHRAD 1, BB TRAET HE LULERT O MA %, TR
RO LR Cd ZFIM L THBEL., Tz mdUEii N CRELIT 52 & %,
1987 ENLRELTV5H[85], TN FETIT, &L - iiHCEMERZ T v 7 ToOBENEGE
ZEHn T 5720 R OWRIR CA HICB T 27 7 F 7 A4 RROF LHEOYMEAr e & 0 HLpf
T—2[36-41] 2 EM L TE 7z, oI, WREH COBMFRIZI T 5 MA/RE 53 BElE6E
%Rl L[42-46], R | kiR Cd M T e - #iHICER LT MA/RE 5r#EEAE
LRt L72[47-55], T b OIEBERBEE R 2 B E 2 720 BEY r E A ORI oW T
. REIZHR~ D,
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B, ZOMOASEEEE LT, 7 v b O Sy BE56]CTARE T T ORI ENT
[27]72 E b E STV D,

Loy B & Xy Bk & Table 1-2 (2 bkl U7 [57], @ 0 B O RFR 1%, BRI G3A
<\ EBEOREHRIES R < . ZRBEFEM D D7 < BRRBIRAERED DI N D T Z
Y NRGEIRERER Z ETH D, —HORASHORRIT. HF5 D MA ORMENEV, E
FRREDMENZ & TH D,

Table 1-2 Comparison of dry (non-aqueous) and aqueous partitioning
processes for the high level waste . Data taken from [57].

Dry process Aqueous process
Treatment volume / dm3 50 (as chlorides) 400 (as nitrate soln.)
Plant size Compact Large
HLW, Insoluble residue,
Acceptable substance Scrubbing waste, HLW
Cladding waste
Distribution factor >99-99.9 >99.5—-99.9
Product Metal (or oxide) Oxide
Purity of MA Low High
Process temp. / K 773 —1273 <373
Critical danger Mild Severe
Secondary waste Crucible Solvent, IE resin
Radiation resistance of High Low
solvent

SEES N MA ORI, mE AR (18, 58] % 72 13l % B dh i o i i B 47
(ADS) [59] DFIH D RIAFE T2 [60], md T OS5 A 1T E P C MA 2R S
HADS OIS 1 2 e & — 7 > MIEZE S 84 U IRl 1% 1 ¢ MA(Z
b8 B 72 O) B R S 5,

SyBfE - AW D 2 H EodEREIZ. AARK TS0 HME B a®EE(60].
OECD/NEA O HEEs&#s: (1990~2012 EDE4H, § 12 [8) | IAEA o#EE61ICE &
HHENTND, ZOX I, FFROBREI A 7 i b > THEEZR MA O - A8
DOWFZER, WS b B OFEMINATOI T\ D, AR HEES [rBEEHRENIZET 5
PRI OBUR & A% OMED F) 1ITB W T, FEREGN & L TOALE ST T MA O5HE -
A OHEEDN RS ST b [62],

1-4 MA O#RyEfEE

HNE KL K4 (PWR) T O BB IE 48 GW - day. HHIBIEE 4 04 3K 1 ton %,
PUREX J£ CHLEE L 72 & & O L~UVBEIR T OHEE 48 & A B & fik %2 Table 1-3 (2R L7,
MA 37t 2.2 % T 54, PUREX 702t 2 TIEEULTE 200> 72 7.5 %D U X 0.1 %D Pu
LEFENDHOT, UL Pub MA L EBIZEIRL, BRAT S,
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Table 1-3 Calculated* metal content and composition in a high level waste of
PUREX treatments for the spent fuel** . Data taken from [35].

Elements Weight / kg Ratio/ wt%
U 4.7 7.5
Pu 0.1 0.1
Np 0.7 1.1
MA Am 0.6 0.9
Cm 0.1 0.2
Rare earth metals 14.7 23.5
Other fission products 25.7 40.9
Fe Corrosion product 3.5 5.6
Na Ringing golvent 12.6 20.2
Total 62.7 100.0
*Caled. by ORIGEN-II
*% 48 GW - day - ton~!in PWR after 4 year cooling
PUREX MA: Minor actinoid
FP: Fission products

J uPywma

HLW (Nitrate ) j_Na Solvent rinsing

. NO
Denitration - H2C§<

Nitrate — Oxide

Chlorination temperature l

______ Cl
r Chlorination | ¢ 2 Cl
decrease | . — — — — — J C 2
Oxide — Chloride
Salt
R FP
Behavior of Na | Reductive extraction I
TH o 5 - Salt treatment
Salt-U, Pu, MA i Cd-U-Pu-MA 1
Cd
Distillation Waste
Cd-U-Pu-MA i U, Pu, MA _—— ==y
I This study 1|
Metallic FBR cycle S

Fig. 1-9 A flow-diagram of the pyro-partitioning process after PUREX
treatments for spent nuclear fuels. Data taken from [64].

BRI ERE T DR 7 v 2 & Fig. 1-9 IO, HEE— 2D & L~ULEEIR %

INEL - BiAE LT, TR LD H[63-64]. KV KBS OIS S (0

FLTHE) [64-65], & 52 bw 2 (Km S LiCl-KCl i

B SEThH, MA &

Li T&Eyc LT Cd FRFICHI L. R T2 5/ HHRE) & 0B 2 (8o - #fiH T
F2) [47-55], Z 7T - i TR TIX, MA SEFREELNEWV U & Pu b Cd RAHFIC
Baefbd %, ®mEIC Cd 4% - frEL, MA, U, Puz@BlILT %,
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Table 1-3 ® X 9 IZ& L~IVEER T D RE,/MA I 10 T, FPE7 2 W LIREE: &
25 THPEMEZ OO, K1 TR THARET 2 0E R’ L5, Z2D%, MA (& U, Pw
ZAEJBREHTIRA L, SaEiEm CREHE L TR LR S, o L v HEO I
T %,

ZNETIZ, BT - IHOSHEA T v 7ROEMIE AT v TR ay 7 o v A V&
—F v aFatt (BIAA—0 7)) I X— U K%L HLE T L[36-40, 42-45, 53-55],
F - FEE LAUVBEIRIC KT 2 0B b EU B Y 7 > eH#FJeaT(ITU) & R T11 > T
&72[64], FH LT E T Fig. 1-9 DHASGBET v £ AT OBEHR AT » TG LD,
AR DR CTH A TZER 57 I BT D AFSER R A T . RimC & £ & iz,

1-5 @B O HL AP

it FH R O FRALER 5751 01%, 128 PUREX & 138220 | AKIRIEZ M LWz
Ebd b, HRFAIEL LTL, 7 vbfidsiE (F=ap &), Bt OWRE EME
(7)), @ROEREEMRE CRE - AARZRE) BambhTnsle7],

i 35 O s @R 2 VAR R T TSR L THASBREI LTV AT A%, KEOD
ANL 73 1980 4E{X(Z IFR #FEj & L CHRZE L72[68-69], Z OFFEIXBAEA O FET 1994
RIS IE S 23 [67]. ANL 2> 5 kil S 7 A Z R ESLAFZEFT(INL) 2, BEFEMALEE 2 =
Hifg L U CTHAEBFZEZ S &N TV B[70-73], 34 B IREN O 22 1 72 Ay (2 e 2
RUERITA 2 & ORI, 2000 FEIKERTET BT T I—0b b2 bhi-[74],

T TIT Fig. 1-3 IR L2 K DT, HARDEREN A 7 L GHEITR AN & Sns g aiE & e
IEEB B iR & LT\ D, ST, SNl & & @ Rk snd i Anm 2t 2~ & o
. Fig. 1-10 D X 5 7 & BEIREN A 7 V& 42%8 L T % 7-[75-78], ANL [48] . ITU [79-83].
JAEA [41, 84-102)72 & O#B & 1987 A b H[A L, (U+Pu+MA) % W -3k £47 - 72,

& RIRE O FAERIC I, LT OREAH D, £9°,. MA 2 U X Pu & & HICEICT
Lo, BEFYTH OREI MA 2 L, BREAMEEICH 5T 2[75], £72, Pus U
Z B2 2[R9 %5 PUREX i & I3HBAIZ, Pu z U & & HICEIT 50T, BIegsiiiio
BHIElz 27273 5[103], # LB OV IBEBRA AT L A LR W ERY) OS> Cd T
B D05 AL R A 2 AV 282 R e ZIRBEFEY O A B v b 72 [75],
E LN OIEBHF L ARET, Ny F a2 &2 TR E T2/ T b &R EN
MEAD H[104], LinL, EEST 7 0 A TRAKFREIO M FFLEE 105112 A S T
W5 PUREX EIZHARTEBEN DR, mdEbE © b BLIRE OB FEE1 23 2 W BLIR T
bb, TOREH, AATIE TEEEIEE YA 7 VO FERCEISIIZE 7 = — X1 e =
(OATS oA O P S A N I fab SR QNI (=W U152 LR 73 (7)1 /S SR=BU B2 UV Gl 7 /A =t
& &t Fig. 1-10 OzAFHAEL - & @R BIEHEF Y A 7 VIZERES & L TLES T &
nTuwas[104],
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Light water reactor cycle Metallic fuel fast reactor cycle

Conversion to metal
Fuel Fabrication (LI reduction Pyro-reprocessing
electroreduction)

High level waste

Vitrified waste

—0 >

Uranium ore mining
UF¢

uo,

U+Pu+MA+Zr
Metallic fuel reactor

Oxide*
U+Pu+MA

Enrichment Light water reactor Fuel Fabrication

Reprocessing g+ZU+FP U+Pu+MA+2Zr
xide
FUREX U+Pu+MA
High level waste ¢
MA+FP U+Pu+MA
Oxide: Spent fuel or MOX

Pyro-partitioning MA: Np, Am, Cm
FP: Fission product

Fig. 1-10 Pyrometallurgical technologies for the closed nuclear fuel cycle
proposed by CRIEPI . Data taken from [75].

—J7 SN T D R LB OMFFEIT KIE DIEEIE, A > FETITbh TV 5[75],
KENCHBT D 2006 4~2009 0D 7 10— L8— hF 3y F(GNEP)[106]Tld, s
FAOFAEEE LR 1okt LTzl 2 A Sz, Lol BHERIROET
PR ALBE G X Ik S 4u, INL & ANL Ol [ESEAFFERT CREsNEALBE DO MFFE 3 e 1T H i
TW5[75], KEE DT T E THRAEENAFF AT STV WEEETIE, fEHEZRE O
FAbZED I LTV, TE, AT ICEN 2 i A 2 EZ B CHEE L, U %
TR E 2 B8 L T 5 281071, BEHIHE EREL O LB IZRE F CTH 2 [75], #%
RN E L BRI R DA o Rid, BRI S B IS B0 A2, FEBRIE I
FtV T 50 17 kW #kA HERR T, 1990 D 6 R B ORI B EF L T 5[108],
ZOE T, WAMTIRWTIE, HrAUEALEE & e R RRE I A ~ D B D A A S FRARAY I
IThbivTna,

RIS < R AEE 1 ton 2NRBEBIRE 135 GW + day., M HIBIE 4 #2485 & | Fig. 1-11
(RT LT, Pudd183%, MADS 1%L 720 Ui 73 %E Tl T 5[104], Fig. 1-7 1
R LTe B O FHE LI EL L LT Pu & MA OFENZ W OIX, Pu & MA 238K
4y & U TR OBHIMZ D TWbH e Th b, £, oAy b HERE
ERIREL O TN f TIEZ T 5 & BB EIREL 1.4 %IZxt L CRBREL 4 % TH D |
o ESRE (Zr LCASHE) bEBREIOT N, IO IXMH AR TORBEREED
e A T 135 GW » day * ton1 & BEK A TP 45 GWeday *ton1 L W 2\ od TH
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5o LMo T, ZEICE&BREIOBFURCIX, BhZitmme T 7 F /4 F (U, Pu.
MA) & DOEWIBERERER I NS,

1000 ——+——1—— 71—+ 11—
a0 MA: Minor actinoid
~ % RE: Rare earth
~ NM: Noble metal
s HA: Halogen
2 NG: Noble gas
¥ 100 FP: Other fission product |
el
=
(5] 7
23
el
o
@ 10 7
L
o)
=
&
-
c
2
a1
o
o
-
c
3
o
£
< ol

u Pu MA RE Gs Sr NM HA NG FP

Fig. 1-11 Simulated elemental content in one ton of nuclear metal fuel spent
1[1110a41]1 FBR plant (135 GW-day *ton1) after stored 4 years. Data taken from

BHFARE T 2 HAFAE T v 2% | Fig. 1-12 127 L72[75-78], 84 @Rk
Z FEARAOIZ B0 U C, AR OGRS 7y MT AL, BREE O B e T~ i S
o, BLRVWERRDIIEDOEERRH E LTHED, Wm0 5 H U ORI
SO FEREEAR EA~BIRICER E LTES - I 2, £72 Pu i MA iz —fio Ul
&L BITHRIR Cd BRmNICA e L LTEINT 5, 20 & &, IWH LIS RAERMTEIZZE D
FERPITIERT

B R B CEIX LceR U ISIXEMEEN A L, Cd i EiE s B LT
Cd-Pu-U-MA 5&\ZZbT D 7=, EREES Cd 243 - BrET 5, 2O X ) ITHERE
PRE P BRI S L7248 U & Pu-U-MA %, &RREHLRICHE L TaET 7 2 (F—L
R) (ZHHHERE L, md G OB B EE & 95,

AR T AR D 2 137Cs R0 90Sr & LIZVWNCERE S A, 1R EE I AN R #E & 72
5, I T, BWEZ YV 7 vy adblcd, 77F /4K (U, Pu, MA) % Cd H~
=it s i L7 b, BaRARm oA L3, Cs, Sr # B4 7 A MW - LT 5, &
fRAGENRTR T 7 F ) A4 FIRERTZEET 5720, CAHNLT 7 F /7 A Ralifkh FI=
LTCHAIEH S, ERIn~b &3, BOREBMDPRE LTELTTA ML, Y—FH T
246 U CHERBERE &3 2,
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Electrorefiner Cathode processor
Anode Fe cathode Cd cathode

Spent Fuel New fuel
l % Pu-U M
Disassembling — Assembling

1 T

Chopping —»| Electro- "| Cathode Lrgzt«?:on , ;tﬁ:czgon
. refining U+Pu+Cd alloy | |_Processing 9

Salt treatment system

,,,,,,,,,,,,,,,,,

U,Pu,MA, U,Pu,MA,
LiCI-KCI | FP,LiCI-KCI

Cd-Li | LICI-KCI, FP U,Pu,MA ;
Back- »  Reductive : LiCI-KCI, FP
extraction |« cau extraction ' -
M | Cd-Pu-U-MA <= Cd-Li
LiCI-KCI T Pu,MA l FP,LICI-KCI 3
Zeolite i Counter flow extraction

«— Zeolite
column

""’""""’””””Iiééﬁt}a}b’,LEéLk’é| ””””

Solidification |«— Glass

MA: Minor actinioid (Np,Am,Cm)
FP: Fission product

Sodalite waste

Fig. 1-12 The CRIEPI plan for pyrometallurgical reprocessing of spent
nuclear metal fuels. Data taken from [78].

1-6  FLEsyHE & S CE LIRS 30T B RRE & ARFZED B BY

Fig. 1-9 (R L0 B 7 v A 2 HeNr 35 £ Tlaid, S F SERFENE - TV D08,
Z0 ) BEFTREET - HTRICHOWTIE, UToRMBESARH S, FFHF TR
1% 973 K O &R HEFZ IR T TOER64-65]1 D76, HEHEIT L DM EHE &R L 72
%o BAL D DAL~ DB EOSRE 2K T XL, AT 8B E 72 EOB
#lic b ok 5[109], —J7, #iE - i TRICOW TR, BAT D) b U 7 ANa) O 2
BT A MERH D, 2O Na FULie L o Sz b o T, & L~ULEE
WINBBENZT 7 F ) A Rip Loz, NaCl & LTRAT H[63], AFETIX, #
KB a2 2B T 500 E 2 SOFEICE Y AT,

—JF., INFECTOHXFLIICEDL LI TIE, BFZIILOETIHEOTENEL
IRkt Rt G & Zh[79-81, 84, 87-88, 110-111], —D TREZ k7 & A & L THEIEL
BHTIFEE A ER, 2 T TARIFFE TR, IR ZER 7 v AR ATV, 2D FEBLIAEE
P 2 FREE L 72,

SHIZ, Tt ZADMELIIRD b DO, ALFRH D WIXERILF 2 E R U
VTRV, BHARFFHEESO TBEEHEANIC BT 2 FEB 5 OBUIR & A% Dt J5 )

N

Tid, WM Cd Ok ORRE S ASHOME L shTwsle2l, £z, I\
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WHEFENA YA 7 VO EAUCERISATSE 7 = — X T HflkatE @B A 7 Vv 27 5] T
b, HEE TSRO I 1T H v T 5 [104],
REDOEMBEEMAEE 2 O A B NFLH 2 EN 7 et 23 51Ti% W
H - FINBACREE AN R T OIEMS 28T 5720, 2RO mIEREEZKIEDO E F K
DAT v FICBETDHZENEEND, T E TR (~% m3min) 72 IR A5
[ZDWTIE, mEHAEF N OWA Na [11 2] AR i N o Rl [118], KGERE S
AT 5 OBEREAIER114-117] 722 EOR5EHIR H D, LarL, BT T F THEER S
D DU RO SR T O m IR A AR At L7132 < 720 [118-125], % 2 TAMFSE
TiX, miEAE (LiCl-KCl A, &RHm0N ol LI-EaE A 7 Y — kK Cd) OfFi#)
FEEZHIE L7 9 2T, DEMETFEEZRF Lz, 612, ZhboomiAzd SICEMIC
ITVHIED 7 vt ZAEE A L, @2 DOl 72 i AL A MRE L 72,

VLB ORRREMRR 1L, FRALEE BIREL O s SR C ORI A FifE & LT, Pu OBREHFIH
(I BEfE Pu OFEEL IE) . P00 MA OBREFIR (oAU X 2 BEEMEREEA
WO . & DICFFEITIG U CHERR AT RE 72 80 0/ MBS T AL B i X D YER I b D7 23 D,

1-7  AFwSLOHERK

%2 mCIE, ASBEOEFL TRRICE T DM EHE R 2 Mfl 5720, ek X v KR T
e b & SEAv I THEH T 2 ATREME 2 ARG L 7o, BBk s O AL . RV 1T CL MR A
FIUTHAL & 72 D08, —IRAOICIE o — R U 7 PO IEAI CHEEE L7-0L, Cla HA LK
IS ED, T, EL B | h—RUEMBORIGEE S EF 5. £ LT
HEEAERIND, T2 TARIFE T, BEEFRE & HFEMIMO ZEHERES IR CX 5 1l
'Y 77 > (MoCla)Z i H U, {KIRE THALWICZ 2 5 ATErE 2 it L7 [126], ik
W& LTy 2 =7 A(Zr0)° =k =% 4 A(Nd203) 3 (Y, MoCls (2 &k 5 Hi{k
WrH i 0 R PE RO PR 2 TR BIIAER D 3B DWW T b T L 72,

% 3 FETIL, R EEOETT - TRRIC S 2 DR A Na OB L~ 5 72, LiCl-KCl
i Ttk & LiCl-NaCl —ot2 0 2 FEOVAERIEIZ SV T, Rl | i Cd M o+
¥/ T 7 F A RoyEdk % el - Fit L7=[127],

5 4 B, AL 38T D AR R AR RA T v T O A ERET D720,
R aE AR EE L7, U Puded GRERNEOT- ORI ZEL L T
HEL) AR U CEM L, R Fe 2 £ &K Cd i ic UL Pu s L, &6
(2, B IRAE S 2 BAREE S Cd 2 8% ChE L OMe R 215 2 7 1 & 21220\ T
WY K 7 & & Bt L C I8 2 5T L 7= [128),

%5 ETIE, LASEECHRFLHE O 7 0 AFRFHIAR A R ABERGHE LT, &ED
(129100 Cdl130]l0 b &k it Lz, MR (L7-2o THitE®R) | A
YT, BLE ORPUe St 58T A= IZER L, KiEbbR o7, £, &
RS OB E N D RENO &R (Zr LAEK) O RE LTHBB 27
MBS, BRIREPIRAT D, ZOMKREGE#EL & BICRET 52 EREE LN
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123, VLR TORLT O HEER L BN TOWEIC SV T b IRE L7181 Zhbo
WA S E 2T, WEHCOHR Od OWMBEHEAE A i 2 7= BRI S X 7 1 & KTV 4L
BUCHEEE L. MTICE MR 72 & OFFIIC b & SV T, 20 YA T AOH B & ST
L7z[132l,
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2-1 5 T F A REBAL D DI ~Dtsifk
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A7 NVNICHTIAD D Z EERBEL T D[,

Fig. 1-9 12/~ L7z 000~ v & 2 Tl BV Cdb 2 i L~V BEIR 2 INE L C MA O
AL £ T 2 (R ALEE D /3 87 Tl BiAY TRE & FEIEh T %), S LA
i (LiCI-KC1 R ILdhifE) HCoiEic - i TREA~BIRIC. MA Bt 2 b mIcEZ 5
VENRH Y (BB LB D38 ClE, B TR EMEHINTWDS), HELRFELZHND
VSR R OB LR Z h E TRistsh T & 2[2-3],

1 L OVBEIR DL T DAL D MA OIRA TR bW & 15 L 72 [E RaE 4. 973 K DR
LiCl-KCl Z3EfbiEmE T IC A, £ 2ICRET 2 —7 00 Cle W AZREIADIE, HkH
ICHRACE A Z Enmb TV A2, Ll 973 K OEIRTlE, ARKED I E VT Y
TT U v a = DA 7 EREET DD, ENOOERGLE L 5 [2],
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UOs + (8/4)ZrCls + (1/4)Zyr — UCls + ZrOs (2-1)
PuOs + (3/4)ZrCls + (1/4)Zr — PuCls + ZrO2 (2-2)
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Fig. 2-1 Corrosion rate of various metals in chlorine gas. Data taken from
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Fig. 2-2 Vapor pressures of various Mo—O—Cl compounds compared with
actinoid chlorides . Data taken from [6-9].
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Table 2-1 Standard Gibbs free energy changes of various reactions in the
UO0,~MoCl, system at 500 K. Data taken from [11].

No. Reactions AG{,()OD/ kdJ * mol!
U-1 UO,ls] + (2/5)MoCl;[1] = UOCL[s] + (1/5)Mo0,[s] + (1/5)Mo0;s] —39.5
U-2 U0,ls] + (2/5)MoCl;[gl = UOCLy[s] + (1/5)Mo0,[s] + (1/5)Mo0O,s] —40.5
U-3 UO0,[s] + (1/2)MoCl;[1] = UOCL[s] + (1/5)Mo0,[s] + (1/4)Mo0,Cl,[gl —49.0
U-4 UO,[s] + (1/2)MoCl;[g] = UOCL[s] + (1/5)Mo0,[s] + (1/49)Mo00,Cl,[g] —59.0
U-5 UO,[s] + MoCl;[1] = UOCL[s] + (1/2)MoCl,[s] + (1/2)Mo0,Cl,g]] —61.3
U-6 UO,ls] + MoCl,lg] = UOCLy[s] + (1/2)MoCl,[s] + (1/2)Mo0,Cl,g] 814
U-7 UOCL[s] + (2/5)MoCl;[1] = UCL,[s] + (1/5)MoO,[s] + (1/5)Mo0O;]s] —73
U-8 UOCL[s] + (2/5)MoCl;[g] = UCL,[s] + (1/5)Mo0,[s] + (1/5)Mo0s[s] —1.3
U-9 UOCL[s] + (1/2)MoCl;[l] = UCI,[s] + (1/4)MoO,[s] + (1/4)Mo0O,Cl,[gl ~10.8
U-10 UOCL[s] + (1/2)MoCl,lg] = UCL,[s] + (1/4)Mo0,[s] + (1/4)Mo0O,Cl,[gl —90.8
U-11 UOCL[s] + MoCL[1] = UCL[s] + (1/2)MoCl,[s] + (1/2)Mo0,Cl,[g] —30.1
U-12 UOCL[s] + MoCl;[gl = UCL[s] + (1/2)MoCl,[s] + (1/2)M00,Cl,[gl —50.1
U-13 UO0,ls] + (4/5)MoCl;[1] = UCI,[s] + (2/5)Mo0,[s] + (2/5)MoO|s] —33.8
U-14 UO,[s] + (4/5)MoCl;[g] = UCL,[s] + (2/5)MoO,[s] + (2/5)Mo0O;[s] —498
U-15 UO0,[s] + MoCl,[1] = UCL,[s] + (1/2)Mo0,[s] + (1/2)Mo0,Cl,gl —59.7
U-16 UO,[s] + MoCl;[g] = UCL,[s] + (1/2)Mo0O,[s] + (1/2)Mo00,Cl,[g] —79.8
U-17 UO0,ls] + 2MoCl;[1] = UCI,[s] + MoCl,[s] + MoO,Cl,[gl —914
U-18 UO,lsl + 2MoCl;[g] = UCl,[s] + MoCl[s] + MoO,Cl,[g] —131.5

[s]: solid state, [1l: liquid state, [g]: gas state
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Table 2-2 Standard Gibbs free energy changes of various reactions in the
NpOy,—MoCl, system at 500 K. Data taken from [11].

No. Reactions AG{,OOO/ kdJ * mol-!
Np-1 NpO,ls] + (2/5)MoCl;[1] = NpOCl,[s] + (1/5)Mo0,[s] + (1/5)MoO,]s] —48.8
Np-2 NpO,[s] + (2/5)MoCl;[g] = NpOCly[s] + (1/5)Mo0O,ls] + (1/5)Mo0Os|s] —56.8
Np-3 NpO,ls] + (1/2)MoCl;[l] = NpOCLy[s] + (1/5)Mo0,[s] + (1/4)Mo0,Cl,[gl —58.3
Np-4 NpO,ls] + (1/2)MoCl;[g] = NpOCly[s] + (1/5)MoO,[s] + (1/49)MoO,Cl,[gl —68.3
Np-5 NpO,[s] + MoCL;[1] = NpOCLy[s] + (1/2)MoCl,[s] + (1/2)Mo0,Cl,[g] —77.6
Np-6 NpO,[s] + MoCl,[g] = NpOCl,[s] + (1/2)MoCl,[s] + (1/2)Mo0O,Cl,[g] —97.7
Np-7 NpOCLy[s] + (2/5)MoCl,[1] = NpCl, [s] + (1/5)Mo0,[s] + (1/5)Mo0,|s] —6.0
Np-8 NpOCLls] + (2/5)MoCl;[g] = NpCl,[s] + (1/5)Mo0,[s] + (1/5)Mo0,|s] —14.0
Np-9 NpOCLys] + (1/2)MoCl;[1] = NpCl,[s] + (1/4)Mo0,[s] + (1/4)Mo0,Cl,[g] —15.4
Np-10 NpOCL[s] + (1/2)MoCl;lgl = NpCl,[s] + (1/4)Mo0O,[s] + (1/4)Mo0,Cl,[g] —95.4
Np-11 NpOCly[s] + MoCl;[1] = NpCl,[s] + (1/2)MoCl,[s] + (1/2)Mo0,Cl, gl —34.7
NP-12 NpOCl,[s] + MoCl;[g] = NpCl,[s] + (1/2)MoCl,[s] + (1/2)Mo0,Cl,[g] —54.8
Np-13 NpO,[s] + MoCl;[1] = NpCl[s] + MoO,Cl,[g] —62.9
Np-14 NpO,[s] + MoCl;[gl = NpCly[s] + MoO,Cl,[g] —83.0
Np-15 NpO,ls] + (4/5)MoCl;[1] = NpCl,[s] + (2/5)Mo0O,[s] + (2/5)Mo00,|s] —54.8
Np-16 NpO,[s] + (4/5)MoCl;[g] = NpCl,[s] + (2/5)Mo0,[s] + (2/5)Mo0,[s] —70.8
Np-17 NpO,ls] + MoCL[1] = NpCl,[s] + (1/2)Mo0,[s] + (1/2)Mo0,Cl,[g] —73.7
Np-18 NpO,[s] + MoCl;[g] = NpCl,[s] + (1/2)Mo0,[s] + (1/2)Mo00,Cl,[g] —93.7
Np-19 NpO,[s] + 2MoCl;[l] = NpCl,[s] + MoCl,[s] + MoO,Cl,[gl —112.4
Np-20 NpO,[s] + 2MoCl;[g] = NpCl,[s] + MoCl,[s] + MoO,Cl,[g] —152.5

[s]: solid state, [1]: liquid state, [g]: gas state

Table 2-3 Standard Gibbs free energy changes of various reactions in the
Pu0,-MoCl; system at 500 K. Data taken from [11].

No. Reactions AGSOOO/ kJ - mol™!
Pu-1 PuO,[s] + (1/3)MoCl,[1] = PuOCll[s] + (1/3)Mo0O,|s] —5.9
Pu-2 PuO,[s] + (1/8)MoCl,[gl = PuOClls] + (1/3)MoO,|s] —49.7
Pu-3 PuO,[s] + (1/2)MoCl,[1] = PuOCll[s] + (1/2)Mo0,CLlgl +2.1
Pu-4 PuO,[s] + (1/2)MoCl,[g] = PuOClIl[s] + (1/2)M00,C10,[g] —13.6
Pu-5 PuOClls] + (2/5)MoCl;[l] = PuCl,[s] + (1/5)MoO,[s] + (1/5)MoOsls] —78.4
Pu-6 PuOCl[s] + (2/5)MoCl;[g] = PuCl;ls] + (1/5)Mo0,[s] + (1/5)Mo0O;|s] —86.4
Pu-7 PuOClls] + (1/2)MoCl4[1] = PuCly[s] + (1/4)MoO,[s] + (1/4)MoO,Cl,|g] —87.9
Pu-8 PuOClls] + (1/2)MoCl;[g] = PuCl,[s] + (1/4)Mo0,[s] + (1/4)Mo0O,Clyg] —97.9
Pu-9 PuOClls] + MoCl;[l] = PuCl[s] + (1/2)MoCl,[s] + (1/2)Mo0,Cl|g] —107.2
Pu-10 PuOCl[s] + MoCl;[g] = PuCl,[s] + (1/2)MoCl,[s] + (1/2)Mo00,Cl,[g] —197.3
Pu-11 (1/2)Pu,05ls] + (3/5)MoCl;[s] = PuCls[s] + (3/10)MoO,[s] + (3/10)MolOs|s] —9201.4
Pu-12 (1/2)Pu,04ls] + (3/5)MoCl,[gl = PuCly[s] + (3/10)MoO,[s] + (3/10)MolO;[s] —913.4
Pu-13 (1/2)Puy0,ls] + (3/4)MoCly[s] = PuClyls] + (3/8)MoO,[s] + (3/8)MolO,Cl,|s] —215.6
Pu-14 (1/2)Puy0yls] + (3/4)MoClylgl = PuCly[s] + (3/8)Mo0,[s] + (3/8)MolO,Cly[s] —9230.6
Pu-15 (1/2)Pu,04s] + (3/2)MoCl;[s] = PuCly[s] + (3/4)MoCl,[s] + (3/4)Mo0,CL[g] —944.6
Pu-16 (1/2)Pu,O4ls] + (3/2)MoCl,[gl = PuCly[s] + (3/49)MoCl,[s] + (3/4)MoO,Cl,[g] —974.7
Pu-17 PuO,[s] + MoCl,[l] = PuCl,[s] + MoO,Cl,[g] —105.1
Pu-18 PuO,[s] + MoCl;[g] = PuCl,[s] + MoO,Cllg] —125.2

[s]: solid state, [1]: liquid state, [g]: gas state
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ERTE 20,

Table 2-4 Standard Gibbs free energy changes of various reactions in the
Zr0,-MoCl; system at 500 K. Data taken from [11].

No. Reactions AG500°/ kJ '+ mol™!
Zr-1 ZrQ,[s] + (4/5)MoCl;[l] = ZrCl,[s] + (2/5)Mo0,[s] + (2/5)Mo0,|s] +14.7
Zr-2 ZrQ,[s] + (4/5)MoCl;gl = ZrCl,[s] + (2/5)Mo0,[s] + (2/5)Mo0,]s] —13
Zr-3 ZrO,[s] + MoCl;[1] = ZrCl,[s] + (1/2)Mo0,[s] + (1/2)Mo0,Clylgl —4.9
Zr-4 ZrO,[s] + MoCl;[gl = ZrCl,[s] + (1/2)Mo0,[s] + (1/2)Mo0,Cl,[gl —94.3
Zr-5 7x0,[s] + (4/3)MoCl,[1] = ZrCl,[s] + (1/3)MoCL,[s] + MoO,Cl,[g] +4.7
Zr-6 ZrO,[s] + (4/3)MoCl;[gl = ZrCl,[s] + (1/3)MoCl,[s] + MoO,Cl,[g] —92.0
Zr-7 ZrO,[s] + (3/2)MoCl[l] = ZrCl,[s] + (1/2)MoCl,[s] + MoO,Cl,[g] +2.5
Zr-8 ZrO,[s] + (3/2)MoCl;[gl = ZrCl,[s] + (1/2)MoCly[s] + MoO,Cl,[g] —924.7
Zr-9 ZrO,[s] + 2MoCl;[l] = ZrCl,[s] + MoCl,[s] + MoO,Cl,[g] —492.9
Zr-10 ZrO,[s] + 2MoCl,[gl = ZrCl,[s] + MoCl,[s] + MoO,Cl,[g] —83.0

[s]: solid state, [1]: liquid state, [g]: gas state

(6) €V 7T RIER NS MoCls ~DFAG

Table 2-5 Standard Gibbs free energy changes (at 500 K) for the MoCl;
reforming reactions from possible byproducts upon chloride conversion. Data
taken from [11].

No. Reactions AGsp°1 kI * mol!
R-1 MoCl,[s] + (3/2)Cly[g] = MoCl;[1] —144.6
R-2 MoClyls] + (3/2)Cl,[g] = MoCl;[g] —124.5
R-3 MoCl,[s] + Cl,[gl = MoCl;[1] -91.8
R4 MoCly[s] + Cly[g] = MoCl;gl —71.8
R5 MoCl,[s] + (1/2)CL[g] = MoC1[1] —06
R-6 MoCl,[s] + (1/2)Cl,[g] = MoCl;[1] +19.5
R-7 Mo0,Cly[g] + Cls] + (8/2)Cl,[g] = MoCl,[1] + CO,[gl —956.3
R-8 MoO,CLylgl + Cls] + (3/2)Cl,[gl = MoCl;[g] + CO,gl —157.8
R-9 MoO,[s] + Cls] + (5/2)Cl,[g] = MoCl,[1] + CO,[gl —177.8
R-10 MoO,[s] + Cls] + (5/2)Cl,[gl = MoCl;[g] + CO,lgl —9236.3
R-11 MoOsls] + (3/2)Cls] + (5/2)Cl,[gl = MoCl,[1] + (3/2)CO,[g] —9292.4
R-12 MoOjsls] + (3/2)Cls] + (5/2)Cly[g] = MoCl;[gl + (3/2)CO,[gl —313.6

[s]: solid state, [1]: liquid state, [g]: gas state

FRO)~@ToOmF B, MoCls 12X 57T 7 F /A Bt h &AL ~ DI SR T
DOEIZERM & LT MoClz, MoCls, MoCls, MoOz2Cl2, MoOz2 35 & T MoOs 2 EE X5,
RFER Cle FAZFIH LTI 6% MoCls IZHAET D8 E LT, R1I~R-12 352 6h
03, R-6 DEISZERNT AGs00" <0 & 720 BIEHIZREIT A HIFCT&E %, MoCle 72 H D
EREIE, MoClsX° MoCly 7> b OIS TES)FIICAER Th 5, £72, C+Cla & H
WT A F VB MoO2Cle 2 MoCls IZF347 % Z & 6. MoOz X° MoOs Dt % MoCls
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WCHAETDZEOARTH D, YLLK, 77 F /A4 FRALD O T TS
DV D Mo AR . MoCls (2L IHE & BRI 13T S 4z,

2-3  ZrOg n 5 ZrCly ~DHsia U2 B3 2 WA

a7 AORGE S BE LT, ZrO2 75 ZrCly ~DER#A N T A < BFFE &S 31, =1L
F—a X MOE I X ORI E X D720, KR TORISEE R BB HICER &hv-[12],
RF T8 E OIRITCHIIEAT T C ZrO2 % ZrCly ([ZHaH 9~ 5 SUS O LRI ZE 2 13 U [13-14] |
Zr0z [12-15]°Y v 2 2 (ZrSi02) [16-17]172 5 ZrCla ~OERHAGR A, S FE LAl (RFHE.
CO. CCli7e &) DHAFT THEFS Tz,

ZrO2—Cl2 5% DEHE S % Fo 43 78 SO B THETT S5 121, 1000 K BL E O E iR A 03 &
ST 5([13-14], HALH~DEBIEE 2 FF 512i%, RFEEZFIH L, SRR —RFEM
DOEREfEZ T ESEL 2R E SN TWDH13], £/, Cl icftb 2R E LT
CCL #FIHFT 2 RUGIE, 650 KLAT CTHEETT 5 Z &ndd st cnsl12],

2-4 MoCls & V5 ZrOs2 76 ZrCls ~D#sa R i
2-4-1 FEBrJ71E MoCls & VW5 ZrOs 7> 6 ZrCla ~D#sHa R i

2-4-1-1 FW7ZiRER & B oGl

MoCls & ZrO2 DRy KIZ LT A2 U » 74 BHEA LT, MoCls OFE X 99 %LL || ZrO2
DORFEIE 99.9 %L EXRIES 4L70, KIRE 2 ppm UL T2 OBEFERE 2 ppm L FIZfR -
o7 NT T AFR (LU, 73 FKAR) FIZENT, ZrO2 iR % 573 K THI 5 Ik
BN - ik L7z, —J5. ZrOs OBEfEA L LT, YSZ (5 wt% A v b VU 7 (Y2092 EAY
Na=7) OF (EE1L5mm) Z2=vh MELLEEA L, XFREPH O RigaE & L
T, BV T7ToAFv 71714 RKMoO0:zCl) % 7V R U » TN BEEA LT,

T RTORIEERIT, MoCls & ZrOz DIRGHIER 200~300 mg % /31 L v 7 ZAEHNITH
ZE2EI N LT BAT - 72, MoCls ORI E 2, sERE R DIRARFBEIT T T v
= FPR T TIT o 72, MoCls/ZrOs DRSS TNV Re % IR TEFRT 5,

_ moles of MoClIj

R, = (2-3)

moles of ZrO,

2—-4-1-2 TRAEBGHTIC X 2 BOSBIAGIREE DO Rat

RAEBGHT(DTANC W72 BB O E 4 Fig. 2-3 (OR”T, BYEIZ=®IEY) 7T v
(MoOs) & L7z, SUSMEHEZEA LTz A Ly 7 A B LOBRMEEHA LTS Ly
2 % Fig. 2-3) DIRFHNBLUFNICE N, 20L&, FU T AEEDIEIIC I FH 2%
T, ZicEEx (R K) Otz ffA Lz (Fig. 2-3(@)Z ), =il & 673 K [ OAn# -
WHY A 7 v 2 PR, ROSEE S RWE R OWRBE AL JE LT, FRER O
122K« min 1 IZFEE LT,
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Sealed ampule

K
Pyrex glass (6 mm®)

o

Reactants in ampule (about 200 mg)

/
—

15mm Thermocouples K

(a) Cross-section of reaction ampule

Reaction in ampule

N

Reference MoO, in ampule
L

o Heater

Radiation furhace ‘w ™ los K
ermocouples

(b) Two ampules in DTA furnace

Fig. 2-3 Differential thermal analysis for the ZrO,—MoCl; system (reference
substance: MoO,) [18 by permission].

2-4-1-3 EIRSUEER
MoCls/ZrOs DR GHE/VEL R % 0.2~4.0 IZ8RE L. 468~781 K MO —EIREIZIR >
TZEKIFNTRIG ST, £/, ZrO: OHALHEFE Y 72 OSHE 2 M T 27295, ZrOs
RO 0 IZHER ZrO2 Bk (B 121 YSZ OFEREER) 2 Xt R & T2 ERbITo 72,
DL ETE, BEREER 2~3 L & HIZ Br = 3FREIHY T 5 EO MoCl kK% 7 7 2
(CEA LT, —HOERMKIGEOREZ % Table 2-6 (2 & T,
Table 2-6 Various reaction conditions for the ZrO,~-MoCl; system [18 by

permission].
Run Fcz)r;gjf MoCl,/ZrO, molar ratio Ry tIZ ﬁ;.tl(olg Reaction time (h)
ZC-1 Powder 0.2, 0.5,1.5,2.5, 5.3 468 91
7ZC-2 Powder 0.2,0.4,0.6,1.2, 23,28, 4.1 571 17
ZC-3 Powder 0.1, 0.5, 0.6, 2.0, 2.6, 3.7 685 21
ZC-4 Powder 0.05,0.15,0.3,0.4,1.0,1.11.9, 3.0 3.5 781 20
ZC-5 Powder 2.6 473 0.5,1.0,2.0, 7.7, 91
7C-6 Powder 2.6 561 0.5,2.2,3.9, 7.8, 24
ZC-7 Powder 2.6 668 0.5,1.0, 4.0, 7.6, 24
7ZC-8 Powder 2.6 773 0.5,1.0, 2.0, 4.2, 7.8, 24,32
7ZC-9 Sphere 2.3-3.0 640 0.3,4.0,7.8,8.0,16.4
7ZC-10 Sphere 2.8-29 674 2.0,2.5,3.7,6.3, 7.8
ZC-11 Sphere 25-3.1 723 0.3,0.8,1.0, 1.5, 2.0, 3.6, 5.0
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2-4-1-4 X MBREITIC K 2 RUSER O [FIE

BOSA R 2 X flaldriksE (U 77 #E8 RINT-2500V) Till~7, SRS % Ok
EENEND X MO HEN L —~T VI FHERPTBL, AV —TER ) F L7
ANVLTHAN=FTHZEIZE-T, R OWMR L LTz, £l —HOERTIX, BAE
DT 760 KIZMENL 7223 b EEomA %L 7 REfeT . AKEDOmWERM 2 AE TT
IV BRI - B L 720 [FERIC X BRET CR~7z, EHl S vz BT e — 2 B
5. JCPDS (Joint Committee of the Power Diffraction Standard) 7 —# % & & [Z¥EIH
E LT,
2-4-1-5 SUSERM D E BT

A U7 K912, ZORUSE OB ITIIR O & 3 8 T ZrOs, ZrCla, MoOz, MoOs,
MoClz, MoCls, MoCls, MoCls, MoOCls, MoOzCle DIBFEN TS DH, ZD 9 H MoOCls
T, BT — 2 N—=2 (Malt-2) 2RSS TV RV, | 77 oA U o—
e LTl snTnwalel

EMRSUGE OB Z Fig. 2-4 IORTFIETERST Lz, —#HOEY 77 AEWITT
NTKBEEDTZORIREETH 528, Pba=7 MO TIE, ZrOs SKICEER 2 DIt
LT ZrCly IZKBEMED T80, KIEKT T ZrCla Z EE&IITTE D, LI -> T, ZrOz 26
ZrCly ~DEHNR HIRFE T E D,

2T, KISBOREZEAE PR L, BEEHEL THH, fkPICERALL,
ZHZE 0.45 um D7 4 L TEIESEEL . AIEHRIZITEEE A 12 T 1 mol + L-1 HNOs %
Ll =, 740V E LOBMRIREICHBEZR T LTI, FRC7 vy
TAHELTEDODH 1 mol - LI HNOs iR & LT, WEBE COHIME Lo 727 4 V& EOFRHE
ZRL% . EEAZE L CORMIG ZrOe & & Lc, S 612, B— AR L OEHE Ak H
IZEBEND Zr & ICP-FtotrisE (Biadd, ICP-1000) TENLIVERE LIz, LR
DR SN2 Zr #iIX, BERICANT ZrO KIS DR EBBela>0 Ho7- (Ll
—EDOEBRTIX, 7T INAEERE VSR TN RISRIEN K > 72720, AR X
Jix R TO Zr WE B LY 60~80 %L E TIR T L72),

2O, ZrOe FUSH ETIIR < AR TR SN /-8 Zr 52 X—Z L LT, ZrO2»
5 ZrCla~DIEHR o ZRAD X 5 IZH M Lz,

Zr (water soluble)
Zr (water soluble) + Zr (acid soluble) + Zr (residue)

o, (molar fraction) = (2-4)
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ZrQ0,, ZrCly
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Residues | ———  weighing

Part of ZrO,

Fig. 2-4 Flow-chart of quantitative analysis for the reaction products (ZrO,—
MoCl, system) [18 by permission].

2-4-2 FEERFERIS L OEZL : MoCls & W5 ZrOz2 5> 5 ZrCla ~D#E#A It

2-4-2-1 JSBAGRIREEIZEA ¥ 2 et

Fig. 2-5(2) D £ 5 12, HALWssHAI i L 7= MoCls (m.p. 463 K [19]) % Bl CrR =2y
a2 L. BRICHE D REAVE— 27 3 470 KAHE RO bz, —F, IRAH Rr=110
S 0 DTA #h#(Fig. 2-5(b)) Tl MoCls Rl DR ENFEERIZHN =70 B, 500 K {+F
N BIBDRBIE S 7z, 20D OWE - BEUIFE Uik 2 2 BIHICAHR LZHGEI2IER
HDONRNZ END, 1EHOFRIRE TR 22 b Z 2 S Hirsh s, 1EHS
IEFED 500 K FHIE2N5H O3 EL, MoCls & ZrOs MO EE & HEE S 4L, Table 2-5 1T
AGs00 °< 0 & 5- 2 =505 (Zy-2. Zr-3. Zr-4. Zr-6. Zr-8. Zr-9. Zr-10) N PHEIN=, LA
FoFERNPB . MoCls & ZrO2 IO KGR IX, #1500 K ThaE 5 Z &b hoT,
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N -
'2 5
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-8 b 5 First cycle -
------ Second cycle
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Temperature of MoO, / K

Fig. 2-5 DTA curves for (a) MoCl; and (b) MoCl,—ZrO, mixture (£, =1.1) [18
by permission].

2-4-2-2  BUSAERM) DFFE

FREH . B (Re= 1.1 OIREGW % 781 K, 20 h SUGH4) . & 62 Z OERMY % 7888 (760
K. 7h) #%IZE-=WE O X #REE %, Fig. 2-6 IZHE L7z, Z Z12i% MoO:2Clz it D
FHT () bz 7=, A OEPTE () Tk, MoCls DiERE & B2, MoCls & MoO:2Cls
DAEDPHERTE D, —H, @TIEEL> & VR TEROD, B SR L7255 (d)
%, MoO2Clz & ZrClu N FERTH -7, 2D DOFERN G, MoCls 225 ZrOz2 726 ZrCls
~OE)E(781 K) Tid, MoCls, MoO2Cle, ZrCls 234K % & Hllkr & vz,
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Fig. 2-6 XRD patterns of (a) reagent MoO,Cl,, (b) reactant mixture (& = 1),
(c) reaction products after 20 h at 781 K, and (d) the volatile products after
distillated at 750 K for 7 h 18 [by permission]. The maximum intensity of
each XRD pattern is denoted by Jy,x .

R DTE BTG RZ S LICHEH Lz ZrOe 0 & ZrCla~Diin#i R o % Fig. 2-712177,
INBHOT =X Table 2-6 W ZC-1~ZC-4 OJSFEMETTH LN DT, KOKHIX
MoCls/ZrO2 iR At Be & LTz, Rr D EFAZ L7203\ ZrO2 5 ZrCly ~O ¥R ot M 15
LM, Rr=2U EClda=1 OB MPEI SNz, o, ZOREMRIX 468~T781 K D
DA CRUSIREETARAE L 72 o 72, MoCls[1]78 543 K CA&FRET 51912 L 25 ET 5 & ZrOs
EBUET % D MoCls[l] T4 MoClslgl T [A CHniasi % 5.2 5 2 & 3R Sz,

Z Z T, ZrO2 & MoCls £ DS %, & 6721280 2-56~2-11 D L D IRtk L7,

ZrOz + (4/5)MoCls = ZrCls + (2/5)MoO2 + (2/5)MoOs (2-5)
ZrOz2 + MoCls = ZrCls + (1/2)MoO2 + (1/2)MoO2Clz (2-6)
ZrOz + (4/3)MoCls = ZrCly + (1/3)MoClz + MoO2Clz (2-7)
ZrOz + (3/2)MoCls = ZrCls + (1/2)MoCls + MoO2Cls (2-8)
ZrO2 + 2MoCls = ZrCls + MoCl4 + MoO2Cl2 (2-9)
ZrO2 + 2MoCls = ZrCls + 2MoOCl3 (2-10)
ZrO2 + 3MoCls = ZrCls + MoCls + 2MoOCl4 (2-11)
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Fig.2-7 128\ T Br =2 DL EONIEWIRE L CTa= 1 OB ER SNSRI, KIS
K29 F721% 2-10 2 HFF9 5, —F., Ao X #BIEHT T MoO2Cle DA HER S 7
ZEMmE, ZZTORGRE LTI 290 RY LEZ BN,

1ot ~O-O-0-A-==-v -
o | P .
S /
S osf / -
[
o I / ]
.7, /v
§0.6- A .
2 | 3 .
Q /
© 04} O g
~ /
o | v 468K
5 % A 571K
.02k O 685K -
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Fig. 2-7 Relationship between the starting MoCl,;/ZrO, ratio R and the

conversion ratio a of ZrQ, to ZrCl, at various reaction temperatures [18 by
permission].

2-4-2-3 PSR ORI

MoCls/ZrOs SUSHE/VEL Rr = 2.6 —E D AT FIZIBWT, ZrO2 726 ZrCls ~DHHAZR D
PR 5 2 FE 2 O ROGIRE THE L, Fig. 2-8 1R LTz, ZrCli~D5gdifiiifia = 1 £ T
\CET 5 ROGK T 473 K T 100 h, 668 K T3 0.5h & 72572, MoCls Dl 543 K
[19] % F 7= HEEXF TR O ONEE OIREZLIX. B 515 b0 Tlde<,
MoClslgl & ZrOz & D SN MoCls[l] & ZrOz & OIS LD 2 L 2R Lz, 72,
C+Clz & 7= ZrOz O bis S & 0 6 MoClslgl & ZrOz & O RS 23MRe Tid < | 668
K CIHIRENLET DR HEOEBRSGEMEOHKIC LY 0.6 hELFO TOERIZINETH -7,

ZrOzls]-Clsld & 9 Zp Rt 2 L3 L L7y CCls & VN2 ZrOg2 92 B ZrCly ~D i
BOG D56 BN T O RS IEE 2 AL L, 650~675 K Ol E I Tl Jander
XIS Z L mE ST a(12], Jander D 2-12 1%, USRI ZERE 72 L, £ D
NEB 2> D YLD 2 56 O RIS HERTH 5 [20],

(1—(1—)()”3)2 =kt (2-12)

X : SOGKER 612360 2 S DF V433
ko ROGHEE E# (Ref-1)
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Fig. 2-8 Producing of ZrO, conversion to ZrCl, with the reaction time at
various temperatures (& = 2.6) [18 by permission].

1.0 T T T T
:/\ 08 A 561K .
= [ 668 K ]
—~~ 0.6 - L 1
>< L i
1 04 | -
D - B
~
! 0.2 H -
\ B
N
0.0 L 1 L 1 L 1 L 1 L
2 4 1
o3 ¥
N L
—~~
« 0.8
F/\ B 1
>< 0.6 - -
1 + 4
ST ]
= o2f W 473K 7
0.0 L 1 L 1 L 1 L 1 L
0 20 40 60 80 100

Reaction time / h

Fig. 2-9 Kinetic Jander's plots at various reaction temperatures (B = 2.6)
[18 by permission].

20, REBRCHRI-MONEERMT — 4 % Fig. 2-9 |2 Jander 7' & v s L7223, KGR
473 K IZ DWW IR AL % 38 5 EARBIR 20 7= L. 561~668 K OSSR IZ DWW TIET — 4
DRI D 72N S O DR R 2 18 D EARBILR DS NET D Ll L7z, ZORERNS . ZrCla~
DOERHAS S OFE AR 1, ZrOg SOSRL 1 DR i 7> B NER~[A) 5 5 BR Lk & Hedm S a7,

I HIZ, Fig. 2-9 OEMOME O AISRE COMEER & #HHH L, Fig. 2-10 I
Arrhenius 7’2 v kL=, 3 207 1 v MI—EMRITIO, Z O/ X 205 KL OIEH b= %
NFX—%FHELIZEZA, 67k - moll ThoTz,
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Fig. 2-10 Arrhenius plots for the heterogeneous rate constant determined
from Jander's equation (& = 2.6) [18 by permission].

2-4-2-4 ORISR & D Eik

Zr02 /7 & ZrCly ~D\\ < DO DEEA I DWW T, EH b= %L ¥ —72 &% Table 2-7 (2t
e L7z, AWFE TG & L7z MoCls & I % BUG O b= v —1%, CCla & V% R
SRR CORIGER, C+ Cle Z WA KISIZH T/ WD Enbnbd, £, MoCls &
WD ST, toRISICH~NE - & BIKIETH#ITT 5 2 L b bnd,

Table 2-7 Comparison of proposed conversion reactions of ZrQ, to ZrCl, [18
by permission].

Reaction tem Activation
Reactions ZrO, reactant Reagents Kinetic equation K p- energy Ref.
(kJ - mol™1)
ZrO,+ C +Cl, = Powder C+Cl kt=1-(1-X)v3 943-1103 231 [15]
ZrCl, + CO, Powder Cc+Cl, kt=1n(1-X 1400-1700 93 [14]
240, + CCl kt=(1-(1-X)13)2 650-675 278 [12]
r0, + 4= —1_(1_913 _
7xCl, + €O, Powder CCl, kt=1-(1-X 700-750 154 [12]
kt=X 775-825 54 [12]
Zr0, + MoCl, = This
ZrCl, + MoCl, + Powder MoCl, kt=(1-(1-X13)2 473-668 67
work
Mo0,Cl,
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Fig. 2-11 The mass gain rates upon ZrCl, conversion of ZrO, spheres at high
temperatures. Broken; with C + Cl, (325 mesh)][13], Solid; this work with
MoCl;[18 by permission].

& HlT, BERE ZrO2 (YSZ THEUE) ERIA L MoCls OIS ESR (Table 2-6 H1 ZC-9~
ZC-11) DR % BEfk ZrO2 kiR & C + Cle Ml COUGHAHI13] & bk, #afliz, 22

Tl BAL ZrO: REFEDH 72 0 OSSR E % ZrOo/ZrCly 28 il 08 Bl N FE | AR L
Fig. 2-11 I L7z, ZO@#EDOHIEZ 10 mg * h-1 - em2 IZHETH &, C+ Cle }:myi
JETTIE 1300 K 2 O mi 28 Bk &5 DIZxF LT, MoCls & ORUGL TIHET > &KV 700
K Thotz, Lizh-> T, MoClsiZ L DA bWsSiiE, ZrOzls]-Clslo X 5 72 B R #
fii e MEL & L7pN o RN R B D,

2-4-3 F & : MoCls & % ZrO2 7> 5 ZrCly ~D R
MoCls # H\ % ZrO2 225 ZrCla ~DO#EHGIZRI LT, LN OfEim &= 1572,

(1) ZORISIE 500 K MHE2HHAE 0, 668 K TIdk 30 20T ZrO2 ¥y K % ZrCls (240
e &7,

Q) ZrCly ~O2HEA#IZIE, MoCls/ZrO: DS TEN L E LT 2 U ENKLETH D, #5
Bt £& L TRTER D,

ZrQOz2 + 2MoCls = ZrCls + MoCls + MoO2Cl2

(3) B EFE DOWFMMKAF ML, RIS E IR 2> D NER A~ 5 BRI L & i & L7z
Jander ORXUZ L2V, ML= RV —1% 67 kJ » mol-! EE 72, MoCls[l]
F 7213 MoClslgl2® ZrOalslZAEM 32 2 D BOG T EARSUS A DR 7S ZR S 41720
7esh . HRERAUIRIR T & SR 22 SO EE 23 A T & 72,
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PLEIZE Y MoCls & V% ZrOs2 726 ZrCla ~DERHASSN T, 76k & 0 ARIREEIZ I
T ramr 2 LR RV 2 & BITHME T2 Z &b o T,

2-5 MoCls Z 5 (1/2)Nd20s 7> & NACls ~DEs# 53 TN Mo BlIA R Ok

2-5-1  FEBrJ71E MoCls % Fiv 5 (1/2)Nd20s 7> 5 NdCls ~Diin#a i3 X O Mo gl A il
DR

2-5-1-1 FW =53k & 3RO AL

MoCls & Nd2Os Dy KIZ, V7 AX Y v 71 BEEA L7z, MoCls DX 99 %Lk k.
Nd20s DHEE T 99.9 %L EARFE S 072, Nd2Os ¥yARIT, BRI & /K IREEA 2 ppm LL
TOT T FRPEKHFTH 5 REFINEWGT3 K) » Bk L Tob AWz, T _XToOFERIT, AT
TE D MoCls & Nd2Os DIRAE (FF 200~300 mg) % /34 L v 7 AENICEZEZE AL T
772 MoCls OMRIEA FE =3, RIMKDRARFHUTT R CTT LT HHK T T
1T-72. MoCls/Nd20s DTNVt Re 2 IR TEFR LT,

_ moles of MoCl;

= (2-13)
" moles of Nd,0,

2-5-1-2 BUSEAORAERE, mibst K OBIS LR O i

ZrO2 % RIGRAL & LRk D 2-4-1-2 B LN 2-4-1-3 £ F o572 < FAEIZ, Nd20s3lZ
L TH—HOEREIT o7z, HENTOREBSHT(DTA), SiRG. RIS AERY O E
EOBEEREDOWNTIICONWT S, [ UERFIETITo7, FABWD NdACls (IZIEA L7 #f
FEME Mo @AY DEREIL Fig.2-12 1R 2R EE TIT o 722, £ ORI HZER T 2,

Fig.2-131Z27 3 X 912, 2 OEE DOARGRICIIREKIEY b 7 T Nd203, NdOCL, NdCls,
MoOsz, MoOs, MoClz2, MoCls, MoCls, MoCls, MoOCls, MoO2Cls DIREN TR I NS,
—HDE Y TF ACEMITT R TKIEED =D RINEETH 58, 24T 2OV TIL,
Ndz203 & NdOC1 23K IZ 8 72 125k L C NdCls (3/kiaEtE D 72 @ KA+ < NdCls % ICP
EREDHTTE ., Nd2Os 7>5 NdCls ~DEEHAR o 2 RN TRIFEICEE LT,

Nd (water soluble)
Nd (water soluble) + Nd (acid soluble) + Nd (residue)

(2-14)

Oy (molar fraction) =

44



F2E T UF A P S~ DRI

Sealed ampule

Heat conductive support
Reaction products A PP

N, Glass tube

Cooling air

Heater —

K-type thermocouple
Fig. 2-12 Distillative separation of volatile reaction byproducts in a sealed
ampule.

Nd, O, NdOGI, NdCly

MoO,, MoO,, MoCly, MoCly, MoCly, MoCls

Reaction products

]

Dissolution in water

!

MoOCl,, MoOCl,, MoO,Cl,

Filtration
/ \ NdCl,
Residues Filtrates Part of MoGl,, MoCls
l MoOCl, , MaOCl, , MoO,Cl,
Dissolution in HNO, — Determination by ICP-AES
l NdOCI, Nd, O
Filtration iy | Filtrates MoO,, MoO,

MoCl,, MoCl;, Part of MoCl,

Fig. 2-13 Flow-chart of quantitative analysis for the reaction products
(Nd;0,—MoCl; system).
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2-5-1-3 ERCRIZISIT DTN E D 7K 53 B

NdCls ~D 52 A A X5 MoCls/Nd20s /v Re = 3.2 OIRAY (B7H9 100
mg) &7 7 AHICEI AL T 473K T 1 RIS S /72, ERCRN DT MRS % Fig.
2-12 12X 91T LT 7V BSR40 LTz, Table 2-8 IZ/" g —#DOEERTIX, 77
JVTEROIMBREE . MR Z T, RISHMEAROEN B STz, IbicT v
SV R - FEROD Mo &2 Z4U ICP TE& L. Mo BIERM OEHERE=R Sy &2 kA TR
L7,

. Mo (topampule
Sy (molar fraction) = (topampule) (2-15)
Mo (topampule) + Mo (bottomampule)

Table 2-8 Distillation conditions for the reaction products in the Nd,O5—

MoCl; system.
Run R Pressure at reactant Distilation temp. (K) Distilation time (h)

F loading (kPa) :
NRb-1 3.2 0.5 482,574,678,749,823 7.7
NEb-2 39 0.4,4.2,7.5, 14.1, 27.3, 664 47
53.5

NRb-3 3.2 0.5 574 0.9, 2.0, 8.0
NRb-4 3.2 0.5 669 0.4,1.1,5.3, 7.5
NRb-5 3.2 0.5 821 3.0, 3.9, 7.4

2-5-2 FEEHEE I L OVELZL  MoCls 2 % NdeOs 72 5 NdCls ~D#is#i &3 L O Mo
B A DB

2-5-2-1 JUGBMAIRE ORET & SSAE R OFEE

IRAH Rr=3.2 OISO DTA ik (Fig. 2-14(0)) Ti&, MoCls Ol (444 K) [191% F
1% 433 KD BRENFE O bivie, Fl—ikt% 2 [\ HIZHFE L72EA 12T 2 o5
ROLNRNZ En | 1 [EIHOFIRIERE TR RN o7 L s, 1[E
H SRR D 433 K (25 OF3EL, MoCls & Nd2Os D SLE E HEE S D,

MoCls & Nd2Os ] CFAE S L DL G D AGso0° & B ) 45— 2 ~_X— Z Malt-2[11] &t
%L .Table 2-9 (/R L7, 0 & Cl DESEHIKIZH 72D NdOCl DRSS Nd-1~Nd-2,
Z DSy EA L se A EEA NdCls O3 ERK T 5 RO Nd-3~Nd-4, & 5(25:4 & #
RO B ERT 2 s Nd-5~Nd-8 D AGs00°1£ T X TE T, BJ1FAIZIE 500 K CTHEITH|
BETH D, 433K 2 —7 LT 5 8EE, Nd-1~Nd-8 WTNNDKIGETH 508, Z D
BECRISDOREEIXREETH 5, MoCls DLl T o BIEANGRD H L7z DT, MoCls[s] &
Nd20s[s] O i FE A TS A BHIA S D LRI T & 5,
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(a) MoCl,
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g First
-10 melting of MoCl” " | Second
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L (b) R=3.2
« 20 |- 7
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10F Reaction” || | Second | ]|
1

300 350 400 450 500 550 600 650 700
Temperature of MoO, / K

Fig. 2-14 DTA curves of (a) MoCl; and (b) MoCl,—Nd,O; mixture (& = 3.2).

Table 2-9 Standard Gibbs free energy changes of various reactions in the
Nd,0,-MoCl; system at 500 K. Data taken from [11].

No. Reactions A G500°/ kd * mol—*
Nd-1 (1/2)Nd,0,[s] + (1/5)MoCl,[1] = NdOCl[s] + (1/10)MoO,[s] + (1/10)MoO,|s] —113.6
Nd-2 (1/2)Nd,0,[s] + (1/5)MoCl;[g] = NdOCl[s] + (1/10)MoO,[s] + (1/10)MoO,][s] —117.6

(1/2)Nd,0,[s] + (1/2MoCL 1]

Nd-3 = (1/2)NACLs] + (1/2)NAOCI[s] + (1/4)Mo0,ls] + (1/4)Mo0,CLs] —165.8
Nd-4 (1/2)Nd,0,[s] + (1/2)MoCl;[g] _175.8
= (1/2)NdCl,[s] + (1/2)NdOCI[s] + (1/4)MoO,[s] + (1/4)Mo0,Cl,[s]
Nd-3 (1/2)Nd,0,[s] + (3/5)MoCl,[1] = NdCl,[s] + (3/10)MoO,[s] + (3/10)MoO,]s] —199.3
Nd-4 (1/2)Nd,0,[s] + (3/5)MoCl;[g] = NdCl,[s] + (8/10)MoO,[s] + (3/10)MoO,|[s] —211.1
Nd-5 (1/2)Nd,05[s] + (3/49)MoCl;[1] = NdCl,[s] + (3/8)MoO,ls] + (3/8)Mo0,Cl,[g] —213.2
Nd-6 (1/2)Nd,0,[s] + (3/4)MoCl;[g] = NdCl,[s] + (3/8)Mo0,[s] + (3/8)Mo0,Cl,[g]] —228.3
Nd-7 (1/2)Nd,0,[s] + (3/2)MoCl;[1] = NdCl,[s] + (3/4)MoCl,[s] + (3/4)Mo0,Cl,[g] —244.0
Nd-8 (1/2)Nd,0,[s] + (3/2)MoCl;[gl = NdCl,[s] + (3/4)MoCl,[s] + (3/4)Mo0O,Cl,[g] —272.3

[s]: solid state, [1l: liquid state, [g]: gas state

Rr=0.14~2.3 ® MoCl5/Nd203 {EE#% 2 K » min! O#E T 640 K £ THIE L T
SH7t%. 773 K T 5 ReHZ&RE L CHIRE Ry 2 BR 2 L7230k X AR BTN % Fig. 2-15 (Tt
L7z, Rr=0.14 OEE@ICITIARKE Nd20s 35 LUV NdOCL 23, F£72 RBr=0.50 D%4(b)
(21% NdCls & NdOC1 23 &4z, Re=1.6 DA (21 NACls AR & 238501 L, NdOCl
D=7 IS 7eolz, EBIC R = 2.3 DA @IZIEINACIs 720 & 720 . NdOCL i3f&
Mo le, LTeRn> T Rr=2.3 DIREW % 640 K TG S H 41X, Nd203 2> 5 NdCls
~OFEEHRBA FTRE &I S iz,

AR BFERE Ry B PR BRI - T E R Tk, Mo (bEa ke CElehhole, £
T, By = 3205 50EEMERE T HZ R EOEE XBEFTRHIELZEZA
(Fig.2-16), NdCls D1t iz MoCls & MoO2Cle DIFENHER I NT-, LLEDOFEFRE IS MoCls
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% 5 Nd203 7> 5 NdCls ~D e 2lsffaf s (Br=3.2, 640 K) Tix, 272 < &4 MoCly
& MoO2Cle MENVET A Z ENbhoT-,

100

NdCl,
50 M o ﬁ
0] AJI M ? T ? ®e 90
10 50 60
100 NCl, J’ ©
£ 7] oo u@ j
<
N ﬁ s? S ot
~
,? 1004 10 20 50 60(b)
S s NdOCl1
100—_ (a)
7] woc 9
N
0 £ . I I /K X\Q /\/K (\{% k}

10 20 30 40 50 60

26 (CuK )/ deg

Fig. 2-15 XRD patterns of MoCl,-Nd,O; reaction products with starting
molar ratios of B = (a) 0.14, (b) 0.5, (c) 1.6, and (d) 2.3 after removing
volatile components by distillation at 773 K for 5 h. The reaction
temperature was elevated to 640 K at a rate of 2 K * min!. The maximum
intensity of each XRD pattern is denoted by ;s -

10047/ [,

1004 A
4 MoO,Cl,
A MoCl "
809 * NdCI,
60
40 - A A
'S
A
20

MM L teetr

30 40
26 (CuK )/ deg

Fig. 2-16 XRD pattern of the as-obtained reaction products in the MoCl;—
Nd,O, system (&; = 8.2) before distillation. The maximum intensity of each
XRD pattern is denoted by Jyax -
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AR O TEBHTRER %2 b & IZHH L7z Nd20s 7> 5 NdCls ~D iz o Fig. 2-17 (2R
T, 22 TH, NdeOsZxI9 DiHaF] MoCls DE /N Re 2 X ORHHE L, Rr D LHIC
L7223 Nd2Os 7> 5 NdCls ~DERHAR o b I 203, Br=1.5 L ETlda=1 O5e4infh
MEBLENT2, Nd20s & MoCls & DFUGZ ., 8 67212 2-16~2-19 D K 5 127k L7z,

(1/2)Nd20s + (3/4)MoCls = NdCls + (3/8)MoOq + (3/8)Mo02Cl2 (2-16)
(1/2)Nd20s + (3/2)MoCls = NdCls + (3/4)MoCls + (3/4)MoO2Cl2 (2-17)
(1/2)Nd20s + (3/2)MoCls = NdCls + (3/2)MoOCls (2-18)
(1/2)Nd20s + 2MoCls = NdCls + (1/2)MoClz + (3/2)MoOCl4 (2-19)

NdClIs ~D5E MR 72T 25 2 L, Br= 1.5 OERAIR AL TR TH LB, TOHED
FOGE 2-16 Tl ZZKUEDERW MoO2 SEIAET 5, S B, I BEDERIC—H D MoO2
& NdCls O THEE{L L T NdOCl % JE%(Fig.2-16 (¢) : Rr=1.6) 3 & SN7=D T, Rr=3
LI DI BOEBAE VLE L T 50, RIS 2-17 ZFHT7UEL, MoCls SRS 20

XKL E MoCls & MoO2Clz & 72 1) | K8 T H AR NdCls & 478 T % %, MoCla
& MoO2Cle DA, Br=3.2 TGS BT o 7 Vi CEBICHEGR S 7= (Fig.2-16), LA
EnS. Rr=3 L EOEEEFIES T MoCls & MoO:2Cle ZRIAT A5 2RAEZ ER, b
> &G HIIZHR O & ST,

1.0} g = -

0.8 / .

(1 /2)Nd203/NdCI3 conversion ratio
o
N

Fig. 2-17 Increases in the conversion ratio a from (1/2)Nd,0, to NdCl; with
the starting MoCl;/Nd,O5ratio By at 640 K.

2-5-2-2 f#H¥EM: Mo R4 & NdCls & D7 47t
(1) ZARBRIRE D2

UUFTIE, Rr=32, 473 K, 1 h ORISHEMETRIET T ANOAERMIT LT, %
P Mo BIEMORBREEBH Lz, REEEICHY T2 7 7V FEsOMBIEE % 482
~824 K O#FPHICHRE L, K 8h A L7, Fig. 2-18ICR NS K 9T, MEESE 482 K
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TIX Mo {bEMIZITEAEER LoD LT, 574 K UL ETIHIFEA YT RTO
Mo FEN T o 7L i ~BE) L7,

100

80

60

40

20

Evaporated percentage of Mo / %

0 . ! 1 . 1 . 1 . 1
400 500 600 700 800

Distillation temp. / K
Fig. 2-18 Distillatory separated percentage of Mo components from the
reaction products (B = 8.2, 773 K) at various evaporation temperatures.

T TN EEABE LEE R B LT IOV PRI L E R O Mo & Nd D4y A
% Table 2-10 (2733, ARIREIC L S F7 7V FEETIIKEMED Nd 23 97~99 %% (5,
FAEBRMI NACLs L BEZ BN D, —F0 Mo ld, 482 K OJIEATIXIZ E A EHREET, 97 %
T TV Lo, RHIREL 5T4A KPLEIZT 2 &, Mo @ 90~98 %P /& |14 %
LCT U7V EERICBAT L, % 10 %3 T > 7V FEICFRR LTz, Mo FE¥ O K31
ANZHER CRYRIC XA MR L7 2 & 006 MoCls 721X MoCla DWW EHEE S LD,

Table 2-10 Distribution of Mo and Nd after distillation for 7.7 h at various

temperatures.
Mo Nd

Temp. Top of ampule Bottom of ampule Total Top of ampule Bottom of Total

K) (%) ampule (%)

W N i N 5 W N W N ?
482 2.5 0.6 93.0 3.9 100.0 1.6 0.0 98.1 0.3 100.0
574 73.5 21.0 0.4 5.1 100.0 1.4 0.1 97.9 0.6 100.0
678 65.0 25.0 0.5 9.5 100.0 2.2 0.5 97.0 0.3 100.0
750 58.2 33.5 0.3 8.0 100.0 0.9 0.8 97.4 0.8 100.0
824 65.6 32.8 0.4 1.2 100.0 0.6 0.2 99.0 0.2 100.0

W: water soluble, N: nitric acid soluble
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Fig. 2-16 XRD pattern of the as-obtained reaction products in the MoCl,—
Nd,O; system (& = 8.2) before distillation. The maximum intensity of each
XRD pattern is denoted by Zysx. The maximum intensity of each XRD
pattern is denoted by Ax -

793 K T 4 RfHIZ&R % D7 v 7 VRS R Y X #REHT % Fig. 2-19 1237, 2R RTO RIS
ERH T TOEY 7T RO KERDIE MoO2Cle & MoCls Tdh - 72 (Fig.2-16)73, ZEEth D
Fig. 2-19 72513 MoCls A R LT S D, ZRBICES LT MoCls 344 25K & LTIk
MoCls DAREIEEE 2-20 3 FAL S dL, MoCly £ 0 ZASKE DRV MoCls A% O T > 7L
BT3B 2 b5,

2MoCls = MoCls + MoCls (2-20)

HALWlEH OGS 2-17 Z BT & L CL B L7237 T O MoCls 2SRRS4 5 2 &
R AL T B EAGE LT85 iE, Mo 280 25 %723 MoCls & LC7 > 7 IVEHICIE 5
X THD MoCls 1 THEFE), UL, 574~824 K TOREHICEN Sz Mo FERERITZ
NEODRVIED -T2 Z D, ZREIFIC MoCly D235, BN B Lzt D &
FEAbND, Flo, mARRILE 824 K THIK Mo KB R 1.6 % & 52 I-fiRiT, miiz s
MoCls D AR LA HEE 72 [21] 2 EIZBI# LT 5,
©Q) 7T NNIET D

FOG % 7 v T VNICE AT D BEOE 721 22 b S 872 (0.4~53.5 kPa) —#H DAL
Rk, —EAREEM (664 K, 3.7THFH) THAIL, T b DFERRTKE -7z Mo FDHE
e Sy 2B AEIZx LT Fig. 2-20 IZ7R L7z, ZORICR 5415 K 512, Mo FED#RFE R
135990 % C. EHAENZ LD HEEZEITRV, o, R Lo 728 10 %0 Mo FED KH
XL HEREMEE D MoCls (MoCls D REMERIGECTHE L) TH D,
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Fig. 2-20 Effects of the pressure at ampule sealing on the distillative
separation of Mo products at 664 K for 3.7 h.

(3) ZRRRWFH D

) ) v ) )

=
; A 821K
=100} H 669K 4
«— ® 574K A
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Distillation time / h

Fig. 2-21 Effects of the distillation time on the evaporation of Mo products at
664 K.

S BT, Mo HEDFEFERITKI T 5 ZAHRFH O E M~ Fig. 2-21 (TR L7z, 574 £721%
821 K T L= 5E 1213 Mo HE DT R REFHIIC T M EA-T 5 DITk LT, 669K
RETIIERIC L 5K 90 % T—E & o7z, 669 K THRE% O AHIEM: Mo %, 7K
RERC & & TSR MEMED MoCls 2ME & A E o 72, Fig. 2-21 O FEBRFERIL, Mo ARk
D—2TdH 5D MoCls DFEH AHMIZEE D H LRIV T o A KR LT b D & HEim S i
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%o, Flo, mWIRE (820 KFEE) T 8 IefIFREEZAR T UX, F4RM NdCl ITIRAT 5
Mo FED 98 %% HEREFRETH D Z L b o Tz,

673 K T 8 IHIZABE% DT v 7NV OEE % Fig. 2-22 1T~ Uiz, 286 i EERA) O
BEMIZIL, T DR L7z Mo (bW L HEE S b BADBEEMNIRO bND, —J7, 78
HEEINEN T 1y 7 WIZH A S CTO T L, B i THC) & A a0 FE1B) &2 s
iz, Th o ORI GERIM L IZWE %558 L, Table 2-11 IZHERZ R LTz, EH(A)T
IXAKIEMED MoO2Cle & FHERTARENED MoCls 2354577 L, i3 T 99 %Ll L% b=, HER(B)
TIHAREEED EA 5 NdCLs 23 99 %% Hd7=, FEb(C)Th, AEEPED 4 w4 NdCls A3
92 %% 56, FRELO R NILREERTARRE D MoCls Tdh 72, MoCls[sliIiAmd 2 = & 72 < #4
SRS D Z ERMLNTWA6]D T, A¥META Uz MoCls 23 [ER & LT FE(CIZFE - 72
LHEEIND,

BEHEMB)TIE, 99 %% LRI SHME T NdCls B CE 7, 7 v 7 VEEIZITWVIE L,
MoCls DFEFE 3PHE S TREEDMEZIZ 22 0 L FE(OIC MoCls 2MEAE LTz L i T& 5,
L7=dd o T, SR SOG 5 O L B & 85 AR 3 R & < WA I 72 5 L 5 TR
TUE, BIERY MoCla 2 1E & A E R SRS Z e {HRREFREL M TE 5,

Air cooled Heated for distillation

Upper( A ) Middle (B) Bottom (C)
Fig. 2-22 A photograph of an ampule after distillation at 673 Kfor 8 h .

Table 2-11 Distributions of Mo and Nd in sample after distillation at at 673

K for 8 h.
Mo Nd
W N W N Total (%)
Upper__(A) 72.1 27.1 0.7 0.1 100.0
Middle (B) 0.3 0.1 99.6 0.1 100.0
Bottom _(C) 0.4 7.7 91.9 0.1 100.0

W: water soluble, N: nitric acid soluble

2-5-3 F & : MoCls & M\ % (1/2)Nd203 7> 5 NdCls ~D#s#a it & Mo BIZEY D ARE
PR

MoCls % v 5 (1/2)Nd20s 7> & NACls ~D¥sfa i & #iit L. LT Ofbam 2 1572
(1) 433 KAHENGRAEEN D ZORGT, (1/2)Nd20s3 225 NdCls ~5E R T & 5,
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(2) LS & LT,

(1/2)Ndz20s + (3/4)MoCls = NdCls + (3/8)MoOz + (3/8)MoO2Cls
ZRHTIUE, MoCls/Nd2Os E/VEE 1.5 TR TE 508, ALK EDKV MoOsz 73
BlA L. BHEERMY NdCls & O BERE S Tld7z o,

— 05, HALEROS & L

(1/2)Nd20s + (3/2)MoCls = NdCls + (3/4)MoCla+ (3/4)MoQ2Cl2
ZHMATIE, MoCls/Nd2Os /L b 3 LA ERSME L 22558, BIAEMIZ & bICHREMED
MoCls & MoO2Cl2 IZ[RE T 5,

3) Mdmmm6m1(05h&f@ﬂmf H B9 b NdCls 2> DT BECX 5,
77D MoCls & 4EFREERRETZ23. MoCls & MoCls ~DOAR¥ b T L CHEfT L, A
D MoCls 13288 THBE T = 72\, MoCly AEHMEOIHNZILEm WAZIRE (820 K
LLE) DT 5,

U EIZE Y MoCls 2 v % Nd20s 72 5 NACls ~FE M5 f[RE T 505, RIAERAD D
— O T&H % MoCls DAREALOIHIZS . NdCls D HEEIZIIA AR & ffam S iz,

2-6 MoCls Z /W57 7 F /) A FER DEACZERL T v & 21253 2 Hifs

C + Clz ZFIH 3 2 BEfF o b sk & LT, RWFEIZEBIT 5 MoCls & v 7= ZrO2
P25 ZrCla ~DEHEUGIE, £V ARIE T HHEITATRE TURIE T & DR O 2 #ERF L 72,
TIF A RO OB Zr-0 L5t FllsnDd, ZD=H, MoCls & H\ 5k
670> & HEAL A~ DHRHA S RO T, Bt G & L7z ZrO2 K 0 7 7 F 7 A Rig{k#(UOs,
PuO2, NpO2)D 5 3 ES)FHNHEFI & Bifs T& D,

Nd20s Z #iExt 412 L7z MoCls (12 L 2 Mttt Ti, BlIZE$ 5 MoO2Cle & MoCly %
HROHEST 2 2 & T MEE 99 %L LR NdACLs 21572, NdCls & X T—#HDT 7 F
J A FHEAEIZARREORRIEZ OO T, 77 F /A FEAYOZKERER S vEE & WA
EFhb,

ARETHZE L7 MoCls & W2 (bW B IEAE) ~ DA S I, KIR T 6 Fa 5 72 L
THEATT 2B AR L, & BIZFEAERMITIRAT 2 Mo BIAEY D KRy 2 Hi5 /T & 72
s, BEROFELIVENTT 7T 7 A4 REEE(UO2, PuOsz, NpOs2) DI L¥iiii 7
kA& LTHRFTE S,

KRB D % EH DI E R
T. Hijikata and M. Kurata, “Novel chlorination of zirconium dioxide at low
temperature”, Electrochemistry, 77, 702 (2009).
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51, Lo THAE O T, fi LEEZRET L2 LT 27F /14 K (AN: U, Np,
Pu. Am. Cm) B(b#H DI ~DEHEIT S & 280 RE FLMPNRAT 5.

JFFFHNOHMHET & DERTEAH L TR F—2 BT 5 AN 2 LT, FiET%
WIS %5 RE ML RV TE5H L, BB LTOMRENMETT 5, L7en->T, AN &
RE Z 38T 283, RalR7pbD & LTHEREIND,

U Burn up: 48 GW - day - ton™!
. Np,Pu,Am,Cm 4 year cooled
iy Calculated by ORIGEN-II

I Y.La,Ce,Pr,Nd,Pm,Sm,Gd
Zr,Mo,Tc,Ru,Rh,Pd,Ag, Cd,Sn,Se,Te

Fe (Fisson product)
. Na(Slovent rinse) 28.92% 5 58
. 0
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7.49%

9.93% 6.47% 5 399

Fig. 3-1 Metal composition (wt%) in the high level waste. Data taken from
[1].
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DV COTE (a2 £ > TH BN ITE(LT 25, awz+r = 0.001 Th#T 5 &
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V LLF La; $9-2.7V £ Tif.5,

Hol B AN THDH Am & RE & OBENAITHRAKTSH 200 mV &7 TC, EEED
STBEICER U CIL RE/AN OIS 1 L0 e D REL D720 PHEM AL I HIT/hE
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Fig. 3-2 Equilibrium potentials of M |M?z" in 59LiCl-41KCl binary melt at
773 K. Data taken from [2-3].
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Fig. 3-3 Fundamental concepts for the AN/RE separation by reductive
extraction in a molten salt | molten Cd two-phase system.
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AR OXNREEREEY 0 MOSBEETY FULELTDH, Z0& X, R TORLETK
S X o TAEMT 24 BI1E. Cd-Li iMHNICASt LTt ENnS (B ICiT, —idE
FEFERIC BRI 7 & LTHBL, —“fHRERDIAEELEZ X DND), VT ULEILOR
S INBRBORIC L > TRRLZEEZFHL T, AN & RE O45HEZ 13005,

— 07, XL 7 2 2912 NaCO3=° NaOH IC LD WE N EEN D720, mL~b
PEWZIZIE Na 2SR A L, Fig. 3-1 D X 513K 20 wt%lZ b DIE D, & D% OB LWl
{eificif o B TR CIX, 20 Na MEEZ o EhEtksn s, L7z2i->T, AN & RE®D
OyBfEE EEHME T 58T - HBETH ., RNITEAT 5 NaCl O R Z R 2 0 ERH
5o

Z DX D 7eEr - A BEEICEIE LT, 2 E T% < ORBENRF LiCI-KCl i flE
| #ilk Cd DR TIThN T & 72[4-8]123, LiCl-KCl-NaCl| Cd DI FERY /2% TOWREFITIF
EAERW, I TARMIEICEBW T, LiCl-NaCl|Cd A& T&EIC - iHEZIT-720 5, i
WARICXT S % AN O43fidkt & RE O3Bt 25~ LiCl-KCl| Cd % TORER & g+ 25 =
LICE o T, IBANarA A ORBEEEL LTz,

32 EBRJGE  InRiE | Cd-Li 84 m coET - iz L5 AN & RE O45FE

3-2-1 FAWZRASE Lkl
(1)

R—=o7u 777 4v7 7 L— KD 59LiC1-41KCl (mol%) bk, LiCl, NaCl, &+
MHEAY . HAb K2 7 A(CACl)iE. 3T APL (Anderson Physics Laboratories)tE 5
JEA L7z, 2D ORI 99.9 %MRFES L7z, £2FEEO LiCl-NaCl — 2 Th, iK
flRA 5 2 % T1LICI-29NaCl M A BRA T2, ZiL b OHEALMITMfEIERS @2, 7=
VRHR Ok, BFEEBIZ 1ppm BLF) O ua—T Ry 7 ANTERYF -7,

2 &J&

&R CAITFAEMEE N SHEA L, HIE 99.999 %MEFE ST, &8 Li (Xl b 2 arse
P BEEA L, #MEE 99.9 %R RIES Tz, @R Uik, RimOBR()ZFEREL THrHH
Wiz, £72, B U 29I IR, 77 v 27 2 2x1018 neem—2+s-1, FRETRER]
1h) L72H D% 239Np & L CTHW=,

(3) EyHl Cd-Li A4

T Ta—TRy 7 ANIZBWT, 90Cd-10Li 4% L TFO L 9 I E L7z, &8
Cd %7V F 5 20X(SSA-)HF TRlE L T2 (K773 K) ., FrEEO4RE Li 28 A L7Z,
ZOWRRE AT Ly 7 26 mm) NIZE D EFTOBEHEIL, 90Cd-10Li O A4k
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K DOIBARLEBOBALE LT 5720, T ra—T7Ry 7 ANOESIFIC Fig.
3-4 OIFEJC - IHEREE 2 v b Lz, EBRFHESIE. H2O b O HIRE 1 ppm AT & 72
HEOMERE LTz, SAOWET o v 7 THARZ T VI TS OIF (SSA-S, WL 24 mm)
IZHi & Cd & AdL, PrEDIRE Tl Lz, /A Ly 7 25|18 O SeimirE 2 i+ 5 2
& T, MR E Cd kA R LTz, ookl Cd-Li #Ciebilo CACl MyRi%, 7L
FHUSSA-S)EAE B RICEEA UTe, MBS U TR (il : $kF 72137 L X i,
PR B EIF Ta ) TREAZHELR95 rpm) L7z, 70 I FHRI(SSA-SMR#EEIZ AN K
ENEEXI T, RO A FHA - H8E L7z,
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(Pyrex) !
_ , 1
fhermocoupie ] .
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Fig. 3-4 Reductive extraction experiments in an alumina crucible [9 by
permission].
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FEERSAF DO FEM % Table 3-1 2% &7z, 71LiCI-29NaCl fk DR G T4g (HDH W
1% 59LiC1-41KCl $L DA HE 70 g (PEx-1), 95 g (PEx-2)) 12X LT, 0.5~2g ® AN ¥
e & RE St ENMx T, a7/ F520FFHC AN, FTEREE CHIRLE, B—
IRYREMEAL & 72 o Te DB, DOIFNICAEE Cd 2 AL, B[l LT-,

PEx-1 & PEx2 Tif LiCI-KCl|Cd % CTOyfil% ., £7 SEx1 & SEx2 Tl
LiCl-NaCl| Cd &2 CO L #FH 7=, PEx-1 OEBRIEE T 59LiC1-41KCl L% T H
T — 2 NEE 72 723 K2, F£72 PEx-2, SEx-1~SEx-2 O EBRIEE L, LiCl-NaCl & D
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ERREE S m W oo 8T3 K AT A ATE, S 612, /%I U & Np 12 % PEx-1 &
SEx-2 DAL, O DEAMNAFTE RV ), &8 UX4e)E Np & Cd ikAHIC
Bt Lo, AN iR eisft (BReA & L TimiEETic CdCl i) S+
7

VL EORIHIRREIZ R L T, FrE & Cd-Li 5@ % RNICI A, &eHl L 782 Li % Cd ik
FICEA LT, £D%, 4h DLEHREET (SEx-2 ZFx<) T, &G L CdHZ# A S
Too WEZOMFD GBI E TN TN LT, 210D 2 MK AR & IHERTA R D RSy
W37 (B CHHEREREIRIZEAERD NN oT) WL T U fE AT
X, ICP-AES GF& 77 X~FNmtriiiE) TE® L, E/o, BNp 2 v — A~
7 b A RNY—TE®RL, 51T, Lit, Kt BLO Natz Rl Bt otriE cEsE Lz,

Table 3-1 Experimental conditions for reductive extraction experiments [9
by permission].

Amount  Amount of

Run of salt cd Initial composition of t}}e salt mixture Temperature
(molar fraction) (K)
(mol) (mol)
. LiCl-KC1/ [UCl,, NpCl,, LaCl,, CeCl,]
PEx-1 1.26 2.23 0.9964 / [0.0020, 4.7 X 10-13, 0.0016, 0.0016] 724
. LiCl-KC1/ [YCl,, LaCl,, CeCl,, NdCl,]
PEx-2 171 178 0.9815 / [0.0048, 0.0045, 0.0046, 0.0046] 857
. LiCl-NaCl/ [YCl,, LaCl,, CeCl,, NdCl,]
SEx-1 1.58 1.78 0.9815 / [0.0050, 0.0050, 0.0051, 0.0052] 865
SEx 2 158 . LiCl-NaCl/ [UCl,, NpCl,, YCI,, LaCl,, CeCl,, NdCl,] 363

0.9810 /[0.0004, 2.03 X 10-13, 0.0049, 0.0047, 0.0046, 0.0044]

3-3 MR L BE R | Cd-Li A& fm ToEse - filic & 5 AN & RE O f

3-3-1 LiCl-KCI ¥ | iR Cd—Li —_FH 5 m CORIT « fhi
(1) —FEEEfCR I 2 R LR o il

CdClz Z T LiClI-KCl {8 A 45 U i Np fli3+3 ORR{LIREN 22 E T
&Y [4-5], A1 (Y. La, Ce. Nd) HEE{bH+3 ok e LTIz, =
5% CAHNDERY F U LA TERITLT D, IO AR O EHRRRE I, TARlE o4k
fbfk & Cd F R D48 ST iR AN BE -9~ 5 iR bist oo Pl CHUE Shu b,

ERORG LT REET | M brtiE, LilLit, UJUQID, Np|Np(ID, Y|YJID,
La|La(ID), Ce|Ce(ID, H XU Nd|INdIIDT&H %, Cl-|(1/2)Cl2ix Cd #723 Claizkf+ %
BRRE 2 b 72720 KIKHE K 28 Cd M Tl & iv7e v o 72720 Cd | CdIDi% €A
DR TR S e o7z (72721, UAIDX° Np(IID Z iAEEFIZ B AT 5 72012
CdCle # Mz 72856 %R<) 720, TNENEERE AR LT, 2F 0 Cl-, K+, Cd 3%
EAeR Y & LT FICAAET 520, MR TICIEMb L2 E Lz, 26 DR |
FALARIZT X TEAMTORS TH LD T, BEICITEEEMAZIEE Tilm T D LERH
Do ZOWE. FNEIOYHENIL

RT | ay; .
Ej =Ej; +-In (3-1-Li)
ALi0,cd)
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RT  a
Ey = E}, + —In 2t (3-1-U)
ayo,cdy
RT . a
Eyp = B3+~ In 200 (3-1-Np)
ANp(0,Cd)
RT . a
Ey =Ey +——In M) (3-1-Y)
Ay (0,cd)
RT , a
E, = E, + —In—2MS (3-1-La)
ALa(0,Cd)
. RT . q
Eg, = ¢y +——In—MS) (3-1-Ce)
Ace(0,cd)
RT . a
Eyg = Ejyy + ——In M (3-1-Nd)
aNd(0,Cd)

DEICERFTZEeNTE, EXAUOHE —HITENENOEEEN TH D, T O
BN T NTCE— L polc b & BLETCEIZ OV TOPHERRRED AL 2,

L72in > T, &0 - il 2 BAAA T 2 BT OFEHRRIBIZ VT, anio,cd. au0,0d,  aNpo,cd)y
avo,cd), aLa0,0d)y 4Ce(0,0d)\ aNaO,calFART, HEIZE 1 Tidiav, Z OMHEERRRE Ik
T 5L E LT, Li-Cd A4 % CAd fHIZMN 2 7o, BAT Tl #ric 7 B piRig 3= o0 - fl
ERETIRFICA D 2o b D & LT, & T « IR 1T 2 8L F 4 1 OWE EO B 2 e
2

Cd-Li A& Cd fHizin &4, Li(0,CAHMNT 5 & |

M(II,MS)+ 3Li(0,Cd) = M(0,Cd)+ 3Li(I, MS) (3-2)
DEAIETCVEIIAICAFY . B2 PERREE~ L9, 736, TRREAE T IR Tkt 5
2 JE FEM(IILMS) I ZM3+ D Bl A A2 Tid72 <, MCls& Cl-A A > D TR S LD 881 A
> (f: MCle*-) & LTHFT 2,

(2) FALIETCROGHTE DWEIN S & R~ 457

Bt - W ORI% T, 2RI OV TIMS A + Cd NG OFIE BN RF S LD~
EThD, FLAMBEECHE 1 OFTAEE m & RiLTUX, Li HARIZIZBIT 528{EE
FURDINT o2& LT,

A”U(O,Cd) + Aan(o,Cd) + AnCe(O,Cd) + AnLa(O,Cd) =-3 AnLi(O,Cd) (3-3)
DAL EERII BRI D 3D,

FALFHE L OVER aild, ZOENGHRRE X SIERBRI (FA0E—R) v & OFE Xy
TRELDOT, K 3-2 OPHREZIEREAN— ZOFHEEL Kn & T OFHEELE Kvapp
D BRI

3 3
Ymaims)YLio,cd) Xmo.ca XLiams)

(3-4)

Ky Ky

app 3 3
YM(0,cd)YLiMS) X M(IILMS) X Li(0,Cd)
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WX TR TE S, 22T, CAEMM~DRIHIZIER LT, MELio ] 2hl b D%

D, = XM(o,Cd) , D, = XLi(O,Cd) (3-5)
M(IILMS) XLi(I,MS)
DEIITEFRT UL, AappZ L FO LD IZEZHZ HLD,
log Ky oo = 10g Dy —3log Dy (3-6)

ERRE N ENVDEXCE ST ETHEINEY | KapplLIE CREDEHTH D,
L2rL, &<I2 U (R Np) bELROKEMEIKRETIL. Xuioca?3 72D /hE <, @y
B O IO DL A WETE b o, T0RD, Dok DuOEREN LR 36 T
BET Kuapp DEIZ 2 0 IE D0,
22T DPROEBRFINC I B Ce oA LT, Hix DRARIETHIE S L7 Deo
ol SRl NN

logK ., =logDe, —3logD;; (3-7)
M—ELELCRE SN Duiz, TORMETTO D& Lz, T,
D, K
Jog—M = _Maw. (3-8)
DCe KCe,app

OBURZIRE L= Z LT 6720,

120

T T T
(a) Mass balance

==
~
Bl . N
N | ® Np
>[5 100} v La .
©| O —A— Ce
c |
<

80 T T T T T T T
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120 —4————
[ (b) Distribution
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Fig. 3-56 Amounts of target metals determined in LiCl-KCl and Cd phases
after reductive extraction at various Li loads to Cd at 724 K ((a); in total, (b);
separate phase) [9 by permission].

63



F3E TUF /A RemtEeRm ) Ok

BT - fhition s, CdAH & LiCI-KCl I il S iz sy BEd 248 M O E & ] % Fig.
3-51TR L7z, (D) TIXAMBIO M &, (@ TIXEMEEFHO M &% 2L, M OFIIEA
Hal Ol UTHEMIC & o7z, MElZIECEITEDORE L LT, Ce DBl Dee % &
572, M ORFICKT 2 Li MAREZZL LI-IE Y, RIIRIEORCHEITER LAY | Do
HREL ol

Fig. 3-5(2)?D X 512, &L - A Ik T 2888 OWEIIE 100 %IZir< (85~
115 %ffE) | —#HOERT — 2 PHETHDHZ L& RIELT-, £7- Fig. 3-5()D KL 512,
WO R R HEISCHEITE & & b ICIRREA TIEIED LIZEZ 05720 CAFTHnL
7=

Du. Dnp. Dra &Rl —FBREMTD Dee Z2 Wx#k~7 7 v T Fig. 36 1T L7z, fbh—
FLRlERITZ LT

logD, =1.051log D, +1.748 (3-9-0)
log Dy, =0.984log D, +1.320 (3-9-Np)
logD,, =0.906log D, +0.906 (3-9-La)

TEIN, WINRLEZ1ETBITE D, L2i> T (Dw/Dee) DIFTE T TEIZIZ L S
T MOFEEHTIRED LB CTE D, ZNOHDOEMRD ETEENS, TROLE—&FETT
D DuDfED S, U >Np > Ce > LaDEIZCABRA~DBITHHEAL TND Z RN D, Zi
13Fig. 3-21TR LIAREEN A S WIETH 0 R LD E TS h T WERSRIZ LS,
b3 0~DiE T & RIRFIZCAM~DHIH S EATZ L HEFR TE 5,

log Dce

Fig. 3-6 Dy, Dy, and Dy, compared with D, after various reductive
extraction conditions at LiCl-KCl|Cd-Li interface at 724 K [9 by
permission)].
S HIZ, ZOET - MHEEICR T 2% 0EO _HHSBRLREDFERE L LT, Ce SLHED /7
£%#5 % Table 3-2 (T L7z, Z ZTiX Dee =1, T720H Ce D 50 %7 Cd AR ~FAT
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THERMETTO Du%i, M OGEHREE T Lz, 7ed. ZHdH DuDOfElX Fig. 3-6 Tl
1LDOT7 4T 4 T HEMREGIZE L, Dee=1TOEF & Uiz, £, BRI O ML
ZAffeE LT, ZRUOOMENGHE SN Kuapp DEFICFLIZ, ZORND HH LN
X olz, ZoiEs - Miti#EETIX. U > Np >> Ce > La DJEIZ Cd Al ~D RIS ETe D T,
TIF A RemEeRE ORHEA~OISHREIF ST,

Table 3-2 The separation factors (Ce basis) for U, Np, and La upon reductive

extraction at the LiCl-KCl|Cd-Li interface at 724 K with concerned
apparent equilibrium constants Ky ., [9 by permission].

M lOgKMﬂpp Separation factor
U 12.2 49

Np 11.8 22

La 10.1 0.41

Ce 10.5 [2] 1.00

(3) DM FEJIME & BT ) HERAE D b
WE, TRTOERBMICKH L CRUG 3-2 O M AR LT b DT, Li :Fa'é?“é
6 Tﬁ)é L/f;.i)")( ]ﬁ\/[app@ttiM E’gj—éIﬁfx— j‘kfcf:@ Ce %%ﬁ \

KM,app XM(IH MS)XCe(O cay Ky Ymanms)Yceo.cay
K

= : — = : . (3-10)
Ceapp XM(O,Cd)XM(III,MS) Ke. 7 M(0.Cd) Y ML MS)

EET D, b 32 IZXT DIEEN—ADVMEER Amit, TOEEX 7 AHHZ RV X —

EALAGY® &

—RTInK,, = AGy, (3-11)
DEAFRIZS 5 DT, Kl Koe DI

—RTlnlli— AGy, — AG, (3-12)

Ce

THEADLND, LilZHETHHTSZOI@EZRO T, MIZKDAGH DE
AGy; = AGe, = (AGyanms) ~AGw.ca)) ~ (AGceums) ~ AGceo,ca)) (3-13)

TEHD, 22T, AJICRBTAAG I b2 1 OEELFERT v /L (OF 0 EREA R
XTZAHHZRILFX—) THY, TXTOREICBVOTAGu) 1 & EDHES T —
# =210l W=D T, TRTORET

AGy - AG, = AGK/I(HLMS) - AGEC(III,MS) (3-14)

LB,
PLEDOBYRA ARG 25 & |

D Y Y AGy, —AG{
log M — _jog M(0,Cd) +log-TManms) | APmanms) Ce(IILMS)

(3-15)
DCe Y ce(0,cd) Y ce(i,Ms) 2.303RT
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DN D AN 3 DAG T S MCII] DA ¥ 7 XA =RV ¥—ThH 503,
INHIFREARIZEB T D MCllslozh a7 — 2 ~<— 2 [10] T~ MCL[ (TR E £ T
ZHBOEyEMA THEH L,
F 230112722 5 - T, Flix DFLSER Xao.co TERLFE RV
M][s]| LiCl- KCl-MCL([1]| Cd— M[1] | Tals] (3-16)
AW EE ) Us16 2 HIE L.

RT In Pvio.cayXmo.ca)
3F 1

ORI S Cd FHN D4R M OFE BfR i mo.co & R E L=,
I BT, flx DOENALGHE Xnaums CEXETF BV
M([s]| LiCl— KCI— MCL,[1]| AgCl, Ag[s] (3-18)
AW S) Us1s 2 E L, Xvanms) =1 £ THME L7Z, 2 OAMFME Uxians=1 & A7
T=ADNLHEINHEERES) U (FT7bbH Ua=1) & OENG  EREFAN O % MAID)
OTE BELRE man e 2 XA TR Lz (22T Xuanws = 1IZBWT anawy = 1 & ORE
BBV,

U, ¢ = (3-17)

U s :Eln Y M(m,MS) (3-19)
KXmamms) =1 3F 1

Table 3-3 IZZ 6 DES)FHIT —# (723 KA £ LDz, £z, ZNbHDOfEA VT
3-15 LR S5 logDee—log Dy EAR % (Dee, DM D FERIEZ v~ k & Fig. 3-7 Tl L
7o

U & La o0 TZibid, #RShER ECERET =y F3iE®E2D, X315
LD PRIV ATREE B2 bz, —J5, Np (W COERBEITHERE X 2372 0 /NS ho
720 AWFFE CTIIED Np 2 L. XNpamms) = 10-18 FLE ORI Colid b 2@ L7z
2, FBRIEDIXHLHSENREL, MERED RS ol

Table 3-3 Standard Gibbs free energies of formation of MCl, [1], the activity

coefficient of MCl; in LiCl-KCI eutectic salt, and the activity coefficient of M
in liquid Cd at 723 K [9 by permissionl].

(ﬁﬁ,ﬁgi) MaILMs) M(,cad)
U —687.8 1.4X10°2 7X 10!
Np —721.7 3.5X 10 7.3% 1073
La —875.7 2.6X10°2 5.1X10-10
Ce —858.1 1.5X 102 2.7X1079
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Fig. 3-7 Thermodynamically predicted logly; — logD,, lines (slope = 1)
compared with observed (Dg,,D,) plots after reductive extraction at the
LiCl1-KCl1| Cd—Li interface at various Li loads at 723 K [9 by permission].

3-3-2 LiCl-NaCl &t | ks Cd—Li —FES5tim CoEoe - i
Table 3-1H DSEx-1& SEx-20ERNGELNTZT — X %, ZiZ 1 Fig. 3-8& Fig. 3-9
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Fig. 3-8 Amounts of target metals determined in LiCl-NaCl and Cd phases
after reductive extraction at various Li loads to Cd at 865 K (SEx-1, (a); in
total, (b); separate phase) [9 by permission].

Fig. 3-8(a), Fig. 3-9@IZA 6 b k912, UzBR<Np, Y, La, Ce, NdiZ 2>\ TiL, i#
It « FH AT TOWEINEIE, 80 %L EOIFIFME TE DL LV Th-72, ZHITK LT,
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- 100 (b) Distribution N
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Fig. 3-9 Amounts of target metals determined in LiCl-NaCl and Cd phases
after reductive extraction at various Li loads to Cd at 863 K (SEx-2 (a); in
total, (b); separate phase) [9 by permissionl].
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Fig. 3-10 Dy, Dy, Dy, Dy, and Dyy compared with D, after various
reductive extraction conditions at LiCl-NaCl| Cd-Li interface at 863-865 K
[9 by permission].

Du. Dnp. Dy, Dra, Dok [Al—EBREME T CTO Dee, WX~ v v kTFig. 3-101Z7~R L
7. A THHEOY, La, NAIZHOWTiE, USCNpARE FOSEx-1THOT—# &, Uk NpifE
DSEx-2TOT —Z LNFFEF—HLTWD, 2F V., A LD ZMHAEIZK LT, USLNp
HFORBEI TN TE D, F8BICKT D/ FITLIERIL, FNE0

log Dy, =0.981log D, +1.261 (3-20-Np)
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-log D, =1.003log D, —1.423 (3-20Y)
log D,, =0.9981log D, —0.441 (3-20-La)
log Dy, = 0.991log D, +0.125 (3-20-Nd)

TRIN, WTFh b 1L TE e (FNROOPRRED T2 DulZxtd 2 [AER ORI
PRIEE &I L72) o L7223 > T, LiCl-NaCl| Cd-RIZ3 T & (Dl Dee) D HelE5E e TEE T
FTEHT, MOBH TRED LB TE 5, ZNUOHDOEMBO LTRSS, T2 bR—5
R TODMOEN S, Np > Nd > Ce > La > YOIRIZCAHH~DBATRHEA TS Z L3
ARYA

Z 2T, ZoiEe - HERIEICRT 28 0RO “HOBIREDIEIE & LT, CebHED SR
fR¥ A Table 3-4ICHiE L7z, 2B, T b DuDEIIFig. 3-10THHE 107 4 v T 4 » JE
MADEE L, Dee = 1TOUIF & LT, Fo, BLECEE O ZRH2E LT, 25
DEMNHEHE SN Rapp bEFICFE L2, ZOENL ALK 9, ZOEC - i
#{FTIINp >> Nd > Ce > La > YOJEIZCAAI~D[ENX A3 #Ze > T, LiCl-NaCl| Cd5& D5
BLTIF A RemtEeREDHBESHTE 5,

Table 3-4 The separation factors (Ce basis) for Np, Y, La, and Nd upon

reductive extraction at the LiCl-NaCl|Cd-Li interface at 863 K with
concerned apparent equilibrium constants Ky ,,, [9 by permission].

Element log KM,app Separation factor
Np 10.73 19.5
Y 8.04 0.04
La 9.00 0.37
Ce 9.44 1.00
Nd 9.57 1.34

3-3-3 LiCl-NaCl|Cd-Li 5% & [Al{EEE T ® LiCl-KCl| Cd-Li 52 0 ki

3R TIELICI-KC1 | Cd5% & LiCl-NaCl | Cd>% @ FEERIREE N Fe 70 > T2 d T, 1ZIER U
IR CH S %72, LiClI-KCl| Cd® ToiE T - il 2860 KfHir TH4T -7, Fig. 3-11
IRIEIEERRE O RICEIT 2 (Du, DWT —% il 7 ey hTHELZHOTH S, UR
NpZ &R CIHREITCHEITEN I IR <, Duk BEHRE CE o lolod, K oOxife:
BHEIIA TEHOLTH D,

ZORIZALBND X HIZ, WITNO&BREICRT DlogDublogDLil & HIZEMR (HX3)
BN R BHEAATRD S, K3-6DBURIIFIE LT o7, EVTHOBMER T,
A THO CAFM~DEATIZ DN > Dee > Dia > DyDINEIZHES | Sy BEEIRVED T FITAE D & 73
WA, LiCl-KCl| Cd& (2t ~_LiCl-NaCl| Cd:& TO Du® J5 i3 IHTFEE /N SUVME & 72 5 7=,
ZoZliF, URCNpD T 7 F ) A4 FEF ZCAMHICHIET 5 & Wy BLENS T,
LiCl-KCl|CARDEFENEFRTHDH Z LA REB LTS (7272 L., [FUIRETOET - il
B L7255,

UEofEREZRKS61DE XD E, (KMapp/(KLiapp®) D b % [A1R FE Trodg L7284,
LiCI-NaCl| CdZ D N/NI N & &R L TV D, R ONat<CK 23 iRl 7o SO (2 B
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PR 5 Z L 1EEB 212< < LiCl-KCHIf & LiCl-NaClli TMFEDIEF &R DIEVNIZ L D,
HWOMBIZ X OTEEREBENZL LTEER E LT, & 2ENTF Ao XOMEICL D
MCls2-72 EOMAID 7 =A > & OF EAEH OMBIFHIZ AL Ul mTRetER &2 ZBE T & T
b5 ABFRORE N SI1TT TN D,
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Fig. 3-11 Iy, D;,, D, and Dyy compared with I;; after various reductive
extraction conditions at LiCI-NaCl | Cd-Li (865 K) or LiCI-KC1| Cd-Li (857
K) interface [9 by permission].

D OFEREIE0.002~0.0001 DU H Y | & < IZXLio,coDIEIZ & F Y VKSR I3 HI%s
LIz W, 22T, 57 VCeZx FEAEL LT, MR CTORRNHENMEZ FIRE CHEg L7,
LiCl-NaCl%& (22 T D Table 3-4D g5 & LT, 860 KikdOLiCI-KCl| CdRIZH 1T D
CelEMED /YBAREL & KappZ Table 3-51Z/ R L7z, ZNHDENL, EHLDOEMMESRTYH
CeEED /R BUTIZIZ R T, RERMEIT RN L3005, Du OFERENR 1 G
RELFTNDHAEITIE. Xmoca (& <IZXvo,ca) S Xuaums) DIEIZ /3 HTRAFE 2 A Te )
DD,

U bofgagEns, R COE - fitick T oeE@iE (D & biEmEmficsk
L7z H4EAE) o A BdEeIT e LT, i Nat, K OFETIE & A SR L 20 Lk
L7,

Table 3-5 The separation factors (Ce basis) for Nd, Y, La and Nd upon

reductive extraction at the LiCl-KCl|Cd-Li interface at 853 K with
concerned apparent equilibrium constants Ky, [9 by permission].

Element log KM, app Separation factor
Y 9.10 0.02
La 10.45 0.43
Ce 10.87 1.00
Nd 10.90 1.07
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BT, AWFFETRD b7z Ce L ED FRHMREZHEFL L, PO A I T 2 M
] & Table 3-6(Z kb8 L7z, Z @ 9 H59LiCI-41KClEMCIsDIAERE & L7=TT3 K OF — X 1%,
KREFR OB & OWAE[6]1 T, AR THIME L b Tt (2 3rmkle]i,
Z DS D D FE R SCE FN T ), 70, ZonRIARMEIREE < oW 5 [5]
HLIT3KICBIT D 6 DT, — 1 23LiCl-10NaCl-32CaCle—35BaCle% ., )57 13 LiCl1-KCl—
ZmaxNaCl —5maxCaCle—bmaxBaCles e TH 5 (Wt ZfEH L THE SN TV D720, FHEM T
THIRE LA XBI L) o

ZORND, WEE | CA-LioRM AR ICE T 58 BMOET « i Tix, CelkAeTH|
Wi 2mE 0 CA~DIMHRIMESMOFEIE CRIBTe AR E S 4L, EEIEILACIRE O
WEIHFVZTRVWbDLEEILND,

Table 3-6 Comparison of experimentally determined separation factors (Ce
basis) for AN and RE elements at various molten salts | Cd—Li interface.

59LiCI41KCI 71LiCl- 23LiCl-10NaCl LiCl-KCl—NaCl
29NaCl —32CaCl,—35BaCl, —CaCl,—BaCl,
Temp. 724K 77[2]K 857 K 863 K 77[2]K 77[§]K
U 49 49 45 48
Np 22 26 20 21
Pu 26 24 36
Am 45 15 17
Cm 13 21
Y 0.01 0.02 0.04
La 0.41 0.37 0.43 0.37
Ce 1 1 1 1 1 1
Nd 1.09 1.07 1.34 1.15 1.45

3-4 F 1w EE | Cd-Li A& CToET - M k5 AN & RE O4rHf
TR | R Cd—Li i Co&E e « #hiICBo 2 &R OBIRMEZRET L. LU T DR
=

(1) ERMEAE T OB OB LR 4B MAILMS) & Cd FHF & Tk Y F 7 A Li(0,Cd) & 23
S CHE L, 2D TR T O LR ITTREIC KT 5 E 15 T S RIRFIS AR O LD, HE
WEMNPELSERERBM THHI1TE. (auanms/avo,co) DIEELIT/NE <. M(,Cd) &
LT Cd i~ Bl SN HEIG R %< D, LeNoT, WigiERT7 7 F /A4 R
Cd i~ U, el B 720y T3 & VA RN S 7 0 BE S R BRI FTRE T D

(2) M @ — A5 EC L T & D (Xmarmms) Xao,ca) D E VA RELIE, FEAHEA R X 7 XH BT R LF
—BIOWNEBRBOBNFET— 2% b Lz, FETTHTE 5,

(3) VAR AE 2+ % NaCl & KCl o, 72385t - fiHIREZOE W, M o 4
SEICIZEE A E B E 52 2o T, LEER-T, 775 74 REmHHEO%E M
Btk 2 NaCl (BLOHERICH =700 U HHEY S &) 1%, LiCI-KCl
LA VDR - IV T, @RSHEERRAIR T SEL Z L3R Ll sh
Do
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3-5 1EJC - i X2 & @ HEEdiT & L CoiE

FEFHOPTH & ITHBNER B OIE, CdHA~OBITNR 0 WITT D70, BkD
BRESAE T, BB - I TT 7 F /A REFmEHEERDICHBETE 2\, LEEn
ST, &It - HOZB{E R AR R TH Y | HBESBHREEZ Wz Ialb—va T
BETmv 205 AHE LERETNRNS 5, £72. @B L ISk 28I 508,
LiCl-KCl|Bi-Li A C 6 El#fEA4# 0 i L, AN/RE = 2/1 £ THfEL7=#E b H 58],

A B B AR AT BIERE & B OV ER 2 IR T & D oI, VARG & Cd o TR A [ TR &
HLEETHY, FHOFBEKE CTHRENIIEED 5TV 5([14-15], KGRLDOH 5 =T
IEIRAAROE) & D Bl E L0 RS, 22 TR, Mk oET -
HHEE ORI LA TH S,
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Fig. 4-1 A series of material handling for U and Pu; () preparation of
metallic U and Pu from their oxides, (i) electrorefining of metals, and (iii)
distillative purification of recovered metals. Data taken from [5].
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Fig. 4-2 Chemical reduction of UO, and PuO, by Li metal in an LiCl molten
salt [5 by permission].

(2) TEMRE AL

Fig. 4-3 (R T EMENEELY, 7TLIFAK TOESFNICE Y Lz, ZOEET
I, EREREZAR &R Cd BEiZ Yl X 5 2 N TE, AN @REDER LI W /D DI1E
O EEBBIER CE 5, AREMIREEN 9 cm2 OFREL BRI E L, R ki
BAETICE T LEEME, Drva=T8/xy v F B/l Lz, £z, #1713
=0 LD DIFICANTHRE Cd RO A RN EME E AL, 8.6 cm2 Th -7, Cd Kl L~
OEMZBIET 5720, Cd 23 (B0 rpm) Lz, & 512, BEEH Lz U RS Pu fiof
FERBEARE T TR < 72 D D&M T 5720, i s 2I1F % [Bl#E(100 rpm) S H72,

Ag|[AgCl, CI-] (59LiCl-41KCl #5512 1 wt% D AgCl & % 7= = Je R+ o ClH)
O R RN 2 VS R B AR RN L. AR Ok - 2R & Ag & OBMAEZHIE LTz, U
T RTEMBENIT, TXCTIOSREMELEL LI-LOTHD,

77



4T MENEERRE ORI E AR

Anode assembly  Cd cathode assembly Solid cathode assembly

Motor Motor

Heat insulator

//// l

(
[

Heat insulator

Stirrer

[

Cd crucible (AIN) Ty Solid cathode (Fe)
ikl

Reduced metal

Salt Catch pan

Large crucible —

Fig. 4-3 Electrorefining equipments with exchangeable solid Fe and liquid
Cd two cathodes [5 by permission].

(3) ZRHAKEHRLEE

FEEUF LB 36 1T H 7R 45 E & L Cid, FERINE— BB O T R A 57— L 44#[9-10]
&L BEIME— TEREIR O L7 2 7 — VEEE 1T CICRET ST b, RER T
300 g AHEFDOKG LT 5 &6, HIE DO FEME— EEEIN AT L7,

Fig. 4-4 \T/R LT X910, ZARREEEE 2 RGN v b Uic, 3 OIMBEILH
wHA (10 kW, 9.8 kHz) T, 1870 K £ TOHRBENEZ L L0 &l Lz, T —wH
KD T IR & il 2 L faf/e /o, MBATHE A NV EHEH LI, FEaA 1
ORI @ FERIEE CTH 778 KLU FICHER S, BB o Bz utebEcxi-6], =
DIEEOARMITOFERE, QUBMEHT. 3 L OIS & i 2 o7 <HEREE O = > T
RED, OTIHEBATHY (FARSKERME EATHY) &R Cd RN ) 2 W 521F
IZAIL, FHEIBADRI G & 72 5 BER T AT, @ TR LA L CE 7R Cd & ki S &
Harvrohl EfEmaERRT HESOa L7 X —%FE LT, iR, 27 oY IE
b BEOa v 2 —HORELY, e KEGESH Tl L=,
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Thermocouple K of condenser
To vacuum pump

!

Condenser

Nozzle jﬁ?jLL

Thermocouple R of crucible

Induction coil\\\\\ <\%\% || Crucible
O

“L\/J - | Heat crucible

s

To vacuum pump

f Collector

+— Thermocouple K of nozzle

Vacuum vessel

—Alumina vessel

00000

Fig. 4-4 Distillative purification system [5 by permission].

4-3-3  FEERFIADFEH
V) 77574 R&EoRi
Fig. 4-2 2R L7 X512, 10~20 g ® UO2X° PuO2 Z AiL7=/NW 521F%, KW 5D
IEND 150 g OFRELLIC1 FIZ LTz, DX Li4E% LiCl H1IZ AT 10~30 FEfH X
i SHTZ, Li &L AN bR E0OETCICET 58D 110 % & L7z, UO:2 & PuO2? Li
BRI IS EDFUSHATRIB TE 5,
UO2 + 4Li = U + 2Li20 (4-1)
PuOs + 4Li = Pu + 2Li20 (4-2)
FOGHT O L& TV 7L ARLE LR Z2ER&THZLICE-T, K
JETEATE 2 RFICE =2 — Lo, WEAMETICIT LicO & Li &AM L Wbz, £
TLIBBEKEDKIGTHAELIEKZBIAZTA 2Ly NCERE L, £/, ZOKHE
D OH-A A R ERIE CHAIEE L7z, 1mol @ Li4E5 0.5mol @ He & 1
mol ® OH-7, %72 0.5 mol ® Liz0 7>5 1 mol ® OH-MARKT %D T, [Hs, OH1D%y
W7 —2 oY 7 v iR TO LieO OWE &5 Lz,
PR P C Li20 230 L 72 < 72 o T R U CRUSHE T &l L, /D DIE A VR 5 51
S D
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(2) EfRRER

59LiCl-41KCl HAAHEIZH 1 wt%? UCls 21 2 7= =i -RIARER 1 kg 2. ERERERO
BRI T2, AN &8 OFHEL ) & BRI 2 5 FZER O A1 % Table 4-1 12 L Tz,
UEd-1 7>5 UEd-4 (3 UO: @ LiiEh b U & B0 EMER(T73 KN Th D, Fig. 43 1R
U 7= [ RSk & AR P IS RE L. Bl S bisH L7z U MA EXULERICE T - A7
SH7e, TADO—EBRCTEM LI, BB L BROWMEMEMEZ L L L)
LT 56, 50 mA F TRA IZERZ D S,

PEd-1 X PuOs X5 & L7 b DT HB—EMEOEM CTlI Puz G S5 & FRIFFIC,
TaA7 U Fi % FERERZAR_EIZS8RPICENT L7z, UK 0.05 wt%, Pu fif) 0.8 wt% CA ¥
— b 2E BB OBEMTIE, PuOBIREN 2 FtT 5 L RIS, B0 X kiR Cd ki
WIZPuz (—#D U &L biT) ITET - IWAE LTz, BBIEN-1.3 V T 500 mA OEMS
e B BEMREN 0.7 V T 50 mA £ TIRA IZHEZ TIF 223 5, S CH AT - 72,

Table 4-1 Consecutive experiments from AN oxides to AN metals. Data
taken from [12].

Required amount of

Run Starting oxide Theoretical amount of metal electricity (kC)
UEd-1 UO0,, 10.3 g U,91¢g 14.7
UEd-2 UO0,, 10.3 g U,91¢g 10.5
UEd-3 UO,, 100 g U,89¢g 12.4
UEd-4 UO0,, 104 g U, 74g* 11.8
UEd-5 UO0,, 20.7 g U,183¢g —
PEd-1 PuO,, 184 g Pu, 162 g 10.3

*: removed partially for analysis

(3) ZAKEH

[ AR ER IR - O W 2 BRI L, RO W 22021 L=, Fig. 4412 L
LT, Z0H 0 F RO BANICENT, #EE - aL s ¥ — . ar7F oY EIE
WZHEA BT, 2BV, Fv o 3—N% 1 kPa LUF £ CTRUE L7z, JBEIRAE 2 R
L2236, 5% 1273 K £ CHIR L, 2% L7285 - BN L7, Ba L7 U R
X7 v K74 MEEDT=O, NEIZEE é:hf:tﬁw%fa“éf:&)\ 1673 K (F£721% 1573 K)
ETHIRL, 30 RFFL THLREIR L7z, W 521F, #fEE, 273, BXO=av
7 B —OHREEIR TORBEAND, fHEEE ‘?Tiﬁﬂﬁ%ﬁﬁ i%:jwmo

—J7. BRI AIN 2 1ENICIL O 72 Cd Fafiix, RRRIE TR A W 2013128
L7z, U OEET L E RO FIETIT- 7=,

44 FRBIOBR 77 F /A FMeROEBEMRKIES X OZREHEIY

4-4-1 LiCl-KCl &t o T O E AR 8
(1) U oEfMmpER
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UEd-2 OEMRFERAIZI T 2 HREN & RIREN ORI 2 Fig. 4-5 TR L7z, 2k
AL A BT —1.54~-1.39 VOFIIAIZ &H - 72, Z DR TUCLIRAED 1 wt%
DL x, U|USEEEAMITA-1.4 V ElE STV A[18]Z &b, gkfats -k UTID
5 UO)A~OBETLHEITLTWD LT Tx 5, —F, BMRENIT-1.4~-0.8 V E TLH)
LCW5, REBRTIX, B W 221F% 188 A7 L AHBOIFECTHEE L TEY |
AT v VAL EMRICEEMN T D, U OF(LIEMNKNEEL 720 | BREMN LHT2
RITIE, BROBALIBEMEN AT T H28EZNDRH D=0, BREN1-0.8 V £ TLA LR
RCHREBMERZ /NS Lz (Fig. 45 EX), S 51T, Bith 4 Ref LA CIIBEMREN A3
ETFLTWER, ZnbI3EME R HE Lc 2 SICERT 5, BbiEfE L= UdID
MR EITICE EED W 22 FNOERE CTEOREARNPRKEL 2o TNDHEBE
NhdHo7-, =T, BMEMNN-0.8 V £ TEA LR R TEMZ R L, RS DIE%
[ElHR S W70 28 & B RBA IR EEAL Y U | U O ENFEETH E5D %[> Th b, BEif
EHEH L7, 20X ICBBEMOEERRKEVOIX, VFULETTHW-W 5201F%
ZTOEEGRE L TNDTEDIZW D 21FN & EBMROWE LRI U OREARNAET D Z &
RFFHIAENTZ Li20 P HDOEHRICLY —H U Okic L2 b0 L HEE SN, Btk U O
VI ET T - FI SN2 E I CE 52 E TICE LICAO@EEBX &L, 10.5kC
ThHol,

U DIt - BEARHT H UG XRA D K 5 12k E D,

Anode : U(0,U) = UUII,MS) + 3e- (4-3A)

Cathode : U(III,MS) + 3e- = U(0,Fe) (4-30)
ZDE O 3EFRISEARICEMGEHROGIHREER]EN OB L~ U BN EZ G
T %L, UEd-2 TIL8.63¢g &7 5, fthod Run THIZIFRBKICEMEM AT 72,

UEd-2
Current -

1.0
0.8
0.6
0.4
0.2

0.0 L 1 L 1 L 1 L 1 L 1 L 1
-0.6 |

Current / A
T T T
1 1

1
o
=)

Cathode .
6 8 10 12

Electrolysis time / h

Fig. 4-5 Anode and cathode potentials during controlled-current

electrorefining in an LiCl-KCl molten salt at 773 K (UEd-2).

[
LA A
o o » MO

Potential (vs. Ag/AgCl) / V
)
N
1N
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Fig. 4-6 (TR L=k oz, gkt bicE o UEImET s 74 MRT, REaH
DM NIAE LT e, Table 4-2 12" 3 K 512, B2 LIS LIcBEOE &1L, ERE
K[RENLHEIND UNHEEZ RV ERlo7-, 22 C, BRI HERRELEZODL (F8
R ORI 4-4-2 (238~ 2) | U 21T ot &2~ SRR 2 UTIDREOE
TR DERNRERE LTz,

ZORER, BMAIG 4-3C OEFTDRITHRIETE 68 % RSN TERY, FEo TR
WRRIETHR TED LI h o7, Fio, A U R LIZTRE&OEMEREFRMRIC
(175 L QW e, (8 8% U oz T 5720121k, 5T 2 Uk FREOEERICER
TOMENRD D, AWIEOEBMEIT T, BRI L UIXTXTT > F74 MBI
Tholh, BREHETO UREZREREBELIKS T21ZE, 2OV A XFKEL
22 HEMDERO bz, U MRk T 2128, ZONHA~OEMEROEZ AL b
YR oz,

Table 4-2 Summary of electrorefining experiments for U and Pu. Data taken
from [12].

Theoretical deposit Found deposit Cathode current Adhered salt on

Run (@)* Cathode mass gain (g) (€3] efficiency (%) cathode (mass %)
UEd-1 12.1 15.5 8.6 71 45
UEd-2 8.6 16.6 7.1 83 57
UEd-3 10.2 17.7 6.9 68 61
UEd-4 9.7 20.9 9.1 94 56
PEd-1 8.5 11.7 6.5 76 -

* based on total amount of electrorefining charge

Fig. 4-6 A photograph of the obtained deposits on cylindrical iron cathode in
UEd-1. Data taken from [12].

82



4T MENEERRE ORI E AR

(2) Pu DEMREHR

PEd-1 OEMAEH DI T 2 G EN & RImEMN O 2% Fig. 4-7T10R Lz, @R
Pu [ENYRTOMERE & LT AR I8 & Pu(lIDAE A 45 (K 0.8 wt%) 32 & [FRFIC

2 A(E LTz UMD 2 ki BI2E T - i S TBRE L7z, BAsA 649 15 min %12

@@ﬁide@W®$ﬁi%@%w@@f—4%~428V@ﬁ.’%okolhﬁ
Pu(ID 7> 5 Pu(0)~DE LB & STV 5-1.35 V[13Jizir < . Pu(0)4® Cd HiZiR AL T
WA LMz, — . BBRENMO EHICH L TE, U OFBMEERIOEE & RIEOERR
I A AT o T2 B FRIREA—0.7 V IZRIZE U728 C, BRERZ BREICEREZ /NS
< L7z, £z 7~9 Wit ik, BRENI—0.7 V BIFERE A CHEAR TP - il 2 DI [El#E, —1.30
V GRS CREMAR, OBRIEAMRY IR LTz, BT T £ TCOMyEREIT, 10.3kC
Thole, ZOGH., BRFEHOBGHR, BRKSIZENENLLTO X I ICERE D,

Anode : Pu(0,Pu) = Pu(III,MS) + 3e- (4-4A)

Cathode : Pu or U(III,MS) + 3e- = Pu or U(0,Cd) (4-40)

FEoEE R ) Eﬁ%éi’bé/\ﬁ Pu (< —#8 U 236EFE) OR2MREINEIL 8.5 g FETH
D03, EMAGRATE ORBE BN Z OE A2 720 BRIV | 5 LIcEREREZREL

oW & B EAE R il;’%ﬁf“i@ofzo

06 T T T T T T T T T T

PEd-1

04+ .
Current

Current / A

02 .

0.0 S e
-06
-08
-10}
1.2
-14]
L Cathode -

| |
— -
oo o

2 4 6 8 10 12
Electrolysis time / h

Fig. 4-7 Anode and cathode potentials during controlled-current

electrorefining in an LiCl-KCl molten salt at 773 K (PEd-1).

Potential (vs. Ag/AgCl)/ V

o

ARG AL I - Bk L7 Cd @it = N BEE% | Fig. 4-8 12/~ L7z, AIN @R
DIENEE S DICEL THRD L, TV RT74 NMROFTHDITRD b, BEILT
A L7 PuR UL CAHFIZABIELTWND EE X BILD, 20 Cd 2imea & EHEE—
YT Y 7 U REEE TR  ICP-AES 0#r CE&E L=, Cd 54H @ U RE X 0.8 wt%.
IM%EiGJM%T\WPw%iQBk&OKO*ﬁ\%%mﬁ@mmwéﬁmio%3
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A HESRRE OB & 2R R

(= 0.05 Wwt%/0.8 wt%) T > 7D T, Cd [N ~DEILIZER L T UAID DOEZeED G080 &5
N2, &REFOHrOEE m % T PulIDiz x4 2 UAID o3& IR A5 T aly M &

Foo= Myo,cay /mU(IH,MS)
U/Pu

(4-5)

Pu0.cd)  Mpuaiims)

D EHICRKLTIILX, 2D PEA-1 Tix 2.1 £72%, $A{ld LiICI-KC1 | Cd RiZkiF5 U &
Pu mﬁ%ﬂﬁﬂﬁf% ATV 1.9~2.4 OERHESN TS5, 2L 51, Pu
£V &7 U MMBSEAIC Cd Rt CEx Sz Ll s s,

PEd-1 # T#. Cd 2 Iz - INE S =& REOE &L, Table 42 DX 5265 g
Thole (CdAERHERCMHBERDREICONTIE 4-4-2 12T 5), ZDRH(88 %)
Pu ThH2HDOT, PuBtrOoEMDFELEMEROGHERENOME TS L, 75 %fEET
otz ZOMEIZUEd-1 225 UEd-4 TRE -7 UBNOERDE (68~94 %) & FIFEE

T, EERICEHTRER UL L S D,

Fe cathode lead/impeller

AIN cathode crucible

Electrolytes in cathode crucible

Adhered outer electrolytes

Fig. 4-8 A photograph of the pulled-up Cd cathode unit in PEd-1 after
cooling . Data taken from [12].

4-4-2 [t e R O R
(1) SpEiR Lo e R U oz H R

UEd-1 75 UEd-4 OEMER%E  SEM DR E & ot &2 788 L=, £7-. UEd-5
TUO 4 Li TERILLIEZOBLDO W 5200F %, TOF EARFEEICE NV,

Fig. 4-9 |ZHRE 2 DITWE, 7 ZAVIRE, WEEORRE(LO—pflzR LTz, ZZTO
51T UEd-4 OB TH D, ERDO L HIZ, BIRHZRPERTHET % 1 kPa BLTFICHERF L
7o PERATH OEEIT, 5 OIFIRE 1250 K (35T / x;wmﬁ?@/%iﬁybxt_oto h
1% LiC1-KCI $: 55 OFERIEE (ZIT N T, B DIE N Z OURFEIZE U 7= R CIamhiE sy
FERPIEE - T= LW S D, & U Ol 1405 K [16] X 0 @y 1673 K IZERFEL, U L
% bR ST,

ZDIE)>, UEd-1~UEd-3, UEd-5 OZ&R TH ., (ZIX[FE CRE CHEAER L, U % 1573
~1673 K TitfE =¥ 7-,
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UEd-4

1800 | : . : . : . : .
1600 [
1400 |
1200 |-
1000 |

Crucible
800 |
600 |
400

Temperature / K Distillation press. / kPa

0 ' 1 ' 2 ' 3 ' 4
Distillation time / h

Fig. 4-9 Distillative purification of the cathode deposits in UEd-4;
temperature at the evaporation crucible, temperature at the nozzle, and the

regulated chamber pressure by intermittent evacuation. Data taken from
[12].

REFERS O D OIEDOEHE % Fig. 4-10 IR L1z, 521F% U Ol 1405 K LI %
THIBLZIZH D5, @i L TSR RO LN, E<ICUEd4 D521ET
X, EEBAR OROEBTEDODRL TV, ZORKE LTiE, UO2 DEAIZ X 5 Ehfi
RED EANEDILS, U-UO2 st ROHMKI[ITIZ KX, U022 0.02 mol%iE AT % &
LIRS 1X 2073 K £ T, 2 mol% DAL 2673 K £ TEL 725, L7eh-> T, 0.01 mol%
BRETH-TH, k| dOIFIRE 1673 K TIE@hfifE L2 WaleEMERNH 5,

UEd-1 (1673K) UEd-2 (1573K) UEd-3 1673K)  UEd-4 (1673K)

Fig. 4-10 The appearance of an evaporation W crucible after distillative
purification in UEd-1, 2, 3 and 4. [12 by permission].

UO2iB ADFERZLLTF O X D IZHEGwm L7z, UOe & HFEM & T 5 —HOARER TIL, LiiE
TECHE L7 U203 5 2 & SEAFRIGIRICHW ., 207, Fig. 4-11 1278
F K 212, LiEcRr O RIA R LieO 23t Bl U, BRSO EMIREIZEMT 5, 2
® Li20 NEMAFGEIA T T O L 720 | UO DA A & b7 5 UIID D Rk

4UCl;s + 6Li20 — U + 3UOz + 12 LiCl (4-6)
ZARME LT WREMED B 5
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TR TIX, BMEMOBIIERZER L ICEHT L2 L2 AT T,
UEd-1 7»5 UEd-4 ~EAEH- A2 M 2 /- ONS . BRI I L0 23R HiA £, U0z D
BTN T 2 LR S D, Fig. 410 O FEETHAIO & OIF ERfE L 7o\ & BRL 123 B
RO Z ik, BLEoRREFRFL 0D, LER->T, b L UMY —-U &FE—
BRI SRR 285 AL L TEZ DR HIE, LiBuhrc Ak 4 % Liz0 {5
DOFETEREL, EHIZUEROA Ty BRI ENRLEE L,

U deposit

Fig. 4-11 Proposed mechanisms of UQ, formation in the electrorefining bath.

(2)  Cd F2ARN DT H 48 Pu DR

PEd-1 OZ&REEUBFLIC B 1T 2585 % Fig. 4-12 1R LT2, ZOEAIZIE. 220FIRE
730 K T35 5/ ROVIRE D EFD A E 72, Cd Ol 1040 K & 51540 TW 5 23[16],
WIESRIET TH D720, 2D 5 OIFIRE T Cd 23S Lk 7= & fllkr Lz, 5O FIEE 1230
K o5 7 ZVIRENEE S LA, Zhid BROBGE & RERICERME Ry OfERIC
BN %5, Pudfhs 913K [16]E& U Ol 1405 K [16] L 0 £53@\ 1673 K T, %5
SIE% 30 min fRFEF L7,
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¥ 1600
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Fig. 4-12 Distillative purification of the Cd cathode in PEd-1; temperature
at the evaporation crucible, temperature at the nozzle, and the regulated
chamber pressure by intermittent evacuation. Data taken from [12].

Fig. 4-13(@)D X 52, REHOFHERE L JIENHITEBE TN TEY ., &BSloEm s
WTholZ b, BIEN-E4 5.0 g X/ L L cE D, Lo,
Fig.4-13)D L 512, 1.5 g DAEN / AV THEIZHE LTz, / AVONEE THENBK
RERSTZFRE LT, FEMBACHERE 2 DIX 2 2RICHIR Li27oo, WG 40580
DHEESND, Lo T, #5210 50 HINEREOBRIL, REEREMEOK#EL
IZXoTHiflcE 5 LTINS,

(a) Evaporation crucible (b) Nozzle (bottom surface)

Fig. 4-13 The appearance of (a) evaporation crucible and (b) nozzle surface
in PEd-1, blue arrows indicate Pu—U alloy.

4-4-3 VT ULET - B - AR OER Y vt 2B T A8 BN
At DV F 7 2380 B RL RSO —H 7 0 v R BT A WEINE % Table 4-3
WCE L=, 2095 H UEd-5 DA TIE, VFULETCOLENRMZEMfENSESS, ToFF
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AWMU, U2 T, AT O 80 %L AR5 DIENIZELI SR E L
TENTE 72, AT v 7T E O UINERITERTKRD TRV, UEd-5 OREINEE
RAHE, VFTLBITAT v 7 HREERAT v 7 HIFIE 100 %D UNKREHEFTE D,
—J, BREN—ATHEHH SN EMFEUAT v 7UREO4ERE UILEL, Table 4-2 D X 5
IZ 70~95 %RIE CTH o7z, LI=n-> T, UDRAIEN 100 %27 L WERKIEL, Bbi
BIRFEAT v 7 cor A LHERPEND, &0 DITEBEMND EFNELNo722 LT,
EAERE T OHESRFORELZEO T, SHICABRORFDRLETH D, 723, UEd-4
TOBAILRL 100 %% KIBICHBZ T LE o720, U F v L@ AERYONHICE L CH
DL PV EZBRICAE L > TBERBE 2605, LLEORRNSG, U0 205
BHUSBICW-5—H7rt 2%, 80 %W UKRAINKCTEIET D LN TET,
—Ji, PuO2 5% L7z PEA-1 Tix, PuAIEEN 40 %ICHIK T Lz, ZOERD
EIERAT » 7I2H 0 . Pu ETICITEMRE T OHEMA % 59LiIC1-41KC1-UCls 7> 5
59LiC1-41KCI-UCl3-PuCls |2 T 2 LA H ¥ | Cd RSO RTEMIC BT U & FEIREk
M ElcHr it &, o PuIDiREA Bif7e, L7eai-> T, B I L7z Pu(IDoO4
S Cd BRMRNITINA STz TiZew, miEMfs 2 RV icEREN— A CHIN S8
fRAE R A T~ 7 LB D48 Pu IR (X, Table 4-2 D X 912 75 %IEETH 7=, ZDOFIK &
LT, EMRRSE T OHESM LTI, B Cd &84 BET 2o 2036 5,

Table 4-3 Material balance in Integrated experiment of reduced UO, and PuO,.
Data taken from [12].

Run Starting oxide Metal, initial* Metal, after Metal recovery
(@ (g) distillation (g) in whole process (%)
UEd-1 UO0,, 10.3 U, 9.1 U, 8.6 95
UEd-2 UO0,, 10.3 U, 9.1 U, 7.1 78
UEd-3 UO0,, 10.0 U, 8.9 U, 6.9 78
UEd-4 UO0,, 10.4 U, 7.4%* U, 9.1 123
UEd-5%** UO0,, 20.7 U, 18.3 U, 19.5 106
PEd-1 PuO,, 18.4 Pu, 16.2 Pu, 6.5 40

* calcd. based on complete reduction
** partially removed for analysis
chemically reduced products were distilled directly

Cd &z B OB AIN 522X 688 HO WHE L 01ZICB LR, 280K
BIWNEET, Fig. 4-14 D X 912 AIN 50 F B0 — 50 EE Uiz, F7- ki & Tl
HOHN, SEOBEMY — RIEFEHPROZREIC L AN Lz, EREEEMm, AIN [k
501E, EHIZEMRY — R226 Pu OEIRZ HILX, PuGIEEO M L2 HIFF T 575,
BURCIINEECTH 5, E7-AMZETIZ, PuCls O ATANEE 272, UCls # & B LB £k
etz M LT PuOEME ARG L2, ZORICHHBORMAK > TWD, BLED
FERND, PuO P OREH Pu @RIV B 7 ntv 2%, FEHLULIZITELRY Pu
BENETIEDH L, EiET 52 LN TET,

*kk
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(a) After electrorefining (b) After transportation

Fig. 4-14 The appearance of AIN cathode crucible before and after Cd alloy
transportation to an evaporation crucible.

45 FL:TIF A NeROBEMER LOREER
EREREIOFLEEZ FHNE LT, T2 F /4 NEROEBMEH L RBREMoOMER 7

nAbERF LI, 77 F /A4 FeRbBIew» O - ¥lE Lz, 77 F /AR

it DY) F U LB EMREN KB RO Z#g 7 a A TOERL o7, Len

S TARETHIZLUTOMMIL, BACHEIREI ORI HE T TE 2 RN & 5,

(1) VF U LB EMRERSARERMOEG 7 12 2280 U0 PuO: b4 E U X
PuZz[Eli C& 52 L2 FHiETE L, AERICB T 58 BOBRAINRIT. UICKH LT 75 %
PLE, Pullx} LT 40 %fEfETH - 7=,

(2) BB OFREDEN 100 %IZEE L WERIE, BB AT vy 7 TorAEEZ L, B
1 C DS RTRR & IREEFERER ) DEEMm L (U 054) . Cd BN (Pu O5E) ~
DIFERFI & 2 G T, BRI EMRERTE T OHEREEZ RETLERSH D, 2B
Pu OHEITIE, EBR EOHE T A& EURSKEEAR LICE S SEiciod, 4 EITK
WL Ipoloid, BRI ORMLEEZ VB L U7 W E R ERR Tk, BERAT v~
DBEDO&BIE E LT 75 NFEENHFTE 5,

(3) MG U I8 LI BMER 2 bR AT 52 L C, ZAEER U 2571208, Thz
S TA Ty FETH2LIT—HRETH 72, TDORKIEL UO2 DRAIZED
A S HEE ST,

(4) EfRER%Z D Cd-Pu-U [BiE &4 AR RHER 2 SIZICE TR Tr A4 L,
SEEOMEND D,

AREIZET 2
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Fig. 5-1 A flow-diagram of pyrometallurgical reprocessing [4 by permission].
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wt% DfF ARG 30 kg (18 L) & BRI~ 1 h C&EWsE T 5121k, ¥k 0.3 L min-!
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ek, BHAZERNA~OREZRZRICBEEEE SN TWH EEEITRE 3 m THhoHD,
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Table 5-1 Required flow-rate of liquid Cd and molten LiCl-KCl in a proposed
pyrometallurgical reprocessing plant.

Output Input Fluid Capacity Transport time Flow-rate

(L) (min) (L*min?)
Electrorefining  Reductive extration Salt 67 (each 6 day) 60 1.1
Back extration Electrorefing Salt 67(each 6 day) 60 1.1
Electrorefining Distillation Cd-AN alloy 35 60 0.6
Distillation Electrorefining Cd 35 60 0.6
Distillation Electrorefining Salt 18 60 0.3
Reductive extration Salt/Cd 67 1140 0.06
Adsorption on zeolite Salt 56 1440 0.04
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BEEERIOW S| Ry 7, BHEREROEOR Y, BIXOED FREORAD 3 252 ER
L7,

Table 5-2 Comparison of various pumps for high-temperature liquids [4 by

permission].
Pump types Fluid Flow-rate a Max head or
riving pressure
. Liquid Cd - <130 cm*
Suction "
Indirect driving Molten salt — <650 cm
Electromagenetic Liquid Na (3] <227 L-min! 1.7 MPa
5 Molten salt unapplicable unapplicable
. Liquid Cd _ _
Centrifugal
: . Molten salt [2] 4.0-5.5 L*min"! 150 cm
Direct driving —
. Liquid Cd — _
Reciprocal
Molten salt [5] 2—14 L-min! 0.02—0.07 MPa

*Maximum head based on the density of liquid.
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Fig. 5-2 An electrorefining—distillative purification—RE removement plant
for the pyrometallurgical reprocessing of spent metal fuels (engineering
scale). Data taken from [8].
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Fig. 5-3 A big-scaled Ar glove box [7 by permissionl.
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Fig. 5-4 Two types of gravitational downstream experiments for molten salts.
Data taken from [7].
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Table 5-3 Gravitational downstream experiments for molten LiCl-KCl by
means of apparatus LG-G or LG-O.

Supplied

Run Liquid VO%E;ne Temp(;}{r)ature Fin(:"}(;tnal)tion Valv(i Sfﬁ)ning
LG-GO Water 4.6 282 — 2.5
LG-G1 LiCI-KCl1 4.1 758 — 2.5
LG-G2 LiCI-KCl1 4.1 758 — 25
LG-01 LiCl-KCl 5.4 761 2500 1
LG-02 LiCl-KCl 5.5 761 2500 1
LG-03 LiCl-KC1 5.2 763 2500 2
LG-04 LiCl-KCl 5.2 763 2500 4
LG-05 LiCl-KC1 5.3 763 2500 6
LG-06 LiCl-KC1 5.6 763 2500 6
LG-07 LiCl-KC1 5.5 759 2500 8
LG-08 LiCl-KC1 5.7 760 2500 10
LG-09 LiCl-KC1 5.5 759 2500 12

LG-010 LiCI-KCl 5.7 761 2500 14
LG-011 LiCI-KCl 5.6 689 0 6
LG-012 LiCI-KCl 6.0 709 0 6
LG-013 LiCI-KCl 5.7 768 0 6
LG-014 LiCl-KCl1 6.5 818 0 6
LG-015 LiCl-KCl 5.1 665 2500 1
LG-016 LiCl-KCl 5.1 714 2500 1
LG-017 LiCI-KCl 5.4 761 2500 1
LG-018 LiCl-KCl 5.5 814 2500 1

5—4-1-2 FEREBLE  EREOE D) TR & it

(1) FIROK & ERERIE O T R

Fig. 5-5 1265 K 91T, 758 K DIAEREITEAE N OWKRTH 5, HiE LG-G I
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7o, KOPEEIEEL CAZHE N LB RA RS L TROTEBDOTH DM, LT O
EALENE Fadl 0 @V, BRI 10 s £ TIX L 7@K O —F Lo 2Bl
LTV, 4.1 L OFERESE I T 258 73 2 £ CORMIZ, [A—5MF T D LG-G1 & LG-G2
TWTNHK100s ThHoTo, F72, T OWRE L IXXFRFOEIEEZ H2 282 K DK (#
) 4.6 Lb, $100 s T TE25%E T LIZ(LG-GO), ZZ COEBRKELZ2D L, 758 K
DR & 282 K o/KiZBBenAEFRmEf it b oL id s, —J7, WREOER
BN IR S D R TP R, BB DIRALITIR T 2 £ TORBRHZ & & IR
EFAIZIRE L2 b O T (ZOERORER T, % FERE OGN E SRS FHEgECH -
7). Tay MELARIEE DN TN D,
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Fig. 5-5 A picture of the molten LiCl-KCl stream from the tube end at 758 K
(red arrow indicates the tube end).
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Fig. 5-6 Changes in the flow rate during gravitational downstream in the
apparatus LG-G.
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Table 5-4 Characteristics of gravitational downstream of molten LiCl-KCl
and water in the apparatus LG-G and the related liquid properties.

59LiC1-41KCl salt [10] Water [11]

Temperature / K 758 282
Melting point / K 625 273
Density, p/ g*cm™ 1.6 1.0
Viscosity, u#/ mPa-s 2.4% 1.4
Kinematic viscosity, (/) / 106 m2+s-! 1.5 1.4
Mean velocity, v/ m*s! 0.7 0.6
Reynolds number (Re) / dimensionless 4500 4600
Experimental pressure loss coefficient (& / — 25 30
Friction coefficient of straight pipe (1) 0.04
L.OSS f:oefficient of straight pipe (& / 41
dimensionless )
Loss coefficient of bend 0=45 0.3
(&) / dimensionless 0=90° 0.5

0=180" 0.6
Loss coefficient of valve (&) / dimensionless 17
Total loss coefficient (&) / dimensionless 22

*Extrapolated from literature data at 890—1070K [10] by assuming Arrhenius eq.

K & VRRE DA FEBRRE BT D% Table 5-4 |2k L=, & 2T, 758 KB
DR ORSEE ik, 890~1070 K MO SCikfE[1012 7 L= 272y F L TOMR LT, ¥&
Rl IKDOLTEZ DL, BEPT 1.6, MiELT 1T THD, LIzho THE HBEOHIC
BT DERE L, AR T 1.5x106 m2+s1, /KT 1.4x106m2-s1 LT E A EE L,

F -4 LG-G TOWRGICRT 5 LA 7 VR $a R 5-1 TEET S &, IRl T 4500,
KT 4600 L7220 WTFNBRA LA VXTI 2 SIS H 2 &l S
77

22T, RED B DIRE AN £ COMERR (KR % ., mOMEELY g &7
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JEREMETARIC R U CORAHE v ICH Y 5B = kL X —% 5.2 2356, KSR O R
i & L COmRITOBIENRIME G 1T 520 Lo 1chEx 6N 5(9],

hy :gTv—z (5-2)
2g
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Fig. 5-7 Decreasing mean velocity and fluid head during gravitaional

downstream in the apparatus LG-G.
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VT B X DR v OB b & Fig. 58 TR Lz, ZOEWFHE vIZ XU ZE F Lz
BRI OEEIZH LO&, TR 5~90 %HOFMERHNAOHRE L, ZORNLLNS
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Fig. 5-8 Changes in the mean velocity of molten LiCl-KCl with valve
opening in the apparatus LG-O [7 by permission].
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(3)  VERMIE DY ~ DR D 58

FVTEHEED 6 B E 721X 1 A CT—EORME T CERRA SN, R EAFHE v DR
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Fig. 5-9 Changes in the mean velocity of molten LiCl1-KCl with temperature
in the apparatus LG-O; broken lines were calculated hydrodynamically.
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(1) FEBREEE

AR 72 K D LiCI-KCl ARl GRAXIA 1) ok % | —fH o F25 4 LC-0,
LC-B & HW TR L7z, Fig. 5-10 EMOE LC-0 Tid, EA 2 iz~
F72<, KEE 104em GREAD - HOMOBE S 96em) T—ETHDH, 7-%E LC-B
TR — A VLT EEIC K > THRKE & 101, 124, 148 cm 2 60 = JiKICEE TX 5,
IS CHEEOEE I LRSS (L Uang RaT v 748 MAE-V, [Bl#2PR 50 mm,
AL 1800~3000 rpm) “PHEHEEE (NEAE 10.1 mm, K O 2 2130
D IR 7 (NIERR 345 mm, £ S 320 mm, A& 25 L), [AILZ > 7 (NEFE 255 mm,
RE 516 mm, A& 25 L), FL—r% (WEE 10.1 mm, AKFEESOMRA 29) b F—
B TH 5, 3 LC-B TIE_ o — X2 — /L 3L T (Swagelok #H6U SS-8UW) % V-0, V-1,
V-2, V-3, V-D & 5 f&ANCE Lz, KR CTIEEK LS, 3 _XTOX 7 L EVE ITHE
MCHRIERL, v~ 71kt —%T673~873 KIZIREHIMHE L7, fifsx 7 Ly v 7 NIZ
(IR RN A R L7z,
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(b) LC-B with exchangeable three paths having different
maximum heads
Fig. 5-10 Two types of transport experiments for molten LiCl-KCl using a
centrifugal pump [7 by permission].
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FEB LC-B TlX, £/ 7 V-1, V-2, V-3 OV 1 DT 2B &, I @O
AR LTz, 27 V-0 28I L T, EOR 7% CEE S8, fikz s Lz,
a2 7 LRI Y 7 NIZEIT DT EIK @R > 7T /L sl s & 5& 0 iR
BERE L, ERETH, L7 VD ZFWTREIY 7 MO te &2 v 7 ~ERlEZ b
E LTz, —HEOEFEFROFERZ Table 5-5 IZF &7z,

Table 5-5 Transport experiments for molten LiCl-KCl using the centrifugal
pump [7 by permission].

Volume Temperature Pump rotation Max. head . .
Run Repetition times
L) (K) (rpm) (m)
LC-01 20 773 3000 0.96 3
LC-02 20 773 2700 0.96 3
LC-03 20 773 2400 0.96 3
LC-04 20 773 2100 0.96 3
LC-05 20 773 1800 0.96 3
LC-B1 10 775 3000 1.01 3
LC-B2 10 775 3000 1.24 3
LC-B3 10 775 3000 1.48 3
LC-B4 10 775 2700 1.48 3
LC-B5 10 775 2400 1.48 3
LC-B6 10 775 2100 1.48 3
LC-B7 10 748 3000 1.24 3
LC-B8 10 773 3000 1.24 3
LC-B9 10 817 3000 1.24 3

5—4-2-2 FEFEBE  mLR L I K DIERME Ol
(1) FELOR 7O EHE M

HE LC-0 I2B T 2 EORIFE(L % Fig. 5-11 128 LTz, [Rl— Ok > 7 allsE E C
3 [EF AT o T EmDOBER FIL R WHBMEZ /R LTV D, HIIORENS D72 OIE, 3.0
R THBPTEDEFRHLHEIZET D ETITH 10 057D Th b, FlimEnsrfH &
EBITWAOT LD, KX 7 NOWRNN LIZVIZ TN Y | AL TOREIME T
LHIeheBEZBND,

Fig. 5-12 (213, =LA 7 ORI X 5 PMEOENEZ /R Lz, 7NV T L A
LC-0 ®¥Aaix, Ry 7mElfimEkE 1800~3000 rpm DL TEHHi R4 2.5~8.0 L*min-!
O TIFIE) =T ICHIEIC& 72, Fhbo & b E PN LWARBERSICH D, 290718
8 CTHE 1.48 m O Z BRI L 72 LC-B O%E S A 7 HEIfSHE 2400~3000 rpm D F
i CEB i E%E 2.3~4.4 Lemin! O TIZIF Y =7 2T /-, LovL, R 7ElG
B %A 2100 rpm IZFEE L7238 LC-B6 T, ERME AR Y > 7 F Tk 35 Z & B8R
"HECH o T,
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Fig. 5-11 Changes in a flow rate of molten LiCl-KCl with time at various
rotation speed of centrifugal pump in the apparatus LC-0 [7 by permission].
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Fig. 5-12 The flow rate of molten LiClI-KCl in the apparatus LC-0 or LC-B
increasing with the rotation speed of the centrifugal pump [7 by permission].
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Q) BELR T OE R

HOR T O—EMEHREIC I T 2 BHREORRIE & LT, KGR L iiEORRE
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BRI (TT5 K) &Kk (288 K. ARG K DR CHfE 2 M IE T 2) 1Tkt 2 HRE Ahf
% Fig. 5-13 T# %2 Ltol$®5ﬁim_ﬁﬁéi WMTHY, SNILT LR TO
Rl LC-0 OFERT —% (e m v b) 1E, ZOMBOILEE FIZiE)-72,
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DOWFEBIZHE L T0.9~12m THDHZ Enbholz, TNHDEEIE - il L7723k
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Fig. 5-13 The path head—flow rate relationships for molten LiC1-KCl (775 K)
and water (288 K) in the centrifugal pump operating at 3000 rpm (the path
head for water has been converted to that for LiCI-KC)) [7 by permission].
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A& BT 5 &, ZOmibR v T lEO R EEbIT—4 % TH Y, Bk L7z E sk

DOIMEEN-38 %L lFEAERETH Tz, WERYMHEE U COBREE RN ERE XM T
+30% b EFT5Z L 2B DL MEmIIXBEIRE RIS E b7 0 WMEMEDIR T3
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Fig. 5-14 The effects of temperature on the flow rate of molten LiCI-KCl
through a 1.24 m head path by the centrifugal pump (3000 rpm) [7 by
permission)].
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TE 5D,
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RENDMPEEIC - FHEESCEA T A NRAE D T 5 TOMME L ARG H 2 IR
S5,

PURERE 50 mm D/NIE LR 7 2R U 72ROk ik, [ESERE 2 T
MEAEHLLOTDHE RUOTHRENPRR L, BWIRKGRICIIIS TE R o7,
I THWERLAR 7, AL ik & T OBEMAEEIRE 72 EOHEIE LT b,
SRR OBREE IXIREAR R & & b ERT 20 RBFEXIE Y v 2 ORERE 773 K
P2 H 40 K FRE ORI I A 23384 L7286 C b IR O B i b im0k o 7 i
EHRESRBIIZIT 20,
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5-5 &JBEIRINEA LT 59LICI-41KCl AR 2 5 U — O] 45 8 L Wik

5-5-1 i : ®BEMH OERIEA T ) —

it o5 @ BB & ARG R DR & 35 & B LA L 72 Wi @B Zr 1T R & LT
BT O BEIE T 5, FLEHTHLR 7o R IX B S 2 & > FINICEIN S L5 28, b L7 —
#% Fig. 5-156 ® X D 1Tk L, BAEREENA IR AT 5, 0K LA U7 B iln i
DY 7Ly vallBBELTE, LB EDOBRELRAIRTHD,

®© o0 0

Insoluble
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59LiCl-49KCl (773 K)

Fig. 5-15 An electrorefining cell with two exchangeable cathodes (one solid
Fe and another liquid Cd) coupled with an anode basket for the pyro-

reprocessing of spent metal fuels [15 by permission].,/ Insoluble metal
particles.

1 1 % (135,000 MW * day * ton-1) 4 @& 28k o BRI 70 (b 4/ ik [4] 2 Table 5-6 127% L7,
T F ) A ROBALEN TIET / — REEfE L7720 a0Zr, 42Mo, a3Te. a4Ru. 45Rh. 46Pd,
wiAg, 48Cd D L5 i E &R (LFETEET HESRE EFZETIERY) B, 55K 6 wt%

(1ton 720 59 kg) &FEND, ZNHDEZITFHM AR » NNTEINTE 5728, KE
T A ZRENFZEFTANL) O #5141 X 5 &L 651 kg O HFERE 2 BfER L0 b o
WL, F 0.0 wt% DB BRI T NRAT D (R EIZIEAR DD SRk 042 5
IR [14], L7zdd- €, BMERISEICEAT 2 8B MK OK S BILEE 0.5 wto e
LIETIUIRITEBEZDINLD,

F 72 Table 5-6 (R T L HIZ, 7/ — REMELZN IS OBRBORSSEEET 6.6~12.4
geem=3 (HAHIFEHE 104 geem™3) & 59LICI-41KCl il 0% (1.6 g+em=3, 773 K) &
DEWOT, FERECIIENRBRT S, 20X REIBEAT Y —% _fHREEWO E £in
ELEHEGNT, EEAERHZER, T2 TAIZETIE, RAMMESROBEYE &
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LCEEN 7.9 grem3 & AL, 773 K @ 59LiC1-41KCl #I2H: L T H ZE7R 18-8
AT L ARLA RO, KL OFRE] S BEE) & B2 BRI L7,

Table 5-6 Elemental composition of typical spent metal fuel (135,000
MW -day-ton?) and the density of insoluble metal crystals . Data taken

from [5, 10].
Crystal
Group / Elements Weight / kg [5] density /
g cm 73 [10]
U 729
Actinoid metals Pu 131
MA (Np, Am, Cm) 6
Zr 10 6.52
Mo 12 10.2
Tc 11 11
Ru 11 12.1
Insoluble noble metals Rh 3 2.4
Pd 10 12.0
Ag 1 10.5
Cd 1 8.69
Rare earth metals 45
Alkali metals 15
Alkaline earth metals 8
Chalcogen 3
Halogen 1
Rare gas 3
Total 1000

552 HHETICBIT D AT Y —HNEBRLT DRl 573

5-5-2-1 ZEERFIE I TICBIT 5 AT U —NEBRLT D 5RiH 4k
(1) W3R & 30R o FR Y

59LiCl-41KCl HEHE (mol%) 1213 5—4-1 LA U b D& H iz, 18-8 A7 L A DL 114
E AL FFZERT & Alfa Aesar #E22BIEA L, 3 DORIRIZS DV T Lz, LN TILPL
(53~106 um, ftF£ 80 um) . P2 (250~300 um, £ 275 um) . P3 (300~415 um,
RFEfE 358 um) & FEiT 5,

(2) FEBREEE

sl S BORREIC B DVRRE R 7 U — O E Il FER% Fig. 5-16 (R T 3#EE TfTo7, k
AT V=D BiE FE £ T, Fig. 54 OIRFMEOE /TR T EBRICH N =AY 7 ¢ 2R
VT LG-O LR—Th D, KFRAT U —OFEN NI 2161l Liud, &R
FEO TR 15°LL T Cld, FIRICRL O HERE T 2 /et B 5 [16), & 2T, WHEINEE~D
BLIEE bRRFTT 2720, ZOEEOIRBE AR Z 10°IC5%E LT,

AT V=% AT L AR (B 60 mm, 37 rX7) THA L., &1 %@l
DS, T LR T 2R & 5 TR 5728, FU SO EEIC ZE T 1 v
AaRE LT, A= VAT LV AROME 7 402 1 (N 100 mmé, &S 200 mm) D
JEIZ a4 (300 £721X 100 A v =), EOTFEDT 44 2 (N 252 mmé, &S
200 mm) D JEIZ I FEREME (300 A v 2 =) ko7, 7 4 ¥ Z )V K (A&D #1:84 HV-60GL)
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Fig. 5-16 An experimental setup for the gravitational downstream of molten
LiCI-KCl slurries containing 18-8 stainless particles under forced
dispersion [15 by permission].

(3)  FEBRFIEDFEAM
Table 5-7 \ZFEBREM %2 £ L D72, 2 2 TIEA T U —HRI1OF S A TR D720
AT VAR OY A X KFES R, AT ) —BEEEEEE A NT A =& L L, AV 7
o AFRBHEE I BRIR BB IC R » 72, K9 10 kg @ LiCI-KCl & (K% 765 K) % E¥ AT U
— 72 DI L. 800~2500 rpm THHFE LA 5, 256~200g DAT > L A&z 7z,
ZDW%, AV T4 AFEME W T LIZAT U —HORL 1% 7 ¢ /L& ThHlf - B L7,
RLFATATHE LT 2K THEW R & L, R RISk FEEZHIE L7z, BRI L 72 i@
THEE e L CIROFEBRICH W=, F7o, AT VL ARTFOKFEAT Y —IZH LT
b, 77 VBRI OLERE THEA FEREZIT o7,
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Table 5-7 Experimental conditions for the gravitational downstream of
hydrodynamically dispersed LiCl-KCl slurries containing 18-8 stainless
particles [15 by permission].

Stainless LiCl-KCl Particle fraction Orifice opening
Run Impeller (rpm) Temperature (K)

particles* volume (L) (vol%) (turn)
LsG-011 P1 6.1 0.2 800 767 6
LsG-012 P1 6.6 0.2 1200 770 6
LsG-013 P1 6.0 0.3 1200 768 6
LsG-014 P1 6.3 0.3 2500 769 6
LsG-021 P2 6.0 0.3 800 766 6
LsG-022 P2 5.9 0.3 1200 766 6
LsG-023 P2 6.4 0.3 1800 764 6
LsG-024 P2 6.0 0.3 2100 766 6
LsG-031 P3 6.3 0.3 800 762 6
LsG-032 P3 5.9 0.4 800 763 6
LsG-033 P3 6.2 0.4 1200 762 6
LsG-034 P3 6.1 0.04 2100 761 6

* P1: 53-106 pm, P2: 250-300 pm, P3: 300-415 pm

5-5-2-2 FEREBL I TICH T DA T Y —NE& R ORI 57 i
(1) KFAT VU —ommii 5

EJrAN m¢m‘Héx%yvxﬁ%@ﬁﬂ“ﬁéﬁ%@%btoEyﬂ7mﬁ%héi
912, 500 rpm DIBFREAETF Tl P2 RN EEBICELE L7228, 2100 rpm TIXRiF-23/K
:%Wkﬂokoﬁ#E%@F@LﬁEE%:E%K EET DR 13 L, AR IS
TEAERLT- D338 B L7 < 72 5 BB R BHEREHE % e & EFR LT, ZHIEHETH
SRIEEER KD B > TOMKRDOFETH Y . 2 v A RREENRZESBTIER N,

AV 7 4 AFRBAE 2T 6 RIRIZERE LI EaDOKFR AT U —0EAH F T, iEH
WCEE LR HIRIFZ L A RO DT, B FIXmEEEmICiE S d 2 e KR THL
TSN D 2 Enbnnoiz,

500 rpm 2100 rpm

Fig. 5-17 Blown up (2100 rpm) or precipitated (500 rpm) P2 particles in the
stirred water phase by a rotating impeller [15 by permission].
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(2) BRI R AT U — o5 4

WER AT U —CITRIF 2B TE WD, KT TOERMEREL b & ICHRIE )51
\ChLFHENZ B LT, LAV ZEITRAERIC @ < AEPE T &R O b & 7R3 R e T
O, [EHRA T =TSN TV DIRIRIZIE, BV A 2 VXA EH S0 25 [9],

ngﬂﬁ@ (5-8)
MU
Revot : 1B¥E L A 7 /L X% | dimenonless
AT —ERE Im
n: A>T —[AELGEE [ rps
oL RIRDEE [ kg m3
o TRIROXEEE [ Pass

[JEF - B S N7=& /B A T U —7oIc A& ] O- 2R Fiksp
EEFRL, WEERAT U —CHEAEINZT —4 % Fig. 518 (2R LTz, Bl #R AR
FEE L, EORRENZIZA 58 THIHEND Reot % & 272, WT IO ERFMITEB VT E Reot
> 30000 TH Y, 27V —72DNETOMBIRIRIEIRIEN R D ELAL TN D,

P2 ki ¥ DGR AT, BEREELHE 1200 rpm L ETIRFE 1 FTELE, LEBA-T,
1200 rpm DFEFHFHAE TFIZBWT, TTO PR HIFEEICE P F 5 2 L7 < | IEHIEMH
HCT CIZEETEREBICHD EEBEXHZENTEDH, LVMHKE P3 K F-OEAITIE,
2100 rpm THEEHE 1 N FEERAVICHER S A7, BEREIEGEEE &R 7k =R o BIR A s 1
F CHEMARAITIME L 72K 18390 rpm 1280 T, PSR T REENHIREBICADZ D EZ 2T
TP LT,

ISR LT, /b PRI OBEIZITEFEN 1 £ CTREET, K 09N ERTH-
o ZOFRKNTEHAT Y =12 TOEE TR <, K10 %DR 25 Bl o Bt~ ¢ v
Zaili L7 Z Eicdh D, PR RO SEM EH % Fig. 5-19 (Z/x L7223, BRI CTldZeuviz
. EH NS R A AREEOBORL VNS WIGAIZITEY kT 5, FEEIZ, Pl
KiF-DKFZAT U —Dif FEBRTIZ K 10 %0 FEOEI S £ THE T Lz, L2 - T,
800~1200 rpm O HHIFHHHEIZ T, PLALF 35220 BORBIZ AL & D EH#HEE LTz,
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Fig. 5-18 Transported fraction of fine (P1), medium (P2) and coarse (P3)
particles at various dispersion conditions in the slurry reservoir [15 by
permissionl].

18/JaN a7

Fig. 5-19 An SEM image of 18-8 stainless P1 particles (53—-106 pm, from
Kojundo Chemical Laboratory).
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Fig. 5-20 Critical impeller rotation rate, n,;, for the complete forced dispersion
of various sized particles in a slurry reservoir as in Fig. 5-16 [15 by permission].

WRE O P1, P2, P3 KL {IZHEE N7 BRI PR RRE L nene &, THIRL 112
% LT Fig. 5-20 1277y b L7z, MlhE, i s bIin7 b o %%ﬁﬂﬁzgﬂ%é
BBCRA ERSYOEMICHD EHETED, HEETOKRAT U —iZxt LTIE, kL
T OEESEEM TR T 5% OEBRAN, CNETITREIN TS, ZhbHD 5 b,
AREFIEE PO T 0 X7 2 H Lz b ok, EBR 5-9~5-13 b5 TnD
[17],

Zwietering;

crlt

—0.45 0.13
60424, [guj [moﬁﬂj 59
pL pL 1- ¢P

Hobler—Zablocki;

0.6 0.17 0.19 0.17
n,=10.325g"d *°d " ‘“[pf’_pLJ (&j (@J [ﬂjiﬂJ (5-10)
P P d, d, N\1- ¢,

Kneule—Weinspach;

0. { 0
m—lﬁﬂgﬂ’ﬁkj[Hli %j [ . j (511)
i p Pe P 3.254,

Einenkel-Mersmann;
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V0'0826 p p 0.3058 d 5/3
n_.=2493———| g g, 2L —Y (5-12)
crit d[0.7768 [g . Pp o j (3.17 5d,

Nerit © 7 FRBR S RAREIHREL / 51 (rps) g EmIIMEE /mes2
v HeasOWNER /m gp @ K1 DOIEFESF | dimenonless
d: A _T—DERE Im Bt AT — ERSRER O /m
dp: R DELL /m pp ' R OEE [ kgem3
Vi IR OERREE / m2e sl oL RIRDOEE [ kg m=3

wss  RLFDOEFIEREEHE /mes
KEBRICBIT D53F A =2 2N TR OERXUITRA L, R INTE meic DRLFERIK
{iPE% . Fig. 5-20 I[ZHiEx Afviz, FERENTE naic DT —HIZbo b X< 74 v 8 T5H0D

I%. Zwietering O EHA 5-11 TH o7,

5-5-3 BHILICI-41KCl iFflE A& B AT UV —DEIIHE T

5-5-3-1 FZBrJ5ik : BOLICI-41KCL ARG R & B A 7 V —DEE T

MEED/INT A= L LTHI T A ANV TORE, LW FAT I —D/RT A —2L 1L
TAT v L AR OERFEY R LR Z2 B, Table 5-8 2/ T35 F CIARMER AT U —
DOFE S TERZ, Fig. 516 DIEFETITo7z, 2D L x, EHAT U —I2ONOR 1% i@
filFE R ERBIC B < 72D, 5-5-2 TR EZ H L£I2, P1, P2, P3R.F AT U —IZxd
2 PR AR T 2 2 24 1200, 1800, 2100 rpm (R E L7z, EHFHEHEAMER WA 121,
D BEBE (ZHERE L 7o b RIS DWW C BRI L7,

FBRFIHIT, KRAT V=3O T 5-5-2-1 L[FAKTH D,

Table 5-8 Experimental conditions for the gravitational downstream of
completely dispersed LiCl-KCl slurries containing 18-8 stainless particles

[15 by permission].
Stainless LiCl-KCl1 Particle fraction Orifice opening
Run particles®  volume @ (wol%) Impeller (rpm) Temperature (K) (burn)
LsG-015 P1 6.1 0.3 1200 765 9/8
LsG-016 P1 6.1 0.3 1200 763 2
LsG-017 P1 6.1 0.3 1200 761 4
LsG-018 P1 6.0 0.3 1200 768 6
LsG-025 P2 6.1 0.4 1800 766 1
LsG-026 P2 6.0 0.3 1800 766 5/4
LsG-027 P2 6.3 0.4 1800 765 5/4
LsG-028 P2 6.4 0.3 1800 764 2
LsG-029 P2 6.9 0.3 1800 761 6
LsG-02a P2 6.3 0.4 1800 765 6
LsG-035 P3 5.9 0.4 2100 763 5/4
LsG-036 P3 5.9 0.3 2100 761 3/2
LsG-037 P3 5.5 0.4 2100 763 2
LsG-038 P3 5.5 0.3 2100 761 3
LsG-039 P3 6.1 0.4 2100 761 4
LsG-0O3a P3 6.1 0.04 2100 761 6

* P1: 53-106 pm, P2: 250-300 um, P3: 300-415 um
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(1) KBATFZUV—DOENKT

WRIR A T V) —DFEBRIZIETE > TURKRA TV —h ORI Ofith 28152 L, BE[18-19]
LHHR L7z, Fig. 521 ® K 51T, HEEEOFIIC & b 72 5 bk L 0 RO E IR
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Z O OEFILEEE o 13, X 5-15, 516, 517, 518 HINHKFHHE TR, =
72, FCATZ U =D melZ oW TiE, Ehr 5-19 MR ST\ 5[19],
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Fig. 5-21 Flow models of slurry particles competing with gravitational
precipitation and a typical hydrodynamic curve of the mean velocity of
disperse liquid vs. pressure drop . Data taken from [18].
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Fig. 5-22 Depositing P2 slurry particles on the flow tube bottom at various
velocities of flowing water [15 by permission].
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Fig. 5-23 The (v,, A,) plots for time-dependent downstream of P2 slurry or
pure water through the path as shown in Fig. 5-21 ; reservoir agitation 1800
rpm [15 by permission].
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Fig. 5-24 Transported fraction of P2 particles increasing with the mean
velocity of water [15 by permission].
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Fig. 5-25 The (v, A;) plots for time-dependent downstream of P2 slurry or
pure LiCl-KCl through the path as shown in Fig. 5-21; reservoir agitation
1800 rpm [15 by permission].
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Fig. 5-26 Transported fraction of P2 particles increasing with the mean
velocity of molten LiCl-KCl [15 by permissionl].
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Fig. 5-27 Transported fraction of P1 particles increasing with the mean
velocity of molten LiCl1-KCl1 [15 by permission].
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Fig. 5-28 Transported fraction of P3 particles increasing with the mean
velocity of molten LiCl-KClI [15 by permissionl].
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Fig. 5-29 Calculated v,;, observed transition velocity of disperse liquid
(Viyans)» and observed velocity for particle deposition (VDep) at the fluidity
change of LiC1-KCl or water slurry [15 by permission].
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Fig. 5-30 Experimental apparatus for the gravitational downstream of liquid
Cd [4 by permission].
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Table 5-9 Gravitational downstream experiments for liquid Cd [4 by

permlssmn] .

Run Total volume (L) Cd temperature (K) Valve opening (turn)
CG-G1 6.1 763 0.5
CG-G2 4.5 741 0.5
CG-G3 5.8 752 1.5
CG-G4 5.2 756 2.0
CG-G5 4.6 753 2.0
CG-G6 4.2 749 2.0
CG-G7 4.4 756 2.0
CG-G8 4.3 742 2.0
CG-G9 5.0 749 2.0
CG-G10 5.2 698 2.0
CG-G11 5.1 749 2.0
CG-G12 5.6 748 2.0
CG-G13 5.2 756 2.0
CG-G14 5.5 747 2.0
CG-G15 5.8 760 2.5
CG-G16 4.9 750 2.5
CG-G17 3.9 751 2.5
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Fig. 5-31 Mean gravitational downflow rate of liquid Cd increasing with
globe valve opening [4 by permissionl].
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Fig. 5-32 Effects of temperature on the mean gravitational downflow rate of
liquid Cd [4 by permission].
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Fig. 5-33 Transport experiment for liquid Cd using suction pump [4 by

permission)].
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Table 5-10 Vacuum suction experiments for liquid Cd [4 by permission].

Evacuation time

Run Volume (L) Cd temp. (K) Suction tank temp. (K) . . By (mm)*
before suction (min)
CV-G1 1.9 723 723 88 8
CV-G2 2.4 720 723 67 8
CV-G3 3.0 723 723 65 8
CV-G4 6.7 693 773 93 8
CV-G5 6.4 723 773 12 23
CV-G6 5.1 726 773 18 23
CV-G7 5.8 730 773 21 23
CV-G8 6.6 739 773 29 23
CV-G9 5.8 726 745 37 23
CV-G10 5.2 730 723 98 23
CV-G11 7.0 734 723 116 23
CV-G12 6.3 740 723 170 23
CV-G13 6.3 735 673 54 23
CV-G14 3.3 718 723 47 23
CV-G15 6.6 734 773 12 33
CV-G16a 6.5 737 723 40 33
CV-G16b 6.8 735 723 41 33
CV-G17 2.9 719 723 46 33
CV-G18 3.2 728 723 53 33
CV-G19a 7.0 739 723 57 33
CV-G19b 6.8 739 723 299 33
CV-G20 6.3 737 723 74 33
CV-G21 6.2 730 673 124 33
CV-G22 6.4 741 773 127 33
CV-G23 4.1 723 723 87 33
CV-G24 2.5 723 723 88 33
CV-G25 5.3 739 723 139 33
CV-G26 2.7 724 723 84 43
CV-G27 5.3 741 723 63 43
CV-G28 6.3 739 673 68 43
CV-G29 6.4 739 723 45 43
CV-G30 6.6 740 773 62 43
CV-G31 7.0 729 723 74 43

* Height of suction tube inlet from crucible bottom

5—6-2-2 FEFEBLE WIER T E2FH LT Cd DR
1) BEH > 72 X D HEGRW IR

HRARCd & 59LiCl-41 KClIA Rl DO BRI E A Table 5-111Z iz L7z, CAIFVERE D5
fEOHEEZ b O, FEEIXAERIEOR0.TE TH L ViEDRV, o, WEOMA BTV,
CAIZLiCIRPKCL L 0 600 KEA E b bM<, ZRFE LT,
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Table 5-11 Physical properties of liquid Cd and molten 59LiCl—41KCl.

Cd [20] 59LiC1-41KC1 [10,21]
Melting point / K 594 625
Boiling point / K 1040 1655 (LiCD), 1710 (KCD
Density / g*cm=3 (at 773 K) 7.8 1.6
Viscosity / mPa-s (at 773 K) 1.6 2.2
10.2 RV, +101V;
hy, = (101_#4']301} (5-20)
Pca W+V:
PRI GHE [ cm pcd - Cd DERE [ gecm3
B Wiiioo # > PIIE 1 KPa Poa: Cd OFAIE | kPa
Voo Wik 2 v 7 OINEFEI L T RIRAE ONEFE L

WE# > 712 K D HRIRCA D BEG %&mﬁﬂ%%ﬁim%@)& X520TH 2 HN5,
WAR AT DOWAR 2 > 7 WIE RN £ 2 anDZEALZ WL ODDOIRETZ O HEHE L, Fig.
5-341T R LTz, AMFZETHEE L 32 CA5E930 mmZ LR~ 5 720121, 773 KT ¥
YO NEEFI2EkPabl F & T2 MERH H 3, 913 KE T“me#ﬁd:ﬁ*é E1kPaz T 5
TEIABIENERSINLD, £ 2T, 923 KLLT ORI TCAD WK % fit Lz,

140 —

60

100

Fig. 5-34 Increasing theoretical suction head A, with decreasing pressure
in vacuum tank at various Cd temperatures [4 by permission].
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Fig. 5-35 Effects of the evacuation time before suction on the final residual
height of liquid Cd in a crucible at 730 K [4 by permission].
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Fig. 5-36 Changes in the transported amount of Cd with the initial amount of
Cd in a crucible depending on the immersion depth of suction tube inlet [4 by
permission].
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Fig. 5-37 Flow rate of pulled up liquid Cd at various loads in a crucible at
730 K [4 by permission].
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Fig. 5-38 Pump up experiments of liquid Cd to the recovery tank or distiller
by a centrifugal pump [4 by permission].
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Table 5-12 Pump up conditions of liquid Cd by a centrifugal pumpl4
by permission].

Temperatur

L. Cd volume Pump rotation Valve opening Repetation
Run Destination e .
L) (rpm) (turns) (times)
(K)
CC-G1 Recov. tank 5.7—17.5 676 — 719 3000 0.25 7
CC-G2 Recov. tank 5.2—17.1 678 — 755 3000 0.5 13
CC-G3 Recov. tank 7.1-7.4 689 — 732 3000 1.0 4
CC-G4 Recov. tank 7.0—17.4 716 — 735 3000 1.5 3
CC-G5 Recov. tank 7.2—"17.5 700 — 720 3000 2.0 3
CC-G6 Recov. tank 7.0—"17.5 690 — 730 3000 2.5 3
CcC-G7 Recov. tank 7.4 735 2700 0.5 2
CC-G8 Recov. tank 7.1—17.4 725 — 737 2700 1.0 3
CC-G9 Recov. tank 7.1—17.3 728 — 737 2700 1.5 2
CC-G10 Recov. tank 7.4 718 — 729 2700 2.0 2
CC-G11 Recov. tank 7.4 712 2700 2.5 1
CC-G12 Recov. tank 7.3 726 2400 1.0 1
CC-G13 Recov. tank 7.1—17.2 730 — 733 2400 1.5 2
CC-G14 Recov. tank 7.2 —17.3 727 — 738 2400 2.0 2
CC-G15 Recov. tank 7.3— 174 722 — 740 2400 2.5 2
CC-G16 Recov. tank 7.3 748 2100 2.5 1
CC-G17 Distiller 3.8 693 3000 0.25 1
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Fig. 5-39 Mean flow rates of liquid Cd increasing with bypassing globe valve
opening at a constant rotation rate of the centrifugal pump [4 by
permission)].
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Fig. 5-40 A photograph of the graphite distillation crucible after receiving
liquid Cd (Run CC-G17).
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2.5 r W 1.0tumn * ]
T [ ® 1.5turns / ]
(- 3 2.0 turns a 1
c 20 V¥ 25tumns 7 ¢ ]
£ [ s ]
. i 4 n ]
- 15f s Y | ]
~ i 7 e ]
© [ 7 7 1
O - i
& 10} » /! :
7 1
05} ‘ 7 Path head 1.63 m .
ooL—— . ]

2000 2500 3000 3500

Pump rotation / rpm

Fig. 5-41 Mean flow rates of liquid Cd increasing with pump rotation rate [4 by
permission] .
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(3) wLAR Y TR JIET CAIRE DR

ERKED EH L L b, mLE 7O RICKETT 52 Enmbhn Tl (3],
CAIZOWT HIREDRE L Er LT, w0 ZEEEH 3000 rpm. 2N/L 7 B EE0.5E]#xE
DEMTITHBWT, CAFEEiE geaDIREZE Z Fig. 5-4212~ Lz, B TIZE 72 5 i
BB O HND M, 755 KN 5683 KE TOIREK FIox+ 2 &AL RITH—4 %l
W ERboroT,

5—6-1DE & FIROBE IR THREOREZ(LRENRKEVOIL, FEESFI26E T,
IR CBUR R EE S COENBROFENREL hoTn b titmang, —7h.
5-4-2D59LiCI-49KCUHE D4 & i3 iuE, 1ZIEFRREOREIREL(LRETH D, AU
FEDRGT 0 A THRIE SN TN D EMEROEIRBEIZ7TIS KTH Y | HTORER T
HAELZELTH, CAOmLR Y THEIZE 2 2 EEBIIZ DO ThIWNWL O LHIETX 5,

Cd m.p.
25— L LA B A B L L B B
I I
20 | Valve opening 0.5 turns |
ol | Pump rotation 3000 rpm | ]
- | |
'c | |
é 1.5} | . | .
. I — a~m 8
| ]
- | L] [ ] |
~ 1.0 | | .
8 I I
(s | , |
05 L | Operation target\‘I |
I I
I I
00 P I B BN N B R
550 600 650 700 750 800

Temperature / K

Fig. 5-42 The effects of temperature on the mean pump flow rate of liquid
Cd through a 1.63 m head path [4 by permissionl].

5-6-4 F L& : Ik Cd Dk
RIKCAD % Z =S D FIETRET L, BLF Oftam & 1572,

(1) B\EATREICES CdiiEs 7 v —7 HEECHECX, FTOEIRKLE EMIZTN
. FREAOREREE S LI EE THITE 5, WRE XV HIRBIEL m\WKE Cd
DA, EEE NIZELTRIBIC 72 2 23, IRESIE S LRI R S Ielod, Ry 77 >
DLEDIRWEIRIZITE T 5,

(2) WIER T EZFIA L Cd OWS %%, 2 930 mm £ CEILETE 2, ZDHE,
WIRO DR SEEZDHZ LIk - T, Cd DRAEERELZRET T8, LV THES
BRRFICZE T CTE WD, IEOHEIXNETH 5,

141



5% EIRRMEOMEE IR L 5 BAHL - KRR 0L 2

@) ELOR LD CAdEt 252 1.63 m £ CHIETE 72, w7 RERHEE L 7o
— 7 HRBAEOFE 2 O0FH L, i/t E T Cd 28t T 72, fEdlEic b5 x IR
UE@@%@E TEbOThENoT2,

PLEIZ XY | B ERG) © R BIEE ~OCAHa 0, A% SN MCAdDOEMFE
@@@@«@@Lﬁk®X7y7TME&ﬁé\%hm%é@@%%ﬁ%%mﬁﬁé_&
MTEI,

5-7 M-z Cd 54 &R OER 7 1 & Ak

5—7-1 TR Z & OBEMAE (2R Cd &7 R oL E

fili FH 75 4 JE R O FEMAG B & i faA (A Fe 3 KON Cd DFEHSR) Hr ) 0 78 B kg L
e 7 vt 2T HREMBIC oW TIE, Fig. 52 T Tlllk~7=, 2055, Cd i~
DT 7 F ) A RENLEA4AL LT Cd O FFIZE D D @miRik k4 g otk (fEmcAR L7
Cd-7 7 F /A4 REBORFRERER~OW Y & ZKFARERER > S 2~ OH Cd Offifs) (2
B8 0% L bIF, T2 TR LA O 7 7 2 EERTRHET L 72[23],

HAE & U7z LB OB R OFE st % . Table 5-13 |[Z BB E [4, 22] & ok
L7, ERFSEELIEo7-D, FEREE Cd BERRHPICENT 2 U & PufEd EfRIX 4.8 kg ITH
il CTWd, —J, ZIbZEMATRIET 572011, Cd & OFEREBFILEH T H
#é%W(W&K’kwafﬁ23m%mﬂIhf@36w%mm)uT’%o%%#
H5, T, UL Pud ERREEZ 2.0 wt%IlIiRET 5 &, FHRAEE O Cd &1 240
kg LHEREEND, ZHICH LT, THEHMEOEM Cd X 30 kg & LD T, &k 1/8 %
r—NVThDH, Fio. FEHBEGRILEFHFSBRE 26 kg Th 503, I?ﬁﬁ?ﬁ2kg
ELEEDT, BT 113 27— Th b, THRBEOBMEMMIINER 780 mm, &S
800 mm & L7 T, [EIREEMZ 4 A b 23 2 SEHUREE Ak S| ﬁbf%ywx&
— L Thbd, UUED Xz, TFRETOBMIEREO R r— L7 7 7 2 — L EEHA T
1/8~1/13 DHFPAIZH Y | EFMRL TOBMFUZ I ZITEEE TZ 2 b0 LIRS N D,

Table 5-13 Proposed engineering scaled electrorefiner compared with an
expected full scaled plant.

Engineering sacle Full scale Scale factor
Blectrolytic cell /'m 0.78¢4% 0.8 2X1.9%1.2
DXHor WXLXH ca. 1/13
Salt / kg 150 1920
Cd erucible /m 0.274X0.16 0.4 0.32
DXH
Cd amount / kg 30 240 ca. 118
(U+Pu) in cathode / kg*bacth-! 0.6* 4.8
Anode spent fuel / kg 2 25.9 ca. 1/13
* 30 kg X 0.02
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Pt & L CaE U X Pu 2iiET 5 2 LR R720, @B T R =7 A(Gd) & HHE;
MU L7z, Fig. 3-2 TT TR L7z & 912, 59LICI-41KCl HiHZ31F 2 M| MAID D
PAEEMEND UL Pullb o & bitWaA HEEE Gd ThH 5.

5-7-2 Gd #8777 F /A R &35 TG E O

ik Cd B XU Cd-Gd A& DWEERiHE & LT, B R-am A &78 8 O sl E
THE TR L2, D7 n—X% Fig. 543 (O~ T, 56 THIZMEEZE &2, Z
DIEE R FH & 7o > TLEIRIK IS B O foiiikiEZ >E D L 9 ITEIR LT,

Fig. 5-44(a) Dt N2 5 BB HFEREL L LTT 4 A7 4RD Gd @82 An b,
%72, Fig. 5-44(b)D 7 v I FHati 5 SIF~KAHM Cd 26 & > 7 H 5 B HE%E(TR1)
T 5, W CEMAITO. B S EEH Lz GAIID 22 Cd NIz Gd0) & L
TIEC - BT 5,

BAERE T 1%, Fig. 54505 % > 7 £ TRtk Cd-Gd A4 %W 5|k (TR2) T 5,
ZOWE|Z v InbmONR Y T ERE LT Ny T 7 207 £ T, Cd-Gd A4 & H ik
(TR3)T 5, BT, Ny 77 X705 Fig. 5-45() DA E £ T Cd-Gd A4 % 1m0k
7k (TR T 5.

HEERRIZRE B OIEM H % L7 Cd % Fig. 5-45()D a7 v PN TEHE S BT 5,
Cd fiths % v 7 £ CEIEEE(TRS) T 5,

LLED XS, B TRHRRR. BERSITS DS 7R a 0 L, iR emimsic
t &S BRER A A SR OEE T 0t A BRER UT-, = 0O T R HEE E o sk i
REAT v T TOWENK 2 MGE L, HFEE & U COMREL M - e L7z,

Cd alloy transport
=

Electrorefiner Cd transport

=

Distillation
crucible Buffer tank

Fig. 5-43 A consecutive electrorefining—distillation plant based on liquid Cd
(and Cd—Gd) transport . Data taken from [23].
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Fig. 5-44 Prepared anode and cathode assemblies in addition to a part of
liquid metal transport paths . Data taken from [23].

5-7-3 FEMHFR-IEME &7 O T BIBOERLE N T oM Cd OIEB s

5—T-8-1 MW 7-33E L 3okl oo
&g CAITHARIZESE N GIEA L, HiE 99.99 %N RGE S L7,

5-7-3-2 FEBRTILEOFEM : M Cd O ERHE%

Fig. 543 07 m—MIZR Lz BY | 427 —(TRD— s 21E —(TR2)— %
12227 —(TR3)— Ny 7747 —(TR4b)— a7 4 —(TR5)— ffiih¥ 7] DJE
IR O Cd 2B L7-, W Cd OBEEMGET 2 ARKER TlL, KRB ~DIES%
(TROMN S 2T D Cd &KL « BHEICWZD AT v T HRIE L, Ny T v 27
DD 3T oHICEEE Cd Ziik(TR4b) L7,

BARFERIEEE, ¥/ BLOWMEEOREL, T X3CTT13K & BIEICHIE L7,

TR1 Tix, V7 V1 ZBHE 0.5 Bl L L, il # 7 B 5 DI1E~ Cd & B Jfiiek
Uiz, a2 v 7 Wik & Fafi 2 D1 E K O F K ZE138 580 mm Th 5,

TR2 Tix, "7 V2 2L, W% 7 NETIN 1 kPa L TFICRET S K 95 45 4[]
PLEHER U7z, s AN DI 5 SIEEE o B 23, 33, F7213 48 mm (ZRE L7z,
PR TR TERICAVT V2 22 L, W5l % 2712 Cd 2\ Bz, Z OiEEXEO
BT 930 mm TH 5,

TR3 TlE, »\V7 V3 ZBE 25 il L, MR X o 7By Ty Z 7~ Cd ZEH )
Wk Uiz, W52 > 7 NlE & Xy 7 7 # 2 7 NiRE OB K138 630 mm TH 5,

TR4b Tix. 1=K > 7 EEREE % 3000 rpm., NV V5 ZBEE 0.25 [l L, Ny~
TR INE AT s Cd Bilgk Lz, ZORKBXEOKESHET 1630 mm TH 5,

TR5 TiL, V7 V6 #[HE 25 Fliisd L, 27 bt v 7~ Cd % Bk
L7z, 27 Wik & 4G & o 7 Wik O @K Z2135% 280 mm Th 5,
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S 5 DI AL 6.3 L DA Cd 238 & LT, LLEDOTEERIEEE 5 VA 7 Vi
LTz, TR_RTOWK CAd BasFIZEFNENEERE L Lt k- T, FiEs S
OWR BB Z B L, Cd Ok & « ke - MELZHEH L,

5—7-3-3 FEF & BL i Cd OIEERHE
(1) ERE@EY A 7 BT 5D Cd OWEILEK

£ CAABIBITHMARE, MHEB I OMAZ TR COREETA 7V T EITE LD,
Table 5-14 |27k L7z, FEMRD DI HLW5] X v 7 ~Olaik(TR2) &ix, 5 DIXEHE D D DO
%Dmé33mmfﬁﬁfékﬁﬁﬁ#m< 45402 L &7 o7z (ZDFE, TR2 58 T
ML CRaEfi 5 DIFICEE T 5 CAEIIN 1.TL Th D), Ny 77 X7 O A(TRI) & & i
(TRAD)EXIF L A EHELL B X 7 hbEARESNT CAdIFT_XTar s~k
THH ENTZ, BRBZOANy Ty NI, LR T RVAZ A LT O LT HE
ER 1.4 L @ Cd 23 A ZIVBIERIN BB LTS, £o, Ny 77X 706D
(TR4D)ELV a2 T o HHO Cd RV 7R RRINTWDLIN, ZHIEKRERHEO = 7
TR FNC S & 5L Cd BOWPEBRAENKE WD TH D, KB, Ny 77X
7 025 O (TRAb) Bl XK A 7 MBI 2102 DIE~DOWMA(TRD & & 1ZFHE LW
L INHERR ENT,

5% 427 /)H CCy-5IZBITFHTRIETHTH, BEMOIFNTHHIBRARLFLT 6.3 L
O Cd PRSI NT=DT, 22 CTHEELMEERAL—71L CABEEZE LD Z L EFITH
HET 5 LT ST,

Table 5-14 Observed mass balance of liquid Cd during five transport cycles.

Data taken from [23].

. Supply

Cathode crucible Buffer tank Condenser tank

an.
R
" "TRlin  Total Tube*! TR2out TR3in 7Total*3  TR4b out
Total (L) Total (L)
(D) L) (mm) L) L) (L) (9]

CCy-1 — 6.3%2 23 5.1 4.9 6.3 4.9 4.6 4.9

CCy-2 5.1 6.3 33 4.4 4.2 5.7 4.3 3.9 4.5

CCy-3 4.4 6.3 33 4.7 4.5 5.9 4.5 4.1 4.6

CCy-4 4.7 6.2 33 4.5 4.2 5.7 4.3 3.9 4.5
CCy-5 4.5 6.3 43 3.9 3.3 4.6 3.2 3.7 4.4%4

*1 Height of suction tube inlet from crucible bottom
*2 Cycle start

*3 Including initial deposit of 1.4 dm3

*4 Cycle end

(2) fEBREEY A 7 WiZBiT 5 Cd iz

WK Cd BEDBEIIHT=> UL, MEEOA R LT HMEICHEET ILENRNH D, T2
T, FIMEOPRICEE LSV O E & jiteE CEYE) OBIf%% Table 515 12F &
776
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TR1 Ti&, 7V I TR D SIE~OBREEZENT 5720, 2L 7 V1 OBRE% 0.5
[FIHAICERE L. 0.3 Lemin-! O/ &L 2 L0 U7, BRI 0.5 Lemin! & A
B b,

TR2 CTif, BERLDIENLWFZ > 7 ~Dii&i% 1.5 L*min-1 TH -7,

TR3 Tix, »3v7 V3 il (2.5 [\l#x) O e TH 7t & 3.0 L min-1 23R S
77

TR4b Tid. HRENRZEE 5 O31TxH T 2BAER O (TR4 OGE) 2O I L, &
LR 7 EHEEEE 3000 rpm & 23V V5 BHEE 0.25 [BIHRO 544 T C, 0.7 L min! O/ &
BEL B LT,

TR5 Cik, 2V 7 V6 3 (2.5 [Blfiz) & LT, o2 E ) TR 2.5 Lemin-! % f#
RT& 7,

Bse e B 5\ I T L 2 T 5 01F & 5 SRR Cd #it (TR1 3 XU TR4)
Tl RZ T ANEED 2 DIERAR 2 721272 5 XD &ED . Z ST iiﬁtﬁ%?ﬁ
FERED T DM DX ZWMBENEE LU, T 2 THE L LEHIE D Cd Bk B kL
E, IO OMBEBRMGEZIZTHET LI LN TET,

Table 5-15 Required low or high flow rate of Cd in each transport step. Data
taken from [23].

TR1 TR2 TR3 TR4b TR5
Centrifugal
Driving force Gravity Vacuum suction Gravity entriuga Gravity
pump
Valve opening 0.5 2.5 2.5 0.25 2.5
(turns)
Flow rate
(L min-Y) 0.3 1.5 3.0 0.7 2.5

5-7T-4 Gd ZFdgT 7 F ) A R &1 5 BB L iR E ik iR otk

5-T-4-1 M oakdE & pt o Fi Y

Cd IZAARGLEREN DA L, M 99.99 %MREIES 7z, 59LICI-41KCl H gk
B XUV GdCls 1% APL (Anderson Physics Laboratories)#t:2> S A LW 340 & FEE 99.9 %
DMRFES LTz, 7 4 A7 4R Gd (2045 mm) 1% Rare Metallic £17> H A L HE 99.9 %
DMRFE S LT,

5-T-4-2 FEEBRIFIEOFEM : Gd 28T 7 F ) A R &3 5 EMER L B SR IR Ok

Table 5-16 |2 FERGAFOFEMZ R L72A, H—RIH OBMFRE(GE-DIZLL T O XL 51297
-7z, 59LICI-41KCl #i#) 150 kg % EMAG RIS CHREN(TE3 K) L2 | FrE &0 GdCls
Nz, GAIRE 1 wtnOBMEHIRE Lz, A7 0 L ABGHAX 7 MZIZE R Gd i
2 kg ZAIL, NATwy NTE 50 rpm CHERS®7-, fax 7 NTHEAL-4E Cd K
27 kg %, 7N IFTHEMDOIF~BETRD Lz, TAIFECHHRZWEE L-AT L
AWe%, WEMY — F& LT CAHm FIZiholz, ETAT o U ABIEERPIRZFEA L, 2
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M R4 8 % 50 rpm THEHE L7z, BRI IRE IR | BAEE R R m O miilL 459 cm2 Th
277,

EAAERE 20.0~44.7 A OFEIECHLHIZRMF T TITo 72, BAEFER P OB - RAREA X
Ag|[AgCl, Cl-] (59LiCl-41KCl 3:fhiE 61wW@AﬂH%M%:Eiﬁ%@ﬁ$@CH
ORI A AL UCTHIE L, FTERE CEMERZ il L, e 40 &5 L Ol
KIZERfR LT, E-Eis e 20 88 L. 1 mol L1 HNOs KISIHIZIAME L=, Zh iz
BEND GdB IO L &, ICP-AES (BT 7 A= FOtoiriiE) TE® L.

Table 5-16 Controlled current electrorefining conditions for Gd with
partially refreshed Cd cathode. Data taken from [26].

Run GEr-1 GEr-2 GEr-3

Cd cathode / kg 27.0 27.0 28.1
Gd in Cd (start/end) / wt% 0.04/0.43 0.55/1.24 0.69* / 1.17
Gd in salt (start/end) / wt% 1.04/1.18 2.47/2.49 3.93/3.86
Current /A 20.0 20.8 20.3 —44.7
Blade rotation rate in Cd / rpm 50 50 50
Rotation rate of anode basket / rpm 50 50 50
Total amount of electricity / kC 213 231 448

* Based on mass balance at refreshing

% Al H O BMFER(GEr-2) TiE, #— Bl H OBME(GEr- DK THROBRmE Z 0 £ £ H
mkoGmﬂ%Tﬁiw%G&a%%%@@W¢Gd%V#%w@ . EfREERT T T
AT 2 206 O Li R E GA T (1Rik) 072 Th 5, 5 =8 H O BfERER (GEr-3)
BAZERATICIL, GEr2 & THOBRmBERBEZLLTD X 5| Eﬁbtom%2%7%®@@éé

BWHIZ v ~RF(TR2) L, (2 v 7 v BIFIERIEOH Cd Z4lifsmes(TRD) L=, £
7z, B HOEMERGE-I)K TR, BRGE&EW5 %7 ~siHTR2) Lz, 20
BAMHRIIX, BORE AR T 2720, BRSDIFEE2H B 42 £721% 52 mm
WCRBIEANZRE LTz, ZOTaERAERTEINYy 77 X I NLEEDLDE~DEE
ﬁﬁ%(TR@%ﬁb\ EELOFOBEBEMHOIERE L HEEZ AT Lz, AE 521X E Tl

EENTAEEL, EROTFIETHN Lz, ZOfMOEREZ 5-7-3 1281 24l Cd DOIEER
% L [FARROFINETIT o 72,

5-T—4-3 FERELBL  GAd AT 7 F /A N LT 2 BRER L B SRR Ok
(1) THBEIC T 2 Gd OEMRER
TIF A ROWEME & LTz Gd DEMER T
Anode : Gd(0,Gd) = GA(ITI,MS) + 3e- (5-21a)
Cathode : GdIII,MS) + 3e- = Gd(0,Cd) (5-21c)
DEALDET L, BiRd Gd 75‘3[@@0)?&{2& Cd tHN~E& sy & L’C%’?@Jﬁ‘éo LS o
ARSI EST LT X, T A ERDOKRE IBNZOF L EMEOBEZRHST D,
HARR 2R BRI I 1T éﬁij(?é{m X, B E XA s ém%)ﬁfﬁ@ﬁﬁﬁ FoT
Hll S 4, BiIIBi S SOCBREM LT, F 722 b 54 S BRAG BT L b oD il S 14 41
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BT OMEND D, RE—REMEEGTIE, RIS ~D (RIS H D) B5%E Ok
WL LI 5 720, GAAILMS)R Gd(0, CA) D FE 4347 A UG TENM 2 X Bl T 5, &5
2, OGS OmE (BMAERERM) £ CRICEMELEAT D720, BRI O &7
Sl b IR D,

Z 2T, AR U T TR O i KB ER A T 5720, B2 5 GAII, M)
FECEMIEH U255 OWREN., [EMEN, RMRERNEEL . Fig. 5-45~5-47 |[ZH#E L
7z26], 72ds. LD OKIOREENT—E BB A N LI &R Th v | R
HRITEMATRIZBIT S GO, CHEEBEERENLEM L, 77y b L7z, &t 20 A
EIA—C GAIILMS) 2 £ 23 e 72 5 GEr-1 (Fig. 5-45) & GEr-2 (Fig. 5-46) DiE R % b4 5

L. R-1.6V TIE L A EEMERIC K DR WBREN X, mELBETH o7z, £72. GEr-2
TORMEN H-2.0 V TIZE A EREE(L LW, GEr1 ORRMEMNITEMIFRE &b
I2-2.1 VETIR T T 2A80D b7z, 62, GEr-2 TIHREMEIRIHEN 100 %

DIz LT, GEr-1 TiIf 60 % & K2 o7, GAAILMS)REMEV GEr-1 O34, Gd #r
HUAN DB ITCSIEDRE G L TWD Z &0, ZOREND DT,

FESY GAITL,MS) O B2 ST 5 T O K Z BEE SIS DBRIZ D72 R > 7= EHERI v D
7o, DEOEMAEH GGr-3 TlE GAAILMS)RE % 3.9 wt% £ T Lif, BEIREOREZH
7z, Fig. 5-47TICR OGNS X H1T, BREMITEROEME & HIZ-25 VAT ETERT L
7= ([RIEFIC, BENL 1.4 VAT E CTER L, MBOENZETH D EMELNEIN L),
SRR RITEIR 35 A T T 100 %IZT WL UL ZHEEF L7728, FR XY KREFRTIHET
L7z, KEW COEMBEMCEMEMNET L, BBERDEDL TR EKEIX, LM
BRSO EITTH 5,

Z DEARRE R O T 215 5 ME— OBES RUS1E, Li(l, MS)A» & Li(0, Cd)~iE Juis.
X522 THDH, 2T, GEr1l25 GEr-3 OBEMERLICEN SN2 Cd H o Li/Gd
DENEE Fig. 5-48 12 LTz, GAUILMS)IEE D&V GEr-2 Ti Li/Gd s 0.25 LT T
HDHDICK LT, GAAILMS)JEE DKV GEr-1 Tl& Li/Gd HeAs 1.5 & K&V, FEBi GEr-3
TH, /NEIKTIE LY/Gd 23/ S W3, &t 40A 12705 & Li/Gd teAs 2.0 i 2 7=,

Cmmm-qu®+¢:mmcw (5-22)

o X olz, BT OB INME T I 2 EAARE S TIEL, BT Li BB
TS 2 k#%;éht(ﬁmg%ﬁ%%k 9 UL, Li/Gd bt 1.5 13 Li ST O &
e 33.3 %, Cd BEHT OB 66.7 %I4T 5), BLEOFRKENG, BB O Gd I
7 4 wt%ll b, it 35 A LUT TAEMIERE 2 s, BRIk T 5 Gd EfroE
TRANFED 100 %L\ L~ UICHER S D EIfF T & 7o,
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> 12 T T T T T T
~ I GEr-1(20 A) — 100
~
o 14t
j:ﬂ ==
» 16| Anode - 80 :
< WWW »
b I 2
S -8} 2
= Y ° 460 5
© 1
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% -20 |- o
§_ \“\J\\’—\»—\\ 440 "qc';
%JJ 22 | Cathode g
B2 420 O
S -4}
©
o
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Electrolysis time / h

Fig. 5-45 Operating cathode potential, anode potential, and current
efficiency (@ plots) for Gd depositing during GEr-1.

L GEr-2 (208 A) o 1

Operating potential (vs.Ag/AgCl) / V
Current efficiency / %

Cathode
Yy - 40
-24 | 20
-2.6 : L : L : L 0
0 1 2 3

Electrolysis time / h

Fig. 5-46 Operating cathode potential, anode potential, and current
efficiency (@ plots) for Gd depositing during GEr-2. Data taken from [26].
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1
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Fig. 5-47 Operating cathode potential, anode potential, and current
efficiency (@ plots) for Gd depositing during GEr-3 . Data taken from [26].

3.0 T T T T T T T T
Gd in salt
o5 | M 10wt% (GEr-1) i
- ® 25wt% (GEr-2)
3.9 wt% (GEr-3)
O 20 | B
c ]
5 [
O st |
)
©
-
o] 10 - -
O
~N
3 oosf .
0.0 . 1 . . " 1 R 1 .
0 10 20 30 40 50
Current / A

Fig. 5-48 Analyzed Li/Gd molar ratios in cathode Cd immediately after
various electrorefining. Data taken from [26].

Z OEMRERAE CORIEIEN 35 A1, RMEEE 77 mAem22H72 %5, GEr-3
TR D MR N & BRARENT R ORISR A . Gd ATHICH T2 Cd fafo s fiif & L
T Fig. 549 1R L7edy, 2 &Y Lt &L Ui FREMIZ-2.2 V & A b
%, UM, PubrHiicxrd 2 Cd RO MEiHRIZRHO =0, GATHICH T2 b 0% F
WrBAL T2 ATREI S b O L RE LT, £ Fig. 5-49 ([ & Mz 7= (3Tl
Fig. 3-2 (/R L2 X 512, Pu|Pu(ID, U|UMDOVFHEENMNIL Gd|GAUIDDOER LY £
NFh 0.28. 058V EWY), Cd kEN—2.2 VIZEBWT Fig. 5-49 726 Pl &N % Pu, U
FM O HERBEIXZ L 105, 163 mA+-ecm2 L7225, —J5, U & Pu ORIEHTHIZ
B35 7 RRAr— LBk, Cd i Li A& 4 Ul Wik mEREsEX, Zhbo
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EOFMICHT=D 156 mA-em=2 & HESIN TN 5[27], L DIEICEH &3, LifTH
ZE b7 T Pul U CAdHIZIENT 5 TIREMN S, 2.2 VIHETHDL Z ERREIN
5o

7k, BIUEIO AW LT Cd ARk Lz Li 1%, EAEETER %O
73 T TINb STANGI SR 0PN 3 i

3Li(0,Cd) + GAIII,MS) = 3Li(I,MS) + Gd(0,Cd) (5-23)

R Z L7z, GEr2 38 X0 GEr-3 ¥ THRIZF S RIFH A2 B\ T b 2R G A ik L7c &
ZAH, WIS GAdIRE 1.2 wt%, LiRE 0.2 wt%®D Cd A& Thd Z &bnrol,

=

24 |

Current density / mA=cm

-163 mA-cm?

L . 1 L 1 . 1
-35 -3.0 -25 -2.0 -1.5

Cathode potential (vs. Ag/AgCl) / V

Fig. 5-49 Plots of Cd cathode potential at various electrorefining current for

Gd and assumed (cathode potential, electrorefining current) relationships
for Pu and U.

(2) L HBOHTIEE 23T 5 [RiiE @ DO R B R s~ DBk

5-7-3 Ol Cd BRI IR & kD 71k (TR2~TR4) T, EfFER%L O Cd-Gd A4
EAREHOIEE THIE L=, GCon-1 & GCon-2 DFEMREA &M TIX, MRS SIFER S
ORGSO E X &#E %27, TR2 TOWHE, TR4 TOMARE, TN HOMER I OEETD
Gd JRE % Table 517 ICE & DT, B, Ny 77 Z U THNLLEOFEEIRRIZED
TR3 Tl & & & A IRETE RN oT,

Q) Rl b ARE R~ Ok &

Fakii 2 DIEER S ORS00 E 8% 42 mm 1Z3%E L7 GCon-1 TiX., BRSO H &
W16 L Lo, ¥k LD 52 mm IZE L7z GCon-2 Tik, 1.1 LICHkHE
WD Uie, 5-6-2 12817 2l Cd ORBIEEDT — X 25, k&R U4 Cd %51
LG aoEmlIzn2h 1.5, 1.1L & A b1, Cd A@ 0k &iX Zli3E—
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T 5, L7Ien->T, Cd-Gd &alzxt LTl Cd & RERIC, W5l hm S Z2FH L7z TR2 %
FHE R OFIE 2 FRE & BIfFTE D,

TR2 52 TR T2 5 DIXICFRE T2 Cd &I W5 A& S 42,52 mm TENLEI 2.2,
29L ThHolo, WalHiE, WMVIAZIRE ZfEle T 5 AR TROINJEmMNOFENL, £
WK T RFIZ IR OWR S Z Bk 2 B TR 5 X JEmIZE DT TW DD, é\(ﬁﬁ%‘xﬂji
IZHAR TR S DIENEBENZWER TH S, WHIHEHDIFERICS HITE2ST 5 &
HIWR L, BRASOWMIERE LI 2 0ER D D,

EHEBEBORED/ NS WD, Ny T 57 27 b AR D13 ~OlE(TROITZEN
4 [N TIT 272, GCon-2 IZB T 2K D DIE~DRFHRARIZ LI L THY . RS
DIENS O EEFE L) o7z, £72 GCon 1 TOEFHREARIL 1.3L T, ML 2IENH
DOWHED 81 %L o7,

Table 5-17 Transport of liquid Cd—Gd alloys from electrorefining cathode to

distillation crucible; transported amount, flow rate, and Gd content. Data
taken from [23].

TR2 (Vacuum suction) TR4 (Centrifugal pump)
Flow rate .
. Gd in alloy
Gd in Transported (L)
Total  Transport- Flow rate . (Wt%)
Run . alloy (Lemin™)
L) ed (L) (Lemin")
(Wt%) V4 open.
Each Total Each av.*  Each  av.
(turn)
0.35 0.25 0.36 —
0.45
0.47
0.54 0.25 0.383 ~
GCon 0.46
3.8 1.6 0.9 12 —_— 1.3 e TE———— =+
-1 0.24 0.25 0.03 —
0.08
0.41
0.13 1.00 0.004 ~
0.88
0.66
0.3
0.39 0.25 0.32 ~
0.74
0.75
0.75
GCon 0.26 0.25 0.22 ~
4.0 1.1 1.4 1.2 1.1 +
-2 0.79
0.78
0.09
0.32 0.50 0.16 ~
0.79
0.09 1.00 0.009 —

*Average only for V4 opening 0.25 turns

GCon-1 B TEZDORMFIZHIT D GAdIREIX 1.2 wth Th o722, AR DL DIFET
EIZNT-AE8TO GAEBEIZZN LY B2 8 H - TIT - 726l Cd ik EZBR O T 4.
Ny 77 B 7 NOFELR S TRNAZALLTO L~UZR) 1.4 L (FERIARATREZR 7 O HEE
) R LTzl CdI2 L V| CAd-Gd &P mMIN=Z &2, ZORKTH 5, GCon-1
TAM D OITE THEINTZEEOOHTERIT, Gd BE 0.08~0.88 wth & Kx < EHD
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W23, GCon-2 DIGEITIZE DNy FOHHER S Gd IR 0.75+0.09 wt% CH-EED &
Molz, 2T, GCon 1 & THD/Ny 7 7 % 7 NIZ Gd B 0.47 wt% D A4 1.4 L A3k
BLTWAERELEZIZT, 2&D GCon-2 [ZBIF LMD DIENHLERRELOIFTETDH
Gd DAHDEEREME LIZLE Z A, 96 %EmVMETH -T2,

72, Fig. 550 IZEHEZ/R Lo, BE L OIFIE TN ZE81T1E, BEOMENR V-
SVRBO LN oTz, LT o CRIFHEE CIX, WREZ Rtk 2 2 & 7 < et
BT EETE DI PRSIV, BEKE 2 DI 0FEMEIC L 2B EEEO LICFw
535,

Fig. 5-50 A photograph of Cd—Gd alloy (Gd 0.75 wt%) after removed from the
distillation crucible.

(D) R & 7w~ O Pt & & s e i

G D OIEN BB Z 2 7 ~OFE) L 1.2 Lemin! T, W35 % > 27 £ To TR ik
OFTEREIL 2 2R TH o7,

W B2 T InBNy T 7 B 7 ~OFBEITERTE Aeholond, Ml Cd ke & [ &
3.0 L'min ' ZMET D&, Ny 77X ETO TR BEAEGEOFT BRI 1 /5L &
s sz,

N T 7 BT NBEBDDES~OR Tkt &l 0.8 Lemin! T, A¥E5DXET
® TR4 Wk OFTEEREFIL 5 AN EFHR SNz, Fiz, R—@m LA 7I2L 5307 V4
[F—BRAE 0.25 [l#5 T, fill Cd O 0.7 Lemin-1 (2% L T Cd—Gd A4:(0.75 wt%) D &%
50 %IE TR TF LTV, ZORKIE, Gd A& Ui X 2 IIREIRORE L5 L HiE &
NDHMN, BIEDE 25 Cd—Gd - ItAERIKDREE T — 2 13720,

Bt 5 DIX 0 B A 5 OIFICE 2 A4 H% (TR2~TR4) OPFTERFIT, T O ARLE
ECTHRF 8 LN LA SNz, —T7, FEHELE TR 30 L Ofafd ek 2 AH1E S i
THEH, bLY LORELZOEERET S L. TR2 T26 47, TR3 T 1045, TR4 T 100
43, Aat 136 sy EME SN D,
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TR4 TSNV T V4 2o 7272, 0.3 Lemint OV E L e > 7243, 5-3 Ol Cd
5 ClEL 1.3 Lemin 1 i & CH AR D DIENIR L7 o 72D T V7 BNV T Z O &
FCEFAUX, WA A 28 S E CHEAMCEX DREMER S D, LIcid > T, EHBEOEMR
KRB RERGR ) SR D DI ETO 123y T 30 L o548 mikix, At 60 HfRETRET T
XHLDLETHIEND,

5-7-5 F & : EER-EM Cd B4R OER 7 1 & Ak

T CIZ 5-6 1Z/R L7kl Cd oifidh & gt lc B2 MR 4 b &, EBRER% OREH Cd

B % ZRRAEE £ TIRET 2 TP OB EE A ME L, Gd 2 BiT 7 F /A FeT5

AR & R G & OR i £ COmMELER L TTol, b iV, UToO/imad5

77

(1) THHBEAR RS O <L, BRBEN 77T mAcm2 2B x| (FEIENMN1S-22V %
TEIZ & T O LitA A OiET E Cd N~OIENFEANCRE S -, EBRIZ U
RXRPu A EMRER Lo LD & 2B D L LS LW oo Oz TIRE
W HK-2.2V EHERI STz,

(2) FBWHEWT % DI 4 | WH R To B FRIBE TR SIC L 0 . EBEFEC Cd N~IY
RENE LI BB s L, A0 Ic Gd AR ckrt L=,

(3) TR DN TR S HASB L% TE 5 L&, # Cd D 5 A 7 LIE5RER
PETHEILT,

IN

(4) TEHHFMEOIEENTH 1.5 L OEMRE 4 %2 K05 E £ Tk 5 7= OFTER 1 8 4
BETHY., SOHICEML RSN, £7-. Bl DREMRE TOLEmER
RLGd DHDEEREE W L~ULICH o T,

(5) AR O EIC L - T, EfERE ORI Cd ez milikikeBoOEE, L
b EMEEIRIR AR 5 2 L7 < AR E Tk TE 1,

iR 5 DIF 2Ny F L5l E B BmEeEmA - BEE S T O RHIEE £ Tk
ET DUKIEIT AR ARBFE TRYE U 72 TS O dL i Tl 2K 2 D1IF £ TOfk
WP O A & B RN R ORI IE 2 2B TE 7z, Gd 2T 7 F /4 FLLizZhnb
DEFEFEROFRIT, HHFEBEERBOEZBRE TORUE T n v 2 2MFET L LETYH,
ERIE AR IR D £ £ TOWENEE LA THDL L E2RLTVD,

AT 2 3 i
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6-1 727 F A REALWns b ~DO KR 2

BT O PR ALER Y O A B LR & U & Pu RIS 5 &, oL Enze)
5720 (BEXOADEDOPU) &~AFT—T77F /4K (MA: Np, Am, Cm) 72 EN%5,
ERZ b MA 13, BEHEFEFET LI EREEER T2 ENEE L, SBERE
LIRG LTURTHFH TERHSELHER S 5,

DO, MA Bt % £ T EZ Z0ERH L0, EEIZIEMA LY b %
20 U MRIET A2, ZHUI727F /4 K (AN U, Np, Pu, Am, Cm) ¥ ~D
%ﬁ&mf%éoﬁ%c FEWFEN A& WD 59LICI-41KCl ARl B COGT AN
ﬁk%ﬂ%ﬁbf“é#\%m@%IQDCM%I%¢T®HH%@#%@T%OKO::
Tl BiEEsE RO ZEERESIFRFCE 2 REMNE Y 77 U MoCl)IZiER L, £V
IR CHEAT FIBR 7208 L W R b iissfyk & U CIRRE LT,

Z 2T, AN e L0 AL R & HEE S D U v 3 = A (ZrOg) % F5
BB L L, SRR Z <72, MoCls(Z X % ZrO2 /5 ZrCla ~D i34 500 K T
MED . 668 K TIEK 30 M TR CE 7o, K[URE 7ZITIRIRD MoCls 7% ZrOslsliZE
T2 56T, BRSO ORISR 22728, k#E E Cle ZFIHT D0ERIE L VRV
JSRE TS, EHB R OSHE N IR T & 72,

EI AR OB B IER U, BN Ok A4 Y A(NACL)IZIEA L7z Mo &l
AW OFEFERE BT L7z, Nd203 & MoCls £ OKIGTRIATAEV 7T vA4Fsr7n 7
4b@mmm@&m%m%)7vxﬂhm@%ﬂm&f YHEL . W 99 % LA o> NdCls % 15
72o NdCls & FIFEEDAKIEEZ Ho—#HO AN HEW L. [RERICZRERATEE & FiA D
5o

Z ZTHRE L MoCls &2 W 2Bk 1> & Ak ~DERHEOR L, 700 K EL R TH 455
IR CHATT B AR L. SOICEARBITIRAT HEY 77 VREIEMO K %
R CE T2 Lo h, EREL Y T <z AN S b ~DOiaffik & L THIFFCX %,

DI, ZORIBE IR OA %O & L TiE, Zr (BKIF RBREHE OB 4k
%ﬁiﬁéﬁkkwﬁﬁ IENEZOND, T, @EH IR T IREFT ORI
LR (57 EIREN D) 1X, Zr, U, Pu O&R LT OLBILWOIRAY &
TR S, WERR EICIIRRE SNTWAR, MoCls Z2 W THi ks cE i, T o
BB AR & 72 D EHIFF STV D

6-2 TIUF /A NemTEeR (BB OBk

BT OW LB CHR AT D @GR L~V TIE. MA #EHo 10 fFIcbDiED 23
wt% DA TFH (RE: Y, La, Ce 72 &) Z&te, MA Z2&BEREHIINZ 256 121%,
T 2N T 2865 O RE 23 BEBRZE L, BEHERRDIR T 2B 2 L BRETH D,
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s OBLEILENMOZEEZFIH LT, LiCI-KCl #FfitE HIE A L7z AN, RE fiD 5
B, KV AN ZBIRAIEIC - B L, RE FEEEFIZERT, 20 X5 @ iReiEc
ZEMETIER L, R | Li (CAd-LiiRiRA4) o AR m TITV, AN 48 2 3R
W LiEITL LT CAHRAEIT D AT v 7 & /at L,

ZOGA. BEOSEENSRTH S AN & RE O, EROPES T2 £ ¢ NaCl
MK 20 wt% bIBAT S, ZD7-®, LiCl-NaCl | Cd-Li & TOER S HhwTIT ., Cd
FA~D AN OZIRIEINIC NaClLIB AITIEE A EEBE LW L AWM LT, £72, &
DREIEOUEE T AN & RE O FHSEHITIEE A EEL LN LR &R LT,

TaEH ~>D NaCl IR A DB Z G X & F6] & LI ERBESRREI O EMER S
b5, bl b Na & & bITHBENICEAINTGRERE A | %I ERRE R
& auE, WO NaClIRED BA-3 25, Balkod> “FA 5 a C o FEBRFE R, EHEER
RO RS BLCISHE T O NaClIEN FH L2846, AN & RE & O HEMEREDME T L
RN EERB LT,

6-3 i FHE & BB O EME L L A H R

FRICIREIRE & St G & 3 DB aUFAL BRI 6h L CL SRR O FEALER & 5 S I 3 4 &
NTW5, ZZTIHERFESBREIZEMmE L, B2z U< Pu 2RBILT 503, B
RFOH%O U, Pukfilie Ly, HxOAT v 7T EICHENER SN TCE -, 22Tk, &
K Fe [ L~ U [BIIX & A Cd BN ~0 U+Pu B ZRifE & L C, EfEHFe &
R AT OZRBRE R, I X OVEMRE R SRR Cd @0 A EE Y n e X & LTH
AEL72, ERRIZAN &R OFREN S L7 T, AN B D VY F 7 LiET—E i —
&R & Cd DfFRERE, O a2 Thol-, Lo T, 22 TOHRITEEL
WAZIR B O FHALBRIZ b C & 523, Bk i7" v & 2T U0z X° PuO2 22 H 4@ & U X° Pu
ZEINTEHZ L 2FEELT,

6-4 MIRAAOERZEZ TR L T 5 EMER - ARBROEE Y o' 2

REL DAL 2L 7 0 2 2 ER LT 572 01cid, BE T2V EETH D, &
IZERIRDOEMIECIE AR © B 2 WE AW - WESEBEFE TIX, Zh 6k z BEE =
TP EOEEBETH LT, AR ETRERAY v ME4Te,

LovL, SRS EREMAD D BIEEIEITIE E A ERMENLOT0, 2 2 Tl ZREOfl K
(LiCI-KCl ¥, — OWREICE B ARINRIET 5 A7 U —, %l Cd) OiiEFE %
FPHIE L, F7o, WEOBRE )& LCEDW R, BIEWS, BER Y THbo =2>%
FIH L, LD 77 o FNTIE SN D A RAOTIE XM 4 BAEIC, Wk, i
REDHBELRE Lz, ZHONBEZHRITLLTO LR TH D,

(1) 59LiC1-41KCl {A @G O BhReE & ik

59LiCl-41KCl iRl HE (758 K)id/k (288 K) L IZIX[FISFE O EFEEE T, & o IV Eh AR

AT OT, MEXKETOENERELKOMER R TRV TE L, ENEIMREDO/NS N
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BIEAY 7 4 AV 7 OFETT, B TR EL SHEICH#E c& 70, Ziuk, &<icd
it St T ORI AN ER S 2 BRI O it L 2wk IS T&E 2, —F . NIRRT
B8 | X A 2 i 8 C O B RUAIE OBk 7 KIS T D, IRERT & & BB LA
T O, T AEERE 773 K 22 5H+40 K FBEOIRE ST, WEICRE 2B 5% 5 2
7200,

(2) &R EIIRA LT= 59LiCI-41KCl A 2 7 ) — D il 4y Bk & ik

il 9 & RIS 2 B R OBGR & LTeG6 . BORERMO S BT 7 F /4 REV g
{ERICEM D@ PA, Zr 72 81X, BILEM SISk & LT%E T 5, £O—EHIT &
vy RTEINTE T, WEFICLEWCERIND, WHOFEHICHT->TiE, Zhbe
BWR L AT =L LTHRHT 2 ENREE LV,

ZI T, R LIEAT U VAR OREA T U —IZ20W T, AT U —7ONOHREIC
X DR o e RN, BRI ER SN D BERSE AR L, o, A7V —1
ERFOFEFE VR TILRE HRFT L, RIS FBBIRSCEEREZ BRI ED 2 &l R
B3R 2 R 1= O DB S LT,

(3) Wik Cd DOFENRFE & ik

7 a—7 R TOENBRRE ZRMICTIIE, EOTRREIIFOMERBETRED .
BECRSG I CE 7z, £/, BIEX v 7 ~OW5|% % 5% 930 mm £ CHEAFTE,
KEEEEP ORI ETOR S CHERAHIRTE/, Eoic, EBOLRCTZFHL T
F21.68m TR TE, A7 RELHEE L 7o — 7 REEORME 20 LT, ik
BEECHECX 7, WK Cd DAL, 7 at AMERE 773 K 7 b K FLfE ol E 5
ML, EICRE B A 5.2 2oz,

BT, EIREUAR O & e & LA AR O L et A0—2 L LT,
BB O BRI L 2R Cd A O 78t £ TOMEZHHE TITH 77 v b &aksh-
ELT, ZHIEBIERE SN TV D FEEOR 1/13 A7 —/LE O T T, Cd &4k
WIXE R TR, BIERSIE, Re7MLHLmafH L, EXReT7varra—7Ry
7 ANICHAINL Tz,

ZOTHBBEEENICBWN T, T2 F /A Ricfib 2 HFRE S LT, &8 Gd
G DRI S, BB CTAR L7z Cd-Gd &4 %2 KB £ Tk Lz, RBREZOL
DITE WA, EEfERR) DIEMR 5 DIE~OfHl Cd Witk 3AT - 72, ARBREEE TIX. Gd 23
MOEERR A REH L CARE 221X E TBEIL, BRSO 5EE 5 21F~0 Cd-Gd A48k
ERAL BRI,

PR o4 2 BEE S B Co DRI 2 IERIETIR, TV B D 0I1E~0 BT &
AT 2728, WMEMEETZS T CHOERFMAZE L2, 2 2 CIEERKRESRO £ 4884
FTBETE, RRIOKIEEMZ AR L T 22%E T FOFARIMEZ RTZ N TEL,

E 512, LiCI-KCl ARGV A 7 U — DRk Z & 0 A7 i U o 7 o &
ZBAIZDONWTIE, 26 OIREVRHEDEIICH Tz > T ARFEZ LM > T, Bl7ey =2 K
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TORRPEALTNDN, BFEFHE LGPV RERT —F b B END D, K
HHZIRDIR L 722w,

6-5 Kﬂnmi%%%

BR DT HHETIL, 22U DK 2%ICTERN 28U I AR L 5, #iffsitT
WD & B IZIRER A 7/1/75:% LEBLE AU, 238U 20D 7 ek} 289Pu 34 E N5
720, UDOFIHELZ 90 % E THEHO LD, Flo, TNETHEELSINTEX MA %,
Z DBREH A 7 VN CEPAEBIIEZ RIS A AU, EEY OB RER A KiRICE b T &
%o AREATIEHIEHF 7217 Tl < MA OEBIZH WS IERR D Z — 7y MEIZ S5
MTED, EHIT, @BREREIFLEIT/ B2 Ny FIES FTRET, mliEF 72 & DO
PG U Thiia & LR S ISR T & Do — 7. @BEIRENY A 7 L Tl Pu BEERE S
TV, BEGHEEOMEN 7R’ b, £z, BEH —H /I8 EFTOFER TRAEL
ToVSRRENT 77U ) b . ARELT 4 3 %LT???/%F%EWT%%&%ﬁéMTD

AWFFETHOLNTZARIE, 2O X DI OFIREZ b OEBBREH A 7 )L DEDLIC
T, &< TR AR ALEE %bé% SRR DL, W 2B, kiU%ﬂE@ﬁ
e 7 v AL D 72D O EIR AT S IE A MESLICHBR L2, S DIC—#oifg 7 vt 2 T,
THRET T FOBB 2 EIETE /-2 L1, THENICHESTDHEZABKE,

6-6 S H%OIE

AR T E D BIFTEREIZONTE, ZRENLU T ORI E 5 %BED L Z ENEEND,
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