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Study of Chemical State Analysis of Radionuclides

in Solvents Used for Dry Reprocessing

(Document on Collaborative Study)

Hajimu Yamana*, Toshiyuki Fujii*, Jiawei Sheng*, Kouta Yamada* and Hirotake Moriyama*
Fuminori Sato**, Fumito Kitatani**, Munetaka Myochin**,

Hisao Ojima*** and Shigeo Nomura****

Abstract

A study of chemical state analysis of radionuclides dissolved in the solvents used for dry
reprocessing was performed from 1999 to 2001 under the framework of Public Advertisement
Research of Japan Nuclear Cycle Development Institute (JNC). This report is the summary of this
study.

The objective of this study is to analyze the chemical state of the species of actinides and FP
elements dissolved in the solvents used for dry reprocessing (molten salt and liquid metal), by
means of electrochemistry, spectrophotometry, and thermodynamics.

For this purpose, apparatuses for UV/Vis absorption spectrophotometry and electrochemical
measurement of molten salt samples, were developed. Measurement of the excess free energy
(activity) of lanthanide metals in liquid Bi, cyclic voltammetry measurements of lanthanide
chlorides in molten salt, analysis on the systematics of thermodynamic characteristics of
lanthanides and actinides, and analysis on the existence of the divalent states of lanthanides in
molten salt were carried out. An apparatus to be used for voltammetric study of actinide elements
was developed. |

As a result, various experimental knowledge about the chemical state of lanthanides and

uranium dissolved in molten salt and liquid Bi was obtained.

* Kyoto University
** Tokai Works, Waste Management & Fuel Cycle Research Center,
Advanced Fuel Recycle Technology Division, Dry Process Technology Group

**% Tokai Works, Waste Management & Fuel Cycle Research Center, Advanced Fuel Recycle Technology Division
**** Tokai Works, Waste Management & Fuel Cycle Research Center
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DVEBRETAIEREFERE L, 2. B2V I UV ERAVWTREROBIEEZITI &
DORBERTH DL LB, FLERBLT 7 F= FaHEN Bi L AEHRT HE
DEA RO RFEE LB L CERT —FERBOEZOOERTH S,

4.1 EBRFE

H—3 1z, EEAEEEROERETR LE, La, Ce, Pr, Nd, Gd, Th, Dy, Ho %3

Electromotive Force

Ta~wire

I Pure Lanthani
Electrode
LiCl1-KC1

lig. Bi
Xy =10"6-102

T=790-1100 K

M(Solid)| LiCl-Kcl, MiM(in Bi)
M (solid) /MCl; in LICHKCI / M(in Bi) M: Jv¥= K&
BM—31 WEBiPTOT U Z= FOFERREKOBERR

—22—




JNC TY8400 2002-013

EXTRE Ul BALMERE & iRE Bi #EH L7 4 I HIBIC BT, kOB
ERBEL. VA= PSR LT U = F-BiGAEEMOEEHERE L, Wik
BitRPCTO T % = F&BOBEIL, ICP-AES 12X v 4547 L 7=,

4.2 BAHFNE &R

M(solid) & M(in B) ORMOEEH (AE) 1X. TASR(In x) ORKE LT, DIz
EVEZONB, T2 Py TEREEN OGEEE B TOEBIRECH
Do AU IV E &R ORI B LTOLS¥ERT oy VL THY . o B i
TRAF =B TH DA IE LV,

L s R 1.
AE =75 dp - aF X = pft B Ml (7)

IUBXM(in B) !iéﬁ M ?D B EF'L:IBU' 6ig¥”ﬂﬁi7j‘\9§::/f/“\7ﬂ/‘—6&b D \ i@ﬁu E 931*/‘/%
—IZF LV (AG'M in B) ), FERANC, KOOI L - TEREBEBT RLX—LE
%gﬁ%&(]nﬁ\/{(m B))%%ﬂf) Z <‘: 7))-(% 50

ox Jfusion
AG M in Bl = -nFAE - AG" 'y = RTInx, (8)

AG" M in B =Rl f, o)
4.3 TEBREOREKFM

B—3 212, Ho, Tb, La IZOWTHIE LIERFMOBREELT L, B—3 210k
ST, TNENDEERBICEBEREOH D Z L HR NS, €B% Bi Ic k&I

v T T v v
—s— 793.7K o BOI3K

6 - 8%07K o - 899K '
—o -9873K —o - 99846K [s] :;Zt
A _¥ o o . 10803K 1t —a- - 1095.0K ok it
R H e "
~ ] oy | 4 o]
= . B
§ B R SO 51
& - e 3 s, kH
o 3 SO - . R
& & - E; -
9 g 9 12 % o
@ o
* 1) ¢ - L)
o
10 s W ) 10 13 L
g - S .
) \N 8
T | L
1 ] T n 1 ,1 ) L L 4 14 L n
60 -S040 30 20 50 .40 30 20 -10 60 S0 .40 30 20
logX logX logX
Determined activity coefficients of Ho in Bi by EMF Determined activity coefficients of Tb in Bi by EMF Determined activity coefficients of La in Bi by EMF

[4—3 2 Ho, Tb and La Ok Bi T iRk

_23_




JNC TY8400 2002-013

ERMEHT IR T @BRULEY ORI ER L. AT TOSBREIIRIRAE

E725,

fOTRIZOWVWTH, BE L BEERFEENED bz,

4.4 TEERBOREKRTSE

K—3 3. 4 2O TFRIIOWTEERBOEEDHB~DEFEEEZ T LD TH

9.0 S 7.0
F 4 k ' ]
- La 4 F Gd
-10.0 ] R ,L\ﬁ ]
1: : \
= B Jd B el . J
é i ] \E i ]
o [ 1w L ]
21120 - 2 00 L 1
3 i r ]
113.0 ] 110 L J
14.()5»“ [ I SR N ,r\.‘ 2.0 Levaod ! Ll . |
09 1.0 1.1 12 13 1.4 09 10 1.1 12 13 14
1T (K™) (X 1000) UT (K™ (X 1000)

-7.0 »T T T T T ] -7.0 ”\ T T T T R T ]
o Thb . i Dy -
- ] < 1
80 [ N 8.0 :\ ]
1 7 ] SRS )
al 90 L 4 5 0L _
: 1& ‘
en L ] o L ]
= {100 4 2 ao00lL 4

L d L
[ ] [ ]

11.0 1 1oL
i i —_j 4 L— i
i ] [ 1
120 lovews Lo pre b e bog el Ny G5 Dewig Lopig o lpq g oy o ]
09 10 1.1 12 13 14 09 10 11 12 13 14

/T (K™ (X 1000) T (X (X 1000)
B—3 3 loghmp P IREMKFME

Do EEFRBlogf X TAZRIAF—DT 4 AV a VEFOOT, logf 2 T IZE
BIIEETDIEWVWSI Z LT, FOEBRTERI A C—F{LAH* ¢ = bt
—TUASEN—ETHAHI L ZEBRT D, TR LT,H—3 3IZELND X YT,
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& b IR T log f WEMEN L THDIERMAS RO, ZHuL, 500°CLLFDOKIED
TR TIX, MRIE BI P TOT ¥ = FORTEIREED . BIROWRENH L LB LT
5 EEEDLYD,

F—1 MBEBFTOIT = FOBRE L ZLEE(CEDORERLSE

V> (cm*mol*?) AH® [MinB] _ (kJ/mol) AS“[MinB] _ (J/mol)
Lebedev et al. this study Lebedev ef al. ¥ this study

La 7.98 -219.15 -221.54 £ 231 b -22.93 22811 +£2.71»
Ce 7.76 -225.77 -221.81 + 4.41 -45.96 -29.51 +5.17
Pr 7.56 -237.45 -22421 £ 0.05 -63.31 -37.23 £ 0.05
Nd 7.51 -220.07 -232.02 £ 0.18 -42.68 23536 +0.19
Pm 7.43
Sm 7.37
Eu 7.36
Gd 7.34 -200.89 -202.25 £ 1.80® -30.95 -36.84 + 188D
Tb 72 -199.83 + 0.55 -38.49 + (.56 »
Dy 7.12 -193.80 £ 0.99b 2765 £1.00®
Ho 7.06 -189.55 £ 9.07 31.44 +£9.29
Er 6.98 -182.46 -32.75
Tm 6.9
Yb 6.86
Lu 6.81

a) reference [5] b)/AFEE (6]

FLLSRMN 5X107 BELMT

DIBFIF T AT INX —%RD, M o e
ORI BRI e e
5N —ZALAH™[M in B]& Rl S 1
x> b E—Z{LAS™[M in B] ~ 5 O  Lebedey etal.t4) .
ERE LT, REINTZHh § T6Q |- T e moIaRR Tt ]
bLOfEEFR—1ITFIEL, = . ]
=

45 Bi FTOT ¥ = FOi ??: N ]
Rl 2L E— LD R T 200 y
ZOD&EBALBERAETD 220 | ]
BORAET N E—EIC , - ]
DUVNTIE, HARBREY T o Y 240 - e
72E 7V (Miedema O €5 /L) i ]
& o> l7l8), kX TE xS -2606.6 6%8 ‘ 7.[0 | 7.lz | 74L4 ‘ 7.16 ‘7.18 | s,lo 82
N ERMHENTND, ¥ (em’mol™)

X—33 @Elx.Z L —EboRKME
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2P
n, (A)_] B+ n, (B)—m

R

[—(A¢)""+%(Am“)2—~f,~] (10

AH

[AInB]=7?"

sol

ZIT, ViZ&R A DENAERE, n(A) L nBIIZTNZTND Wigner-Seitz £ /LR T
DEFEE AOIETEEEDOZE PQR ITROMEAESOFITEEHLELTH S,
H—3 313, AHFETHEE L72@R =~ %L E—E{LAF M in B]Z, FHLENDT
NMEEPHIZLTT ey hLELOTHIMN, EHRP % 099 & L7=BIT, La, Gd,
%INFO% TiX, BVWEBREFEEZTRL, ORICLZ2HELBLSAI T EnHMm

o —7. SIRAXENLELN Pr,Ce,Nd DEIZZDOEZ1S. LW AOAIZTH
DIENTND, TOFENDL, Bi LOEEEROREREIIBWVTIZ, KREDT X
= 7% Miedema DE7 /WTZHE D BIRRELERTOIZH LT, Pr,Ce,Nd TR
EEETTLOLEZ NS,

46 BIFTOIT = FOBREBRD R LXF—DRGFENHE

LROBR T Z N O RFEICE SO T BRI B BT R - (Lo R
ZEE L7, @R —F ke BRI o =oM% 5. 900K T
BRI BB R ALF—EL (AG*[MCLinS]) 25, V*ioxt L TESEESRT, -0
EEELR—3 4127 L7, ZOBRIE. BETRAX—TIz oW TERT ST
EFITHD,

120 T T

873K Lebedev (1993) ]
873K This work 1

O m0O

1073K Lebedev (1993L
1073 This work

-140
-160 F

-180

AG®™[M in Bi] kJ/mol

=200

-220'ILAl‘llIL1AAJIIIXJJ
6.5 7.0 7.5 8.0 8.5

v (cmz/moly3 )

M—3 4 ik Bi TR B BT X LXF —OF VERIREME

47 BEBI R TOT 7 F= FOEEHIZOWT
TI7F= FRRIIHFAETH Y ZORVFVWFEENBOLNL TS, ZOEDIZ, T

—26—



JNC TY8400 2002-013

F=RFOEIZ~7 B2 ERAL CRESBT COBBERAET D Z L AHKT,
AG™[M in BIX°AH™[M in B]Z BEHRIE TH D Z L BRHER, Z0diIc, 77F=F
DAH™M in Bl %, ERENZE O =M log(DWDL)) (F—2) 76, RoETHIH
@@ﬁ%%%%%%btﬁ%%wfﬁﬁ¢5awbﬁh%ﬁoto

log(Dyd/ D)= - 23RT@MW“” +AG*[Min B]}

+

23RF@G hﬂﬂbhﬂ+AC”mﬂﬂln$}

* 3R i, lig] + AG uunBQ

23RF%M3 mc1hﬂ+AcﬁLmnms§

T7F=FDHH Am & Cm IZ DWW TDHOAG™ [MCls in SIAFRBATHA7HIZ, U L Pu
DAG™ [MCly in S|OERIEZBED T % = R EFITRERBRICHE LIREL. #h b
DAFEENLHEL, 25 LTHEET/F= ROAH MinBl%&., 52 %= KD
KRER L LHIZH—3 5127 L7, RIFTU & PuiZ oW T, Lebedev[5]iz k- T
FKAENTMEETLTHD, To¥ = KELEFHEIZ, Miedema OEF I LT, 7
7F = FOAH M in BlZHEIL L > THET 2 2RALE21T-o1-, T7F=F&BOETF
BE (n) OTF—EZBRFRLTWDEED, Zha7 27 F= FEBOBREBERNLHEE
LtoiﬁwpumowfmyﬂmmB]wimf%ﬁt¢ X, EER/P A 1.90 T
TR RN ERgMnoT, RIP=1.90 207 7 F = N bEALCHELEL

ONRE—3 5FITRLTH D, Am & Cm IZDOWTOREMEM, MM D OHEEE &
HEHELS —BTHZ 08901z,

F—2 BIHIEICE T D log (DWDL)FBIE[9]

Zn Zn Bi Bi
873K 1073K 873K 1073K
La 10.879 8.903 6.605 5328
Ce 11.197 9.226 6.713 5.668
Pr 11.578 9.558 6.911 5.664
Nd | 10.935 8.920 6.648 5.608
Pm
Sm 6.665 5.208 3.492 3.136
Eu 5.110 3.555 2.617 1.873
Gd | 10.638 8.667 6.478 5.206
Tb | 11.195 9.352 6.389 5.071
Dy | 10.829 9.693
Ho | 11.010 9.298
Er 10.829 9.386
Tm | 10.558 8.776 5.708 5.011
Yb 6.474 4.929 2.568 1.815
Lu [ 10.356 8.899
Am | 12.353 10.309 9.485 8.056
Cm | 11.984 10.040 9.113 7.690
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M—3 5DfER. 77 F=FDHH Pu,Am,Cm 23 R/P=1.90 TT ¥ = FOEMRAIZHR
FMICGAVMERZRLTWD Z @A E, 2T LT, Np R U X2 OERISFR
LIV HRESELZFL TWIERGND, ZIITRTT 7 F= FOAHYM in Bli
ZLOWEENEEINTREELNZLOTH I OEENREILE 2RV A VR
LT, WEBL L OBEFMEIZE L TIE, Pu, Am. Cm 23E U X 5 2 RFHEITHES 7V
—7E2FRE L., —FH. URLNp LI ORFEENORELISANTND LWV BREFHFET
H5b, [10]

-50

100 |

150 |

AH *[Min B] (kl/mol)

Am

Cm Nd =

=250 h...‘l....l...;lJAAJJ...‘1.4‘.1.1?..[....-
4.5 5.0 3.5 6.0 6.5 7.0 7.5 8.0 8.5

> 213
,,

(cm */mol®? )

——  Miedema's calculation (Lanthanide R/P=0.99)
This study by distribution experiment

Lebedev et al. (Actinide)

Lebedev et al. (Lanthanide)

This study by EMF measurement

Miedema's calculation (Actinide R/P=1.90)

M—3 5 BilZxtd 5 f£xFENAH™ [M in B]D Rt

oOmOOe

5. SUAZRBIUOUTVOHA 7Y w7 RALEARY

i LICIKCl T 3fli7 v 7 = ROBTEE 2, Y47 Vv 7A A RJICK
ST, AT Ln*E Y Lnd ~OBTERHEMIZTARD Z LITL > T, Ln>*DE
FROBNENRBEZRDIZOTH D,

51 A4 27U v ZRALEZARNYBIE

LiCI-KCl £&EBETICT % = Fo 3k (L&, MClL) 2BEBLTYA 27 U v
JHRNLELARY (CV) ZBERAL, 7= F0 3 RENEBRE~DETLEME
2B 7. La Ce, Pr, Nd, Gd, Tb, Dy, Ho {iZ DWW THIEZ1T o7z, WEDOENSTHEIT 0.005
~0.01 OFEFEE L, BIEIRX8IBKIZBWWTIToTz, SREMEIT, MLy AT TR
£ 172 0.485 mole%® Ag/AgCl BB TH D, RISHRELELUTEL LD LREL T,
BT — 27 OBMIOEGHRNEAVWTCKXEEN (formal potential) #HE L7, 74
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= F3H LM OREBOZEEERBBT RNV —ELIZHEYTIEBMNELEON-RE
BALOZEL Y, MClL O LiICI-KCl £ EHEF CoORFI BB R LX— (AG*MCl; in S])
AHEE LTz,

52 RAE A RNY ORER

M—36(,. 7VyF=FORVEET T LERLE, BALEZEKT % = Fif{kmR
FIZIZDOTLOKSNEENTND, 20D, KRIBETOEZERY{T> CHHEKERR
Wtk 600 CRREDEIRIZT D Z & TRIdAKE LTHESTWAKSE T ¥ = NERL
WIZERHA LT, T 4L% LICI-KClIZVEMR L7 EC BB b®d AWV I3EM bt L LTo
BRE T T AT ANZIZE > THRELE EBAREREE LTHER L, 2075, %
BOBMBEALTUREENTOAEEENRSH D, LALAERSL, L' 26 L £ ToEx
E— 27 BIEICIIMBEIE W EEZ BN D, Pr % Ce TEIZL KTV D00
LERROND N, BRA A IZRBEATHHLOTHDHEEZHLND, -2.0V vs Ag/AgCl
FOHLAMIZE LGNS Lo* 25 Ln® £ TOBTHIT, WTROTRERBWTHELLTW
D0, FEMREORITITMB R EZR H 5, ik, TEMTOFHEOBEVWRENT
WHHDEEZ LD,

Nd & Dy (Z2oWTiE, EERHEOEMIC/NI 2B TENR OS2, ik, 3fr
L2fli~DETHEEZ OND (1)),
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5.3 BT OB

773K TORRETIZ. BV X
DyCI3

AL —FEEIZHLTHHEN B s
B0y 7 MBS E 2 | 5 Oy-a7i
JERETRCHBEZLRRE L ol

Shi, k&HLLT, Dy =

DETY—/ BMOAXY § .

. : ~2190 ..""E}---..
VEE~OEEEE K—-3 2 g
7R Lz, 3 v >

g -2200 -
873K Tid, v'—/ Bfin® ¢ | e
[ —FHE~OEENE © 20f e
[ %
TN EL B %L, 8 : B
873K TIFERA# L LT 2300 ' ' ‘
-0.8 -0.6 -0.4 -0.2 0 0.2

25222607 . H—38
BRI ENEB T —2 8

log v/2 (v in V/s)

M—3 7 DyDBLE—7EBMDAF ¥ EEREHE

NEDBAA — T EE~D
EEEOEEEE LD,
873K Tlid, &< DRROB Auasrsx wesx
T ol 07 LV KEL %ﬁ%ﬁ
o TW3EEIZDLND, I L b

TR LT 773K Tik, &
< DFTHEN 0.5 X VIEVE
Lo TEL, BEREICR
i ABITRE o ELS 2o
TWAHEEREZTERT I
DEEZLNLD, BT, B
TRz, TREOBVR
B 227 LI RERERN,

n(Ep-E°) dependence on log v2  (mV)

-600

.Th<>.or‘aticél- slole $r7 3
——-Theoretical slope for 823
i.i=~==Theoretical slope for 873K

700 L :
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5.4 NEEM ' OHEE

HBHEWEL A A — 7 HE T 873K ICB W THONIB T Y — 7 BALA D FUSH
A LIEPUTEL LD EBEEL T, 873K TOT v Z = FD 3{l— ORI O BB %
HWE LI, 78 = F3H{LWOIRGOEELRE BT X — L LICHY T A2 ErE
L. BONIERXEEMOZL Y, LoCly @ LiCI-KCl &R ToBRR B BT R —

(AG*MCLin S]) 2¥#E Lz, HPTOBPEBIRNLX—IL, T ¥=FNhF4
DA 2 L DR SEEBOEF COBMEEZRENIIRT LD L ELZ LN
Do

£—3 VA7V IZRLELARNIIZED Lo’ -Ln’ ORXBEENT

BEERBAIRILT—HSRBN LKCPRXBEBA

V vs. Cly/CI V vs. CL/CI
La 2921 3.061
Ce -2.877 -3.007
Pr -2.884 -3.003
Nd -2.842 -3.028
Gd -2.750 -3.021
Tb 27711 -2.982
Dy -2.686 -3.050
Ho -2.709 -2.982

6. T =RKETIF = ROBMAEN LR O EE

HERBETHDVIIHREEBRT TOI 2 = FBLOT 7 5= FOBAER LR EMIL,
TNOLDOTREBEOKBERRL T, HIBEORFHEELTTLELZOND, ZORKMKE
BAEL, $LHERNICEOAN =R LEMD Z L1k, EXFLBICRBITS, Z2hHox
ROZEBZMTT 5 L COREMPRIR L L TR TEETH 5, RBFFE TORIERR R
ERALT, ZORMEOHENT 2R AT,

6.1 BASIER R RE

FRBROBAENREROMGRE—3 9I15R L, (inS) &(@nBi) M, Zheh, B
B FR & WRME BItRIZIR T I REECTH D Z L 2 BW T 5, AKHEFO M (Zvnvbww s 7 =
AFTHY, M'aq. & RT, —RMIZ, BAFHLBERTIAX—(IE, TR0
BIREAEEL L TERIND, LLERL, TEEHEOEBREICIT, BEOKS
FHRBVRCEBR/EE RNV R EOBRVEH DD, TEHEEOHEEZIT 9 BEIC
%, @BREEAES Z ENRELEZSIEBTHEMELD D, TOEEZHLBRTHEDIT,
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BRI EBERM , CLEZEFO M4 W EEET D, 2hblE, B—3 91z
7~ L72 Born-Haber A Z LV DF|WNZ L > TEREIND,

Mo 1L FSd DEFEELFOILEBOERKEERTH N, EXEFTH D 3HD
AF U HEERT D, IPGH EFNL3O0BEFE2EY EA-DICMLELR A 4L *
NE=THD, AGy, 1 TEBMOERIIBL TOX T A RINAXF L2 BT S, 873
KTOD AG°MCL; in S) X CV DEBRTHELNE LiCI-KCl FTD W'-M° OFREIC
FEE T2, 873 K TOT 7 F = KDAG" MCL, in S) IOV TITERENRZND T 450 C°
IBWTROONMENOHE L[11]1[12], ZOBEDHITIE, T = RizoWn
TEBRTRES7 AG°MCL; in S) OEREREEE2T 7 F = FICbEATE S LRE
L7z 12T, 727F=FDAG* MCl;inS) TIXWMENE TN D, T %= FOAGM
in Bi) IZEEAHRIE EMF) L VR®, 727 F=FDACM in Bi) ITHEME* BV /=
[(10], AG° (M aq), AG°(MCly), AG,..,(MCly), AG,, IP(3+) BLV AE(Q) ITXHik
DEIALT[13]. 873K TOTI/F =KD AG,, %, FEIIEI Y o —Ln
0.122 kJ/mol TH 5 & L THEIZTRD=, ALGQ) X, EFERE r'sd & FFfo=x
FNX—ZETHY , S RETHD TREEOEBRRKO—EORIC L > TERESND,

M:Hgns . 4
! I

M, (fr-lds?) — IP(3+) | AGen(MCL,) AGmOVF-)

AE(q) AG¥(M metal) Mogns -¥ !
M®,,, (F1s?) —3— l AG,, AG=(MCL, in S)

AGsubv L
M oiia 4 b

| AG™M in Bi) AGY(MCL)  AGo(MCL,) AG*(MCl, in S)

AG™(M in Bi) + v |
. & v AG*™»(Min ) " ML ~'solid
M(in Bi) AG(MCL, in S)
i i AG (M)
MClI, (in S)
AHsdn(MCIB)
M* ! v
aq y
R—3 9 BAFRRRELBR

AG™ (M metal) = AG,, + AE(q) (AE(g)>0) (11)
AG™(M metal) = AG,, (AE(q)<0) (12)
AG™(M inBi) = AG*(M in Bi)- AG™ (M metal) (13)
AG™(M in S)=AG, (MC], in S)- AG™ (M metal) (14)
AG™(MCl,) = AG, (MCl,) - AG™ (M metal) (15)
AG”(M*ag)=AG," (M aq)- (AG,, + IP(3+))-3AG, (H,0) (16)
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AG™ *(M*aq) = AG," (M aq) - (AG

AG™(MCI, in S) = AG, (MCl, in 8)—(AG,,, + IP(3+))-3AG,"(CI" in S)
AG™ *(MCI, in S) = AG,"(MCL, in S) - (AG

AG™ (MCL,) = AG;" (MCL ) = (AG, + IP(3+))=3AG; (CT in solid)

= AG™ (M*aq) +3AG," (H,0)

= AG™(MCI, in S)+3AG, (CI" in S)

AG™ *(MCL,) = AG," (MCL,) - (AG,, + IP(3+))
= AG™(MCL,) +3AG,(CI in solid)

®—4 HBERALLBN¥HE

o+ IP(34)) )
(18)

o +IP(34)) -

(20)

(21)

Tonic radius (X10™° m)3) AG AMCly solid) AG (M aq) d) AGF(MCLinS) AG® (MinBi)  AHn 9 AGsub Tonizationd) AE (q)d)
CN=6 CN=8 at 873K kJ/mol at 298K kJ/mol at 873K kJVmol at 873KkJ/mol  kJmol at 873K kVmol Potential kJ/mol
La 1.032 1.216 -857.7 b) -688 -886.0 ¢) <1946 ¢) 431.0 3226 b) 3456 -181.8
Ce 1.010 1.196 -840.2 -676 -870.4 -194.8 420.1 318.1 3530 -57.0
Pr 0.9%0 1.179 -843.1 -681 -869.2 -189.4 3569 256.7 3633 53.0
Nd 0.983 1.163 -830.1 -672 -876.5 -198.5 3269 226.8 3701 809
Pm 0.970 1.144 -663 318.0 3709 96.0
Sm 0.958 1.132 -808.4 -677 206.7 108.9 3871 185.0
Eu 0.947 1.120 -712.9 -576 1774 81.3 4036 300.0
Gd 0.938 1.107 -796.2 -660 -874.4 -164.3 397.5 288.4 3749 -131.0
Tb 0.923 1.095 -782.5 ~668 -863.2 -160.4 388.7 277.0 3802 34
Dy 0.912 1.083 -779.9 -664 -882.8 -164.6 290.4 187.5 3899 90.5
Ho 0.901 1.072 -789.3 675 -863.2 -154.6 300.6 1983 3923 100.2
Er 0.890 1.062 -781.1 -673 -144.0 3119 2145 3934 85.9
Tm 0.880 1.052 -771.2 671 2322 133.6 4045 157.0
Yb 0.868 1.042 -639 155.6 61.1 4194 2774
Lu 0.861 1.032 -677 427.6 312.5 3887
U 1.025 1.160 6723 ) -476 6766 f) 657 8) 5314 4249 h) 3627 -84.0
Np 1.010 1.141 707.4 -515 -734.8 -78.8 464.8 3583 3702 -33.9
Pu 1.000 1.123 760.6 =577 -766.4 -135.2 343.1 236.6 3769 75.5
Am 0.975 1.106 7874 -603 -808.1 -173.4 284.1 177.6 3847 127.8
Cm 0.960 1.094 -594 -176.9 3874 280.9 3774 -14.5
a) Ref. [10]
b)  Ref[11)
c) Estimated by this study
d) Ref [9]
€) Experimentally determined by this study, and Ref. [2](3]
f) Estimated from the value at 723K. Ref. [7](8]
3] Estimated from the results of reductive extraction distribution between LiCI-KCl and liquid Bi[3][12]
h) Estimated from AH,,, and AS=0.122 kJ/mol
A 1FRAT7), (19), CDITX->TEREh 2.90
) B in LiCI-KCl at 873K
L, RHOAG H,0), AG® (C1 inS), AG* (CLT | 0 nsaweowsomionazssc |
@]
in solid) #&te, L2 L, TERBOHMEHLE g n =
. . £ 3000 _m . 5
ZBWTE, ZThbondkBoERX Yy LT > . .
i " ; - S 305} n -2.25
n, AGC™ A, ACT OTFEMOKBEETH L § u
Y 0
- > 4 57 - m}
CrolE@Re 525 LN D, FBETE  F 30 E
Ky - ) ]
MLEEERBAFEEELR—4ICE LD, sisf 9, @ o o |
=]
390 Lol e g W 0 0y 4wy

La Ce Pr NdPm Sm Eu Gd Tb Dy Ho Er Tm YbLu

X—4 0 MFOXEBEEN
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o
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o
w
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6.2 ERE TR L OKERFTTO M OFRFME

K—4 012 LiCI-KCl FT» 873K TD M*'-M° OXEEAL % 298K TO KB TOIE &
B L TR LD, BORFEERR A2V, TR LT, 7%= FE{kHok~
DEMOBBATRXLF—THDHAGonMCl) 1F, EBE S TO MCl; OB BB *
WX =T Rt E

1250 ey Am C ‘
Ft, TOZEiL, ABLW » |
VRIEIT L B MCL ORS 1200 | |
DUERED A H = X L DMEL 7= ol
LOTHD I LETET S, B
KEEE T, MY A5 = 1100 -
28185 5\ T 9 BO AR s
KEBR L7 a4 %k © 10T
LTHELTV S, —F, & -
BB TO MY A 4 1 |
L ~FY s m ekl LT 950 3
BELTOS L bATY RS T N T
Aok A 4 DR La Ce Pr Nd Pm Sm Eu Gd Tb Dy Ho Er Tm Yb Lu

M? aq Lanthanide at 298 K

MClj(m S) Lanthanide at 873 K

CHLEEREEODL RV E
’%é/‘] fcﬁ *EE{IE% c: J: Z) & % MCl; solid Lanthanide at873 K
s M3*" agq Actinide at 298 K
Z6NDHDT, ZO—KITE fe MC]J:n S) Acunldlc at 873 K
ﬁg«c\% 6 MCl, solid Actinide at873 K

op» o m

FUA=ZRDT VF=FKD M—4 1 M’ ag, MCl, solid, MCl;in S  AGve»

ERERIT, TN ENTEE

CEEOMEEFETD, Z0DIZ, @R EEL L UEEL(LO[EIZ, TEMOME
HBIZEWTIE, H—HERCZLITR2, ZTOXEEL L TOEL & 2MEHETIZD
Z, REENRERORIORELZEALL, Z<DT 2= T 7 F= FOEBER
i, Fsd DETBELR - 2MOEKEHRTIERARH D, ZD=HIZ, $T
DIERICDONT('5°d) DETFBEZFoT2&BIREICHE—T51=-0I12, AEWQ Tk
LIANF—REZITo7-, ZOBRIIR—3 9IZRDZZENTE B,

AG®(MCl, in S), AG*™MCl, solid) BN AC® (M aq) %, ®—4 1 IZRFIDIEREICS
By hLi, JUF =K AC*M aq) 12V FOFEE LERZHEELTTR, A
Brewer & Nugent (ZL > THBINZHLOTHB([14]1[15], T % = ROAC®(MCL,
solid) X Dy ETOERIIBVT, BROZR LY LEZXDOBVE({LETT, ZO0OHEE
D AGCTMCL, solid) DIRFEMIZZNG DILEWDERD, TROA TV EBIE-TZ
BEFRRFZFEICRSTWDZEER LTINS, EREFOAC®MCL, in S)iX, BRD
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FDACPM" aq) & FATREE TR T 588, AG®MCL, in S) OE(LITFZLITEBRIE T
322<, ORI REMERLTND I ENSND, ZOWKDOACPMCL, inS) Z{L
0, HLMEBET O M OBETHIEEZLND, UL, BRETTO WD
ETPRIEDY, MCl, BEICR 6N D & 5 R B A AV ERIEFEO LD T AL, TF
DEERRBRENA TS O L EBETE S, Zhid, W~0REMREERIC L 3L
WA A2 DEALIZMA T, INSBRAF U THD LiT &K PERRICBOTEEL T
DHE, HDHVIIEBEOHE

L ORRES Y iR EA 00
REENHECNEEZDTHD 5000 |
EEZEZHNB,ACTMCL, inS)
DBROEALH, ABIRR I = 4500 |
BV DDET h T PR £
TV AZ EIEFEBICEY , 4800 L
%, S [
<
+ 4700 r
F %; F 0)%%ﬁli$%f L [ ] f““'(M’* aq) Lanthanide
{‘ifct < , U 75\% Am (:ﬁx‘j"( U- 4600 N [w] AGT“"‘(M" aq) Actinide
i . 4 @ AG®™(MCI, in 8) Lanthanide
FRIOEMARYT, ZDZ & I O AG™"(MCI, in $) Actinide
&, T F= R4 HO 450%.95 1 1,(l)s 1.11 1.115 1.2

R Cl” OWMEIERNEE A
TR EETITIAR L, 5F 8L
ERBEE LI REES i M—4 2 HRIEAEE R BB
Ofb\é : & &B%ﬁ:é't‘téo

1/R(107'° m)

HAAF U REBOEERFREATEIZLICE T, 20O ORI » LB L4
(B—4 2), AG™MCL; in S) & AGC™M aq) 1%, AHFRHLMA 4 2 EHZSH
WCHOHARDOHFF L ORE D IZERMTHBICRET S BT R —F A BHET
Do TDAF U HFEDOHEEA~DEFEET LD Z LT, KA A0, BENL
BN DENDOFEEICZDOWTHD I ENTES, M—4 212R6N5BX 510, T4
Y= ROAC™ W' aq) 1, BIEE A" H>0ERICH»ND, DO LiX, 7
AAF L DKRRMBBFEPTEDLLZZILEZRLTWALDLEEL BND, AG™MCL, in
S) DEHEIE, BHNTAC™ M aq) & R LEE THRATHICHLEDLLTER LIV E ST
ReIEE 2R IBEEDRH D, ZOERH LR TOME OB O ORI Ao 23
B R CORETHY, A AV EROBDIZE-> TEF HERICBWCEELT I L0
THERWNREEZ NS, CIRIEOREZENREFTORETIIARWVALHRAISNS,

6.3 #&{& Bi 1 ToO R

_39_



JNC TY8400 2002-013

550

T = RERBOWRE Bi B TD

SRSV TILEER THE L N

T &= [6][101[16], #Ek Bi & - TE e

DT E= NEBDER < 24”  o P "

5L E—E{ER, Ce, Pr, RUFNd P

LS OTRD, &R OE/VIEHE Sl =

D 2/3 BIZEBHKGFET HDIT o | °

% LT, Ce, Pr, RUNd IZER K oo ) ;
ENOAND D LB LE, = I S S L
DEREER, EEEEA S H L et
bé#ﬁﬁ%ﬁ”(a@é Miedema M F La Ce Pr Nd Pm Sm Eu Gd Tb Dy Ho Er Tm Yb Lu
ERLTRISNDZETHD, T B 50T in BO) Lanthanide 573K

72 KRR o B

U Cn 237 Z = RELERRIZER

EKEEERTEEZLND, Z0O

EFEEZ, @BAKEECTEERELAFEREY, B—4 313" Lk, 3MMOLBY 31H
DEREIUZLDBEDO BRI RINF - BERT HAC® Mnetal) X, T ¥=FKD
&, Dy ETRVEREEZRLTOHAZENSND, O LE, Tv¥=RE&EBD
BEET RN F—H Dy £ THERZRHEEIHE - THRY LTWB D a7, —F, &
FLIZBITDACTM inBl) 1L, ZOER»OANTHENE TR —4 3128727 F
=N, T =R E oK B o bRt 2T, 7 7F=FD 550 An B Cn
7= FOBHWRBEIC—EL, TRNOD2TEMNS L Z = RIZEEABAITICH
DT L ETRT B,

X—4 3 AG»(M metal) %1 AGY**(M in Bi)

T 7 F = FOAG M metal) DELEAIL, NpRPud 5 EF), HEOLBR
BB TWABZ L, E5IZ, Bi HTOLEBREAIIRALNOETEDL>T 3
e EEDLEL, EFLICBVTIL, @BRAICRIRERZENE D> TV D & g
LT3, “

7. BEYERE R TORFTE 2 MOEE
7.1 %= K2 Mo %FHEMHE

TUyE=FRRET, BEIME LTEREILHEET DN, W OhDF v #= RizonT
i, TRERZH D 2Mlie LTHELED, SBECB VO TEERNETH D Am bR
2MEOREEZRFOLEZ b, BREERO TRIZBWVWT 2 MOFEENZOMEICEES
EXDHREELHD, I T, T4 = RO 2MREIZOWTERIICTERDZ - L L L
It
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BEIVE=FOBTRE /'sd

& P DTRNE—EDRER o e — e
(& B E[17], Eu, Sm KU Yb A 7 O
&b EER 2 MREEE SN, Pr, I =2
Nd, Pm, Dy, Ho, Er 72 X REE R . A
2B 2 fEIRIE 2 b8 B[18], S*%fjjﬁw%m;;;
IR TI, ARARA 1T =
L B BLBRTEASFET 5D, BN
2ffiE LTCHEETE 5DIT By, A s, P .

Sm, Yb DA TH DA, FRVERL
X—4 4 Sm @ 3 ffi— 2 OB ETHE

D I W R R T T,

7-3008  2001-07-16 18:53:00  CHEVOSTHOSY.emx

Pr, Nd, Pm, Dy, Ho, Er & 2 fli{R5E 0 o e e s o 0
LUTHELES Z L BRI S e D 2 e e s
NB, LT, BREIES e

LB = FRED 2 ERERT~ R e
BOIELEEETHE LEX 7 ot e e
B8], (7. b0 2 flinE B e T e !

N, BRABLABEOERICB E i e S ]
THRATREROMEICELGE sy

R Y R ®—45  Ybo 32 lomRLET
BACHBEREFTO CVIZE 2T, 2MRENEHBHEER Sm & Yo @ 3+X D 2+~D
EREWAERAL, TORBEMLE 00

WRE LT (B mn). HEEEALIE, E h4/ﬁ
B OBLEIT RS T -

h_
<
T

sl

1.}
11
/ g
I\

HBERELTRD,

Ny
o
o
B
n
B
||

Nd & Dy iZ2W T, 3+& 94
BREECOBTEOD LEE
LAl EB S 28T %, Nd
L Dy ®3+L Y 2+~DOBTHEH T
HBEEZTEBu®D E pplzow [
TIX, CBMEZFIE L, ABEK M—4 6 KEKR L BEBERTO Eorn

(W)

<
1=
"
1
=

=
[

EY%II-IT) in LiCI-KCl CL/Cl
(=]
\ i
-] . L]
o e
o_
° m&%
o. l e
© T .
O
-

ATCDE® . LLTHEESR T E°(III-1I) in the aqueous /V H,/H*

HiEE, BREFRCRDEIND
DE5TRDE quDHEEZK—4
BITRLT[17], REBWERBERERLNDZ 20D, Tafdr TChhERESR T
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DEEETHIL, 3+EL D 2+~DOBETH, FTORMEBEIILEIVEEENRNTHREST
WABZENMEZD, T2, BROBMOT—ENLREL L, EEEST T Tm, Prizown
TH 2MIRENBHB TX D AENTER IN D,

7.2 BERSYFEIT X D NAT ORIR O F H

Nd 88 X' Dy @ 2 fliREEIZ DWW TIE, A& v Tungsten working electrode

Reference electrode

ARVEBOTEEMICEELTVA L S IR \\?ﬁ’mm
258, HHREITITTANEREL TN :

V. £IT, ABIETHE LERE S LEE
AW T, BERE b CRIBICIEEM £
F7RRE T TEARIIRR K %1TH Z & T,
N OBEEZRRTHI L L L-, B—47 75,
EREERS IRV EALTH D, BHREE
T /UIZ NdCL; # &1 LiCI-KCl 2 AL, XiEick
WTRDINKEENRKELL DL I T IR
TUODERBERE LI, ¥ RTLDOTA Light path {
YTEBITIZLD, HEIWVEZ LT AT DA

{ {

Transparent
Quartz window

At
L2

/t_&(/'—....__.___.

7
5

.

7\

Z

CaRBRIZLELOR SRR, TS AW
ROXIZZOLZ T AT AANERBOEE 4 #il Wmfg?mw
15, BREOBREFMEIZ, A Ly AHTT X Lem
ECRRBE S N BRBIR & B A FRE L7, M—a47 &St

X—4 8%, 873K T LiCl-KCl 3£&&H FIZyARE L 7= NdCl; O FTRFEIR TOWRUL <7 |
T D, BRERIERTI(), ¥ 7 AT O VIKOERERIZE Y AgAegCl EREIC
FLT-19V DB ZNTTZRET 1 3HBBLIZLDODL), BREEZETLLIES S KE
LIZKEBDO L D) a Rt L TR L, BEMZENMT 28TE, 500nm HIICIZBEES
W72 <, 590nm fHEIZ ff BBRINOE— 27 B R L5513 ThH B, REMEZHIMN
95 & 450-580nm DOFEIKIZIVNT, T a— FRRINAEMNT S, 20K, BREAE
FETDE, H2BRECTHERERTIZENDIhoT-, —REIZ, SUE=FD 21X
DSFIIC T 10— RISy RERT L5, BRIEERT TOBMS R L > TH SR
TWD, NdIZDOWTIE, BRIEEDO THF OF T2 I3 U{kWNE 2 5 A7 M nis
SNTWDH[19]. SEEB S AZEOTUT, ZHUCKRERY, Z0ZENL, 20
JRWIRIR N Rid, EREBOERE TER L7 NdT D 48 76 4854 OBEFIHRE~DEBEL
ThHLEHEIND,

M—4 9{Ti%, 450-580nm D7 o — RRRIUN L RORE D, BEK T HORBEL{LE
T LT, BRERTHEN, 2HBET, ZOREAY RIZERLTWAZ ERbnb, =
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DZENnb, BEREACTREMICE > TERLE NEVWEIREER LD THD 2 & 245
M5B, AR L NR2+E, KRIck - T, (LR REZY 2 5,
3Nd* - Nd® + 2Nd* (22)

ZORIGIE, ¥ ENRIGRI)RANIFITTEZDZ ENRHE 5,

Nd* + ¢ - Nd&* (23)
Nd* + 3¢ — Nd° (24)

FISQ22)DEH T RxVXF—{it, kOKXTRENS,
AG(1) = 3F(E°*(2) ~E°*(3)), (25)

257 ‘]rr

(b) 13 minutes electrolysis

Absorbance

(a) Before electrolysis

L

. . |
500

. . 1
600

- . !
700

800

(c) 30 minutes after .thc end of electrolysis

Absorbance

300 400 500 600 700 800

Wavelength /nm

K—48 FEAIZL D NACL ORI A~ kLD,

E*(2) 13 E*Q)IRISQIQHDPREBMN THD, VA7 Uy ZRALZ AR
UDOFER LYV, -291£0.06 & —3.03+0.02vs. CL/Cl L #EE ST, Z DEA R
MDITEHT S5 L, AG°(1)=34.7kl/mol NELND, ZHOEDEIZ., R LK
DEENEZEREND L, TORIMNIUTIEALERDICRA Z L 2 BT 308,

EBROBBEE I, £HT5 N BNEB 7+ 7720, Zhd s flzik
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BL T iz, KISEEICHITTETT2bDLEZILND,

40
35[0
30[

25

Absorption b:;md area (arbitrary)

20[

1ol e elan oo oas b,
0 2 4 6 8 10

Time /min

X—4 9 EREKTHD 450-580nm DRI N K OIREE DR

8. TIVF=FRHOFRNLEZ A U EEOBR3

ARFFETIx TRU 72 8%
SHEOT 7 F= FTROE 5 mm ID Pyrex Cell with
SUbH R RBEglc  08mmg - membrane bottom
_ T 1) d =
M- LEEEMELTE o wRandCE i1
7. BAELOBHIZLY .,

Am, Np 72 EZRW=HRv 10 mm ID silica
BuR N OEfARE s ube
BRI I SR 2 B3 o T 28,

. . AgCl(4.8%)
ZOREEERTBHO m e
TILVOREEIToT-, BV

DBIIL, TERPE VD pyrex glass
BEORBTCRALZ LA NY  Bottom membrane

T~

o =0Ag > =}
i _k_ B Sample Molten chloride
7o, BEEOTR 2 FEA
TB7H, REORENDS M—50 77F=FHEMAI=tL

HEETE, AREANEVREINEERHACADTITIZ L THD,

TOLIRBEND, TIF=FORNVEZ LA NIHADOI=LVORRBEIToT,
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AHETERLEEVIIR—5 OIRLAEETDH D,

BEAEAIC2 o TV Smm D5 Ly 7 AERREERL 25, # 0.2 OWHIE
B E AN Z OREVE R, 4.85mole% D Ag-AgCl ZRIBOERIEICRT. Zhic
L0 SMEIDBIEAR L 72 0 PRI & RBREHE L 2o ek 2B, BRI IERIE &
%% 0.8mm DXV AF vy RERBH 2B LTETFICEALLE LD TH S,

0.8 Dia W CE in 13 Dia Cell, Temperature: 557 C, LiCL-KCI-UCI4

200
o s 100 MV
g 200 mVis
E 400 mVis
E ~=a 800 mVis
800 mvis
o —1000 mVis
Electrode potential [V vs. 4.8% Ag/AgCI reference electrode]
M—51 XKEOEBAZERLEZUCLORVE ALY
0.8 dia W CE in Mini-cell, Temperature: 555, LiCl-KCI-UCl4
60
[q
’ P
g 20 t —7000 mvis
- ! 1 7 800 myis
g 800 mVis
30 . e ) 400 mls
4 S i
e F" it ot
40
20 15 40 05 0.0 05

Electrode potential [V vs. 4.8% AgfAgCl reference electrode]

M—52 I=bkAZEALEZUCLORAZARY
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TOEBANBRBOREBRRD/PNEEIZL > T ARVE A N OEERBEZESE
ENRVNE I nE, UCL ZHAWEFA 7Y v 7R EZ A RNIZX > TREET S
ERETolk, KEDOENE I =NV REST UCL ODRNVFET T L2R—5 1,
5 2 2R L7, UCL-UCls OERLIBTTH 2349-0.8 V(Ag-AgCDiz, US+D&EE TD
BLEA-1.6VICER SNS, BEORAFZES T ATIIRERBRIIRL, 3=
VIR IRMEREEF L CWA I EROND,

-1.30 @r[]Epc 13 cell
_ 135 E Epc mini —
En ~1.40  AE1/213cell
B _ide - AE1/2 mini
<
> -1.50 ]
=
:‘3’ -1.55
=2
£ -1.60 ~
o
~1.65 —
-1.70 ‘ - : ‘

0.001 0.0011 0.0012 0.0013 0.0014 0.0015
I/TXK

M—53 Bt —7BEOREERFEDLLE

HM—5 31cit, MHFDOENMIEBBRE—TRT VU VT ORBFEMDOLE L.
BERIBEZBNToERET Lz, ®mETIK, £ 30mV BENOZER T—
B3 5ERTEY, EEETIE 50mV 282 2 ZER3FO N5, THITFETH
HEOHBENI = A THEEIZZWVWTE TCWVAFEIDH D, ZOEATREL ENDT
7 F= FREIOEIZ, % 3.6mg BEL RHED b, MNEOREBE TERLERE
NHEREEL 72 Z LR E/FEN D,

9. BbVIZ

PLEOBFFRIZ L - CARBER L OBREEBT COT 7 F= FRE VT ¥ = FOB
TFREBOITICBAL T, UTO X 5 2R EFT,

9.1 BRSNS LB OB
AR BT ECDBERE RIS L LEAREE v —T Ry 7 R L—&IiZ
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ol EATHEE S EBEEE L, ZOEBERVD I LITEo T, &%
ZALEE2H 5 In-situ TOEANFRBASHBELZEHT LI LN TED L HITAR
DT KT TANRN—FRNWZART ha A —F L OER Fa—T7KRy 7 XOEEMRE,
BHROMILICEVIEDZFRENVOSHRERLEDOR T, ZOEBIIREFHTH D, =
DEBEZANVWT. U UVBLIURT UV Z = FOEAFTRBEAEANS bAZBIELE, Z
DAY MIVOREE R H 2 &Ik » T OERE T TOEWSEA 4 ORiR%
MMl CTE D b D L HFEEND, T4 = FIZOW T, Blo A =
TATRERERBNT, BRAEICLLZEESTBFRETHDIILER L, 4007
VEZRRBOE—I OENVREGEEERD T, £, VT OB ORIESITE
TV, SME 4O EENTRETHDH I L& LT,

9.2 BEREANEZ A N ROBE

BERER TOERILEREDZHORLVEBIVOEROZEZEE LT-, Z0EK(LEA
EFRiE, DEOY TN TERIENRBTETZRET S Z LMAHFE, FPRT 7
F= FOBKILFEBRREELZTEL50IZEHTH D, Laz B\ A 27U v o7 R L
ZARIITEST, FU0F=FD 3 iNbLE&BREE TOEBTOBEET -,
IDRER. AT ANERBTOBRIRIGH, BWVIREICR W TIETEE#F o2
TR LT, TOFREFRANT, BBEFRTCORLE A N BEITZDZ &%
L7z,

93 EBIFTHOI F=FeE0BRBRATILY— (FE) BIE

HIEBIERL S 2= FeRBEOEENAE (EMF) (ZX-T, ®EBIFTOT
SE=ZREBOBREIERTI ALY — (EE) 2#8IZ L7z, La, Ce, Pr, Nd, Gd, Tb, Dy,
Ho iZoWTRIEZATY, TN L ORERFMENS ., BFT L —F{E L 04E
R b bERD, ZNFNLOBRE BT XX —ThOTH RN LBER
FHEOHDLZ AR L, £, BEEIIBVWTUEERKIZTANE LD Z L 25
Bl MEBIFTOT = FEROBRIT IV E—EL)H, THALEEF
RO ZNE—EDET MBI TR EIRDRONTERDEDH D B2, &
2. T2 F = ROWEEBL F TOBRE 2V E—Ez, BTHHOBENSHE
THRLEITV, ZOEFEMEN, T %= FOEAEED 2/3 T~0OBEHOIKTEIC
FITLbOThHDHZ L afEELT,

94 S =2FDOY A2 ) v IHRNVFANY

42 =F03EMHD LICLKCL FTOHA 7V v 7 HRAF A b %FTV Lo
£V Ln® ~OBTHEERE -, ZORR. EXREOREEMERD -, EIZ,
ERSOETEMIZIITRIIL > TEVRHY 5%DTF % = FOBK(LER
BBV TEENPLETHDL Z LatEal L,
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95 FUHX=RET I/ F = FOBRANERLRZHEEDOER

BREPRIUCBEEBI R TOI o Z=NeT7 7 F= FOBRIBEEOZRHKEE., BH
FRRRRNOEIT L, AR CTERNICROBRETRB L OEEBIFTO S
YEZRNET IV F = NOBRIZCEINVE—ELRVCERZ RN —ELE BELE.
(RABRY 72 T ARTFHREE, R EDWL ONDOEETRBE L TEFORFEEL ML 7=, K
WIRF & DB ZEAT O 1oDIZ, KBERDOFERROFER L O 21T o1, TORE, I
P TOIT U E=F 3 MOTRTREEIL. KEBROZTNEESRRD I L2
L,

9.6 BT TOT L Z=FD 2 HiDOFEDOHFE

Nd & Dy iZ2oWTiE, H 1427 Vw7 ARNAVZ A RNYIZED, SIS 2E~DET
WEBRA L7, B TO 310 2 l~DETHRT VvV EERMERTOENE
HBETHZLICLY, MEIBRWVHEBZFEOZ L 2R Lz, Nd»* B ERE S T
R DI EZEETDHEOI., BERLEMES R EZRLAEOE TERRZRLZEREL. B
BALZ T TR TO NdACl OENFERB AT ML E2BE L, TORRE. &
LT TeREET, Nd&Z*ORIRE R b D 7 a— RRRINE %, 450-580nm 4532
BAIL7Z, ZORBUIEBBOKT & L HITEONIZHER T 2 L 2R LT

97T 77 F=FBEORNLEZ A RO

TRU DESILFRRIEZFREL TH7-DOIC, NEBORBTRLZ A Y 2172
DENVOEBEITD, ZTHUTE D UCLORLF A MY ZfTo1, KEOE/LE I
=N EEoTANE A Y DR, UCL-UCL OB LETHE. UO&BETO
BEREE BLIZ, HIOREFPEVWEHTIIRE RER T L= ARN 47258
EHLTHNDIENOND, £/, THICE 2T S0 BB TES PR TS
& Ak,
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