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Study on Transformation of Solubility Limiting Solid Phase( 1)

H. Tachikawa™*! Y. Izumoji*! M. Doi*?

Abstract

In this study, we have performed the experiments to study the short term of
and the acceleration of crystarization of U0, amorphous phase into crystal
phase, and estimated transformation mechanism in order to obtain the rate
constant of UD:(s). In addition. we disccused the suppration of the
crystalization rate uder the alpha ray irradiation.

The results were summarized as follows.

(1) In the short term experiments, uranium concentration decreased drastically.
Uranium conc. was ~2 X107° mol/ 2 after formation of amorphous phase
and reached 5 X107°~3 X10°® mol/# after 24 hours.

(2) The crystalization progressed under the 100°C, however the intensively
cristalized sample indicated the decrease of pH. This phenomenon may be
caused by ion exchange reaction of solid phase. In the 50% cristalized
sample, uranium conc. was comparable with that of the short term exper iment.

(3) We have analized the experimental data(short term) on the mode] developed
in this year. And, in case of model is U0, (am)=> U0, (s, cr)=> U0: (cr), we
could established the measured behavior of solid stransformation uranium
concentration.

(4) We have found that the molecular dynamics metheds is one of the candidate
to estimate the effect of irradiation on solid phase.

Work performed by Mitsubishi Heavy Industries. Inc. under contract with
Power Reactor and Nuclear Fuel Development Corporation.

PNC Liaison : Waste Technology Development Division, Geological Isolation
Section, Mikazu Yui.

¥1 Nuclear Application Technology Depertment
%2 Nuclear Fuel Cycle Engineering Department
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Ao M3 LI1-1TH, WHBOOHAPLBERTTRE LTS,
(&P Rz H
AEHTR, RBRERERY S VEENR~2X 10 %nol/l1Ed -7z, BHOESR
KODNBBEPOYS YEREIBRAIKERY UARBREN 2 4BBE&TIE. 5x107°
~3xX10 *nol/IBEETRY L, 1HFZEORBR, BP IV FhoHNT
h%%@@ﬁiv#oﬁEWTbéﬁiiéﬂéoﬁﬁﬁMﬁﬁTw\4%%%&
TREA MY FEDEL. 1 5BEAABRTRES D1,
RBONSYFE, mBRERSEG (pH, BE. 7/VAVENERE., BHERR)
KHXRTEEEL LN S,
(2) 1/100Fm REHEHR
AEHIE0., bHHEZOBARFOYI VREN~1 0 nol/l1&i -7, LD
REAPEEE (FRER) OV EBEER~TX10 "m0l/1&#EEINE, RBRON
SVFEEZERTIE. FRICIOVABRBEERO VS VRENMFIZZHELS I L
WREhi, £, FRE#ED>S, BEESTOVI VEREFHEFHOB EAZL 14
BEOEREL, Jhid, HBREHORBENT D E#EEENI, HOHM
DFEIO2OTER, IPEAEEERABEOREREN -, RRFAKB2 A AR T,
MRSt RBROBREIMAELL ST,
(3) FRSEFEEDHERED K
H3. L 1I-2ICERS FEOEBEELEMAOKREE oy b Ui, B0 DR SH
REE&%T%T£5G*mSEETHEMﬁﬂ%#T,ﬁﬁﬁ%&l,3,7&
DERBEPOTS VEEFERE UL, TOERVT Y BENL 07 ' nol/l1DF—5"
—TEELTOBEREL TS, FMETE, ARFAKIBOEAM TSI X107°
~3xX10 *mol/HITBFE -7, Zhid, HBEREFHFOEIIHETIHOEELS
h3, FRIGFELIARBFETRULIAR, REEBSET V7o Aho A RXE—
H—EERALEIE, FREEETE, BABRBOWIZ0.4540D 7 £ )V5 — TRMA
LB THd, FIAE—H—iR, MBLTHRWIDEEIOV S YOEBEHE,
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3.1.1-1 FHMZET(LHEEFEE




Fz3.1.1-1 HBRBEROI S VEE
HIRAREHI R [U] total 1/1007 &4 [U] total
A B IR ] (mol/l) HERRFRY (mol/1)
0. 33 3. 4x10° 0.5 9. 2x107
1 4. 1x10° 1 9. 3x10”7
2. 9%x10° 8. 9x10°
6 3. 8x10° 6 3. 6x10°
10 1. 1x10° 10 7. 1x10°
15 8. 9x10* | 15 7.1x10°
24 2.7X10%4.5%10° | 24 8. 0x107
4 (FefEFRiD) 1. 5x10° | 4 (FelEIFEID) 2. 6x10°
15 (FefEIRiD) 2. 4x10° 15 (FelEERID) 8. 8x10~7
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BLhbnEEZONS, BABEBLINIZ0. 455007 4 V7 —TEBL-ER T,
BEMICERABBEERTEEICLD, AHEAFRIERBEREHILI
WEkd, RBERCPBLLERZI ALY, —F, FMKOHOBMAERE I,
ERTINTORBICEETID, ARSFMTREVCEFRERL, o100
HMEF2EMhOHFINERL, WERRARMDELAY, BEIEERSAS
(HBLDHAPOY TV RERCENELZEHONG,
(4) HBERRRICONT
FEHETR, RBEBBREBARBENOREOp HERELLEZ S, 2ED
ETT32EpRbohic, pHOEMARRAEES 1. 1-26 L% 1. 135
PHOEAILE W UEEIFIE L(BBTABEpHE (pH4LUT) RASHWL I,
RBEEBODHARDOIERE L, RRIEIVpHOELIENHZ 00D, B
WEFIE A, 1/1005REHN, FeDRMOFECES T p HIZETF L, p HET
DEBEELEFRS L I-FT, LD, FREFEORROFY, HEBEHTHIEIRD
XS EDS, RREOU (V) 2%, OH™ ERETASERIDpHIET T2
EEXOND. BENEHT, BREFETRU (V) BEELTLRTTS 3,
BREERORESENEBNIERTETH 20 (BBLLEE, BE,SHD
EFRAIKERREL L, ) BARU (V) ¥EETZERSN3, Ahicdd,
BEDWHRTH 5Rai,D. et al. [ZM(1D] ., Bruno,J. et al. [XHR(2)) B
EROEEOEENMNSDPDHE~8OMTHE, BAEHEPOYS VEERp HICKEL
MO EPREEINTVE, INL D, TOpHERAORRTIR, V5 v OERE
HEDHLBIRLO KU, S

3. 1.2 ERIC & A
(DEGEEEIIDOHT
FAELL2 CEAHNEFEHREROKFE, FL2-IKHELERDVTE LD,
FYHEHBRLIAERIEEORER, FROEEZREZEL, R L2-IKFTRERE
ERUTHER L, BR3L2ACARENTWLS LI, BECHEESTHL, #Hadt
BEWETLUEEEIA0NIRRETH, BRKERBROBYBELU, T2, B
FME25E, 36HORMTE, HHEPIUCRBUEREEFT TR, $ER
PoRHBIFERACER, EIL2-IIA LI INHELERILELIDSIEBENEELET -
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3. 1.1-2 FHNEEEORBRRTOp HEIL

(ARaFIRM)

B g 8 1E #T1E
0. 33 8. 22 8. 17
1 7. 50 6. 25

4 7. 26 6. 82

6 8. 21 6. 74
10 8. 35 7. 27
15 7. 80 6. 10

2 4 7. 13 6. 52

4 (FelETRIN) 8. 20 6. 63
1 5 (FelE SN 8. 30 6. 58
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ES113£%W*£&®§%%?@pHIﬁ

(1/100F &)

B 2 1B T E
0.5 7. 95 7. 10
1 6. 57 6. 45

4 7. 59 7. 61

6 6. 90 6. 68
10 t 7. 10 7. 00
15 7. 00 6. 90
24 6. 90 6. 80

4 (FelETRIN) 7. 47 6. 75
1 5 (FefETNIM) 7. 84 7. 80
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E53.1.2 BEHEORE

2 5 A&EF

3 6 BEH

7 2 BEF

109 BHH

119 H&EM



#£3.1.2-1 REYRELERKILE
C REEE (H) HERERILE (%) AL EE- (%)
= 25 80 52
""""" s6 | 90 |  s0
""""" 72 |99 | &3
T 109 99.9 | 92
T 99. 95 | 93
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7o BEMMEBE LBEORBETE, HALESEELTHEY, BARREOD
FRERFENERTEN -2 b0D, BRO—BHEFCRETY Uik X
RDBEFICHELU oo, H-T, BRI, BEXBIVLEREESNETLTL
BLEEEIND, I0HBITINERE TR, EROKRWAVETICHMH L, X
RDEZER, BEICHBLAESEEOHL, HBELTV3—B0SRLEAXE
BEL7o 3. 1.2-2iCXRD AR P ERT, #RAOEFLLRBE, BEH
CER Uico BRUEE SR BLER, 9 0%IcEL, REUMOMME & bick s
REFEFUTOL S ENTRENE, IBRB TR, UOER0 Y — 7 BTt
DE— I HBBHONE, ik, E— /KB, BENSATSIA L (Fe.0:) T
BB, CORPTR. RENBULHHEEELARORABEELBBOT o HiBfL X
NFe.:0.REHLEbDEZXSN B,

(D) p HEILI DT

MARBRAZTOp HEMEZES1.2-2 KFT. RBRHBBOp HIE, 7~8I1tR
Ello REMMNSL, HRLENEFULRTR, pHABL(RILI~4 &
7 ote H3.1.2-3Ii p HERBILE CLEEL D RHE) OBFEETRT. B
EﬁgO%Eﬁmﬁﬁbt&émpHmmw#%bénéo$a§%m,naﬁﬂ
ERIFICHBHEHE LD THAN, T2ERBTHE, pHM6. L2212 -TWHW3 I &
PORELOMENS p HPBE LI bO TR & WK Uik,

2T, HALEN~O O%BELI TEFLALE, pHARBIKELTRE
EUTRETRERRE UERT 5,

FRBRTHE, &EYS VEERTABLTEY, FE0opHRTALBIZ, 1M
KEAEH Y 7 ABBETHRBAEEERT 5, BRFOU (V) &, Z0&x (R1)
DREERILU (OH) £&£U3,

U 4+ 4 OH™ = UC(OH) 4 =+ + + o o s o s o (1)

KT, £ECU (OH) s 24 ARBEEICAI T, Zhid, BGE [XB((D)
R&BLEPOKMBIMICETEREOS S, ¥—5 4 L2 LpFek BN
B ARG O/ B0 RBESERL L,

XRBTH, £7 (R2) KFTIIUBAA VRBRBICL->-TOH ZRH L,
C 1 %MWMt
UCOH) 4+ Cl- = U (OH) sC1 + OH™ « »++ (£2)
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'm _;u/.\m,m,/\:_; . 25EEM
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R, . e | A_ 1 AN
28.0 33,00 4G.2a 5@, 0 £a.aa .04
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) N
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#+<3.1.2-2 MERBRRTOp HE(L

R (H) HIHHE T HE
25 7.40 7. 25
36 7. 20 6. 85
72 7. 86 6. 42
109 7. 50 3. 57
119 7. 21 4. 33
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MERBRTE, 0COMBIE IV SEMEERES TS, Shild, (R3) i©
FUEUO: BEREIETH 5o BRI LD LA URRKICRITAU (OH) W,
BOTHID, (R2) ORGR, EQIEIOH PRL LpHbBPTBEEL
55,

U(OH)4—>U02+ 2H20 .......... (ﬁs)

p HOBMRE RN, EaLEFETLABETELSOE, ®3.1.2-4 05
RS EMRAELER S, BB, (X2) OU (OH) sC130H THETSE
£x%, EEMIC, U (OH) .C 1 HRRBEBINIC] 0" MEELEETSEE
B9 0%BESZ TR, pHEMNILUNORENTH DY, #H&LIEFL
FT3LpHPRPTE. RRTE, HRELENI0SYEETp HAMB LT3
A, Chid, BEAEERPERESRORENB LGB EELON, EBI,
EDSERMENEFLTV3bDEREINS,

SMNELRBRBSIUMERROMART p HEESBB S hiedt, EWHEA
HRBRTRp HOBBBATROL, | BBET—EHBEN -, —F, MERRT
RERLOZELVEF TP HABR LA, BEORIGICE, BHELOENSZ L%
AbNB, TIT, UTOL S NMHERE Lk,
¥, EPRRTHE, 31250 KBEEOKO HERZRBARICEAT
BIlicdD, BMESNAHANOH Y 9y F &3, £/ LAEU (OH) « 204
FEEOOHZR, OH Itk-TH* 2318kbnB A4 v 2theNn3, T h
KUY, BOEKEEWU (OH) .“"* (n=1, 2, 3) H3I&FL5A,
U-O0-UBEHERENG, BRELT, BAL~ORFRETOH" HEHS
hp HYELT 5,

MERR T, 3.1.2-6 0L, U (OH) + 204 FEHOOHEKH"
BEEL, —OH EBD, BAX VRBEESES, JO-0H.ZC 1~ 8l
Feo, Bko%, U-ClEgatBREN3, Child, WBOU (0H) 5C |
KH%T 5, 04 FATR, BRENERT20T, BRI, EHELOU (0
H)sCliE, CldfiiahfbhicOH cEgREZN, BRAEZETUO: 1T/ 5,

UEho, BRAENRELICET LA GORBRPOPHE, BTLTLES
o, BIEDPp HHEHE (6~8) KHHIHEMAFOVSI VREILEHT I IZIE, pH
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.

U (OH) n(4—n)+

®3.125 BRELEEOBRE (i)



H20 OH™

3) H2 0D 4) WIROERALICES C 1D &
OH DHGAHA
3.1.2-6 BEHEREEEEOERR (Bitsks)
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EF£520LT, MpHEZO~10 & LTHSHBRESRL, 54 7 ¥
L5 -TREEUERITILENDS 5,
(DBBEHEDTS VBREITDONT

MERRE RS E3.1.2-3 LR T, 250 (HRIALESN) T1 0 wol/lDA—4
—ENol, EHRNEEARBRO LI BHEOMEE5 X1 07°~3x1 0 *mol/l&#i-
TR EDSHRBLOETICE> THRETOY SV BENEL LTI ENFE
Ntz 368 (ERALES0%) i, 1. 3x10 "mol/1EBL -7, RBRBET
DY UHFRBTNIEIS, NSYFOHELREKEEIN S, 720 (BRLE
83%) TR, 7S B8RIZED9. 0x10 Tnol/l1EFEEL -7, 109,119H
(5 B4LE92,03%) Tid, pHEROLHEBRIOYS VBEIE H-72bD
LEZOND, M 1L.2-TREGORBRRERELARBEROLEERT, HESH T
 SSUEERA—S—OHENRONG, ARREEE, EMRREKBMNE] B
OF~yERA, NERROF 41, BERPOHERER 0z, BABRBEEMN
LTWEBruno, J. 5 [XXB(2)] OFBRTIE, 10 °~1 0 *nol/1&E7T HE
MBERL sl TAM-OF THIUDERX L ZERID0TR, FTREFEOHARKICIH
&L, FRAOHERIE, TROEFEORBICLETZE 1HEESD -1,
Rai,D. % [XB(D] OMELTHAHEZIZ—H L,
(DEDERIZDNT

EhFEOLDIEKREFRRBIEMLE, SUNELRRTE, SHOBBID
WTR-2H Lok, MERRTE, BEEBERCOLIMBRELLD, &2
BBLELDEZEZONE, BRLASKOBER, K31.2-8 KRLETAR—5 K
REEICEETS, CORTE, BMELTFe, Fe (OH) :;, Fe (OH) ,
FHELTWS, MERREOE hid, £3.1.2-4 R LAk, (pHER, 3.1
2-2 BR) REBRAIZIE, 100 0l $700.52 HEFM L. 2EVBBLLIEARE,
#9010 £4 5, L UEERE, BEACPERETEEDPEBEIL TS, #-T
RTE, ESREO—2 (1 0 :MitHY) UBROERICEETAEL L, T3 &,
FORBETCLEEORKIERMI, Fe :id, #EFe™d, whbYsR&EL
TERBREFEBOEZhd LALOY, BEUVREERELLIL,
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#:23.1.2-3 MEHBRER

RESM (H) TR (mo)
25 4, 5x10°°
36 1. 8x10°7
72 9. 0x107°
109 9. 2x10
119 2. 1x107°
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72 2 =E (mol/l)
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-2 =1 c 1 2 3 4 5§ B 7 8 89 10 12 13 14 15 15
2,2 : . . ] L i i O . ’ H ] h ¥ ] 2’2
EMZ 2
N 1
(=] SN 1.8
\\
[K:1{ 16
4L Fat 14
12 _@‘ ~ Juz
1N I
0.8 :“@_ ________ 40,8
06L 0.6
0.4 0.4
02l Joz2
0 ?@\..._ 0
-0,2 ~3,2
-0,4 -
M@ o4
-0,6- == ~-0,6
~0,81 T -08
i
-1 ; -1
]
-1,20 @ -1,2
~1,40 ! i-14
-1,60 : 1-18
1
‘5,3 ¥ N 1 N t ¢ 1 1 1 l[ ] 1 1 k4 1 - ’
2 -1 6 v 2 3 4 5 6 7 8 9 10 11 12 13 14 1% Hls

X3.1.2-8

TIN—EE ($—KHR,25C)
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#®3.1.2-4 RBETEOE h{d (MEHER)

HE L E h{EmWV)
36HRFFRR —-235
1098 Rt —-96
119H RFeAE -32
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3.2 EEZSEA 7= X LOREH:

EBIC & BIEHIBE L EROBAERT 510, BEEEL =X LADESE
BRI Uiz, EHHOZB 5 ~2 & LT, 0:(am) =00, (cr) BT 284, &=
i, RREEE LU0, (s, o) AERLAEE, Bicid. HiklUOD . (aq) 1 £EH
LIB&bER L. B2 ORI OVWTRE Lic, ThHDEE/Y — v ORR

OEHRS3.2-1 WRY, B0, (an) U0, (er) WZMLT BIEA. RIBEFAR.

d[U0, (am)1/dt=-k,[U0s (am)]
d[00; (er)]/dt= k,;[U0; (am)]

THY., BEFICRKELOBERWKNETH D, XERERED T 4 54 V7%
9o U0z (am) =00, (s, cr) =>U0;(cr) OEBICET B RIGEF LI

d(UC; (am)] /dt= -k (U0, (am)]
d[U02 (s, er)]/dt= Kk, [00:Cam)] -k, [UD: (s, cr)]
d{U0,(er)] /dt= ko [UB2(s,cr)]

THY. PREW: (s, cr) 1ZT7 4 v T4 Y I7OFEELTRELLDDTH 3,
S 54T, BRIUOD . @) EEHET BNo. 4&No. SDEBETF N RBHEEER L b
DTHYH. JOETIAL, KRICEWTEM & EEOIEEMNLEEERROF EICH
DoTHEETAIENTREE LD, TITR. CThSHRBHEDESD SNo.4&N0.5
O 2 FEHEOFEREEE F M >LWTRN L.

EHE (am) =>E#E (cr) . B (am) D AE=>EWE (en) [ BRI T L7 » RE4EH]
TRETHEZETIN( K3 2-1 ONo. 4) ORIGEEREZRDICRT. JOREE
ERiCBWT, RNOHEBEEERK: . ke=>0 &T 5 LEEEE LW EHE(an)
SEHE (e OETIVE U THERTREE 185,
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d[U0, (am)1/dt=ks {[UCOH) 4 (aq)-K,[U0z{am)] } -k, [U0:{(am)]
d[U0, (er)3/dt=ks {[U(OH),(aq)-Ks[U02(cr)] } +k,[U0:(am)]
U0, (am) J+ (U0, (cr) 1+[U(OH) 4 (aq) 1=D (D

IIT. EESORFACUTITRT,

[U0z (am) . [U0z(cr)] « CUCOH).(aq)]: BALEREOIRILIEEE

K,
Ks
K

ks .

ke
D

: U0; (am) DOFEER

: U0z (cr) DFEEFER

: U0 (am) =U0: (cr) ORIEHEEEE
: U0, (am) DILRREEETEERL

: U0z (cr) DULBIEETEEL

: ReafofloHERER=1. 0

BATFOfI DEAER=1. 0+d

: t=0 TOUD, (am) OFIRILEE

21 ARIFEICHEE LI R A TR,

(U0, Cam)J=[ {-(A+(AZ-4B)'7%)/2+ks (K5+1)} D exp(-(A+(A%-4B)'72)/2)t
+ {-(A-(A2-4B)1/2) /2+ke (Ks+1)} (C/Btco—Di1)exp(-(A-(A%-4B)!72)/2)t

- (ko (K3+1)C/B)~ks (d+1)1/ (ks ~ks)

(2

[UU;(cr)]=D1e§D(-(A+(A2—4B)‘/2)/2)t+(C/B+cu—D;) exp(~(A-(A*-4B)' %) /2)t

-C/B

(3)

T, RN BITHERALEESREUTOED TH 5,

A=k, +ks (14K,) +ke (14+Ks)
B=k1 (ks +k9+kuK3)
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C=-(d+1) (ki ks Tk ke tkskoK:)

D1=(A+(A%-4B)'7* ((C/Btco) (-(A-(A%-4B)'72)/2)
tko (Ksco-d)-(1-codki)/(A%-4B)

co: FIHHERILE

[03.2-1 @No. 5SORIGEERER ) 1RT. JORGEERCHVT, KW
OLBEEER s Ko ko0 &7 3 LHEHEERE LISOEE (@m) =B, cr)
SEHE (cr) DEFIN & LTHERTIEE 185,

RISEERAORRER., FBREOBHLIETH B8 CITRAROLYT
7y & BT & BEHERRE A IRA LT,

dfU0; (am)1/dt =ks {[UCOH),(aq)-K,[U0:(am)] } -k,[U0(am}]
d[U0z (s, cr)]/dt=k, {[U(CH),(a®) -K:[UD. (s, cr)] }
+k [UO. (am) ]~k (U0, (s, cr}]
d[U0s (cr)1/dt=ky {[UCOH)4(aq)-Ks[UO2{cr)] } +k2[UC2(s, cr)]
(U0, (am) 1+[U0, (s, cr) 1+[U0: (cr) 1+ [UCOH) 4 (aq) 1=D (4)
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_Zp..

2=3. 21 PEREEEURREE OB - 7 L ODIFRT
No AR R Yy — RS E TN, ERlonis - FOfh
' (UG, G )/dt =k, [UD, (amd] — BRIk LD DR

——

h
(W0, o | > [0, |

dEu0. Cer) )/dt= &, [UD; (am))

~ XMERESERD 74 w71 7

l'h k2
[unzamy | > {00, (s e} | > [U0aLen) |

d[U[]z (am)]/dl. ='k| [U[]z (ﬂ!ﬂ)]
d[U0. (s, ee) 1704= &, [U0; Cam) D-42 (U0, (s, c1)]
a0z Cer)3/dt = kafU0 (s, crd]

— BBk e L oobERH R
— X&Enc k B HOERY FE (RIS i Solse)
—-XGEHERD 7 4 vF 4 T

4 Lo ¥
[ 00 (am) | ;]UU;(s,cr) | ]:)IUUz(cr) ]
1

d(U0; (am) 1/dL =~k (U0, (am) 1-ko [H0: Cam) ]
d[U0: (s, cr)1/dt= k) [U0: (am) 1-k2 [00. (s, cr)]
dlU0: (er))/dt = k(02 (s, er) ko (U0, (am} ]

— MR L ORER R

— XHlEN & A ORI (GREESEhh SOHEE)
—UEEE e OB THE (ke KB 35 A—4)

—XEERERD 71 w74 T

(s ]  [W0aCon) |
s

..........................

(U0, (am))/dt=(d[V0; Cam) 1 /dL) 45
— d[U0.Cer)]/dt=(dU0; {er}3/dt) tas
{0 Cam) 4 [0, (cr) ]+ U0 4 (ag) 1=1. 0

(d{U0, (am)])/dW) e = ks {EUCONY 4 (aq)]-H, [U0, (am) ] }
(d[U0, (er))/dtw = ke {[UCOH) , (a0} ]-Ka {10, (cr)] }
(d[H0, (am})/dt)s = -k, [UD, (am}]
(d[UUz (Cr)]/dl)s = k][uﬂz(aﬂ]}]

—EEE G Sk DAMEHTIE (i e 3T A-5)
- nosméﬁlﬂ% LAEF A L B
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by ke=L. 0X1077%] (1/sec)
10
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BER TS EELg U (mol/ £)

B: (cr ) HERILE (%)

5 W EEAEE (ZED
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EErE '

MBS w0y s vREORE (rox 1  [B@] 3G “f |3 ]
J{..Zli}m ...... T ______ T kn--fllun
e U!@Jl).a.ﬁégz------.--...._.._i
100 — T —
90 R I .
80 S A | BIHER
TO xlxx
60 ki=1.0X 1077 (1/sec)Ki=1. 0X 107*
50 x‘x A k2=1'2xl0—7 ..... (l/SEC) ........... | K2.=4.4xl079
L — ks=2. 0 (1/sec)Hs=1. 0 X 10712
30 ko k=2, 0 (1/sec)
20 Iy ke=1.0X 10719 (1/sec)
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3. 3-13(2) UQ:(cr) HRALEDEL (F—-211)



_gg..

# 3.3-1 R B L URERDE L%

r-AETOBILERI RISREHFIETRT,

i 2 I & B
=2 kl kz K1 Kz Ks ks ks k7 ka kg kln am | S, Cry cr m M' 5| %ﬂﬂé‘ﬂfdﬂﬁ
B | HHOZE | BLUEE~ND
(1/sec) (1/sec) PHAEREGD M/ 2 | "R HEEOERE
LA|Lel0] — [1.0e4 — 3.16e-10{ 1.0e-2 | 1.Oe6| — — 1.6e-3 | 5.06e-13 | 100 | — 0]1le4 | X3.3-3 'ﬁ%’&_ HiEkL
28| & — 1 — {1 1.0 1.0e4| — _ 1. 6e-1 | b. 06e-11 — 0 § [[X8.34 |ili&Ee bl
Jal { — 4 — 4 1.0l [1.0e3| — — 1.6 5. 06e-10 — 0| I {335 | BEDAED
i@ O - 4 — 1 1.Osl {1.0e3| — — 8.0 2.50e-08| & | — 0] & |X3.36 rﬁlﬁ@éﬁ 9]
G| 4 1.e-10 {1 3.16e-10 [ 1.0e-12 | 1.0e3 |1 0e-1}8.0 2.53e-9 |1.e~01|1.00e-13| 81 0| 19| § [XB.3-7 | BEDHEHD
G 4 L. 2e-7 4 14, 40e-09 | 1.0 1.0e-4 | 1.0 4,40e-9 [1l.e-10|1.00e-22| 41f 40| 1 1 [K3.3-8 |M&EEbBED
T8 | 4 4 {4 4 1.0 1.Oe-4 | 1.O 4. 40e-9 1 {1 {4 {4 3 4 | B339 |2 GOEIESHRE
&l 4 | 0 | & | 8 |20 [20e4|20 |8.80e9 | & 8 [ 818|383 |RB3I0|mELLED
98| & 4 4 3| & 4 4 4 4 4 {4 L [ 4 | § | § |RB.3-11 |72 SoEkeHE
BRIz R 1} 4 4 4 1| 4 4 4 { 4 18 [ 3 |1e7|K3.3-12 | L HED
k| 4 4 | 1 4 | 4 4 4 3 4 $ |8 1 0 |1eT7| X3 3-13 | r-Al00ERATFH
K, ki Ko ks Ks ki : UBz(am) = UD:(s,cr) Qﬁm ks : U0, (am) <= U(UH)&(&Q) @mm
(V0. Gam) | = [U0: (s er) | »[U0eler) | ks @ U0a(s cr)=> U0z (er) OFEER ke : U0(am = UQOH) s (aq) OBABEEEE
T 1 T ‘L 3 Ki : UDzCam) 4 2H.0 = UCOH) 4 (aq) DFHER ke @ UD:(s, cr)<e UOH) s (aq) ODILEBEEEEEY
ks Yhe oo ke Yhe oo ! }{a__‘_ltuo Ko : UD2(s, cr) + 2H.0 = UCOH) 4 (aq) DEEEEL ke : UDg(s, cr)=> UOH) 4 (aq) DIiBEETER
o I_J_([J_H_)__Qa_g} __________________ Ko : U0z(cr)  + 2H.0 = U0 4 (a) DFHTERL ko 1 UD2(cr) <= U(OH)4(aq) DIBHEETER
kio @ UD2(cr) => UOH)4(aq) DiEEHEREERL

X

O O 0 OO0 0P D> b X



..............

________________

#3.3-2  BARHORERRE (5r—-x1)
\#r—2 | 7-x01 | EEEHEESEOZEERL No. 4
Bth/so A—% BT/ 5 A — & DR TERML
k; (1/sec) |am—crBEHEOE(LIZBVEKE L BO TN WVEERE
ke (1/sec)
K R S N/EREE M) L VIRY 0 TOEEAFE L. BE
Kz
Ks AIE s NI B EE (D) OEEF AL TWS
ks (1/sec) |{REL7ME
ke (1/sec) |ke= KioksiTTHHLTW3S
ks (1/sec)
ks (1/sec)
ko (I/sec) | IES7-iiieBe (H6, 0. 33, L OB5R) LOEHLTWS
kio (1/sec) |kio= KskottTHEHHELTWS
PTHRRE M/ | AIES NBREBE M) L DR 0 TOEZAFE L, RE
am #IHIEE § | 20 TRETanTHEERELTVWS
s, crfTEAEAE %
cr FIAEAE ¥ | B% 0 TORBRER 0 LRELTWS
fiE A e B AR KA ER D 24RE R A
ZEBETN No. 4 ZEBETN No.5
K, ki Kq K, k, Ke k2 Ka
U0z (am) | = | U0z {cr) Uz (am) | = | U0z (s, cr) | =>| UB2(cr)
R TP T ,__T_ e e b ] _ka___i_k”
! U(OH) 4 (aq) U(0m 4 (ag)

__________________________________________________




#&3.3-3 RS ORTERIL (r—22)

i — A yoz02 | EREHEEHOZETFA | Mo 4
R/ S5 A — 7 FRIF/ NS5 A — & OFRTIRAL

K, (I/sec) |am—crEiE0Z(LZEOEREL, BOTNSWEERE

ke (1/sec)

K, RIS & h - TSR (H6) & D% 0 TOEESEL . &

K,

Ks B e FO R (B5) DRI LT B

ks (1/sec) | er~OLESEETERE 1005 Lic/dd, TOMEDIMEICRE

ke (1/sec) |ke= KisksicTEHELTWS

ky (1/sec)

ks (1/sec)

ke (1/sec) |7 —2R | TREEORDEMIDIEVLD, F—X 1 D100 L LT

kio (1/sec) |Kkio= KeokolCTHEHHELTWS

DPEEMD | RIE SN EREE (H6) X DA 0 TOfEZSARL, &

am FIEAETHE ¥ | B0 TR TanTH B EREL TS

s, cr#IHAEAE %

or WIHIERE % | B0 0 TOBRIEZ 0 LRELTWS

AT iR BRAFNANERIRER D24 R A
EEZETN No. 4 ZZE 7 No.b
K, k, Ke K. ki | ks K,
U0, (am) | => | UB2(cr) U0, (am) | = | U0z (s, cr) | => | U02(cr)

I,_T.ks._-:]f.ks ______ T ke . Y. kio ,-T_K& lka Tkz \L}(& T ___‘!'k

U(OH) 4 (aq) b E U(OH) 4 (a)

................................................................................
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5%3.3-4 PR RAFORERAL (5 —2 3)

B — % r-Z03 | BEEHEEEOZEETL | Mo 4
Rt/ RS A—% BB 33 X — & ORERH
ki (1/sec) |am—crEiZOZELIZBEOEREL. BO TN WVESEL
ke (1/sec)
K, RSN/ BEREE W) L VIR0 ToEEABL, %
Ke
Ks AESNBRBEM) OEETIBLTVWS
ks (1/sec) | cr~OLBEEERE10 Liztowd, CDEHI0FICRE
ke (1/sec) |ke= Ki*ksiCTHEHLTW3
k: (1/sec)
ks (1/sec)
ko (1/sec) | ¥ —R 2 TREEORBDEINDLE VD, r—X 1 010G LTH
kio (1/sec) | kio= KaokolTHEHELTWS
TREEM D | R S N7 IRRE (6) X VIS 0 TOEEAEL, B
an FIERR % | B 0 TRATanTH B LREL TS
s, chJ,ﬂJiiFE ]
cr PIHIER § | 520 TORRER O LEEL TV S
FEEHFrBE R BEF0 RS ASER D24 FE R A
EEE T No. 4 ZEET I No.5
K, i} Kq K, ki K. ke Ka
U0, (am} | = | U0z (cr) U0; (am) | => | U0y (s, cr) | = | U0s(cr)
LT Y PO TV TR T LR T
| U(OH) 4 (aq) : U(OH) 4 (ag) |

______________

..................................................................
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#%3.3-5 RRITSRAFORERT (r—x4)

BT — A r—204 BRENREEOEEE T No. 4
/S5 A -4 FRIfr/ S5 A — 7 DR TERHL
ky (1/sec) amfcrﬁﬁmﬂ{ttiﬁh\&:ﬁiﬁ L. BOTPNSWVEZRE
ko (1/sec)
K | BIE S NI FSIREE (H6) L DB 0 TOEEATL . BE
Kz
Ks REI N/ ERBEWS) DEZFIALTWS
ks (1/sec) | cr~DLBBEFEHZESZ LD, JOED S FICRE
ke (1/sec) |ke= Ki-ksiCTHELTWS
k. (1/sec)
ka (1/sec)
ko (1/sec) | BOBOILBEBZET (/7S B0, T—R3D5HEELTR
kio (1/sec) | kio= Ks-kelTTHHLTWA
MEAREE WD | AE s NIEREE H6) L DR ¢ TOE=ATEL., RE
am FIEREAE ¥ | BE%I0 T3 TanTH B EEL TV 3
s, criHAEAE %
cr FIEAEME ¥ | B5%1 0 TOHRRER 0 LKELTWS
AT ESE ] B AR AR SR D 24 R R
EEEFN No.d ZEETN No.5
K, ky Ks Ky ki K k2 K,
U0, (am) | —> | U0z (cr) U0z (am) | = |U0:(s,cr) | =>| U0z (cr)
e b Do e T b T YT
’ U(OH) 4 (aQ) L TOR) 4 (aq) :

______________

_________________________________________________

_________________
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#*3.3-6 R SREFORERIL (Ur—25)

R — % =205 | WREHEEEOZEEFL | N 5
B8 A—% Rt/ 8T A — & OBTERL

ki (I/sec) | am—s, crEIEOZE(LIZEVEREL. BHTHIWVEZRE

ke (1/sec) | s, cr—crEEOE(LIZBOEREL. BO TN WERERE

K, AE SNk BE (6) L VA 0 TOEEEL., &

Ko BIES N ERBE M) OEESIBLTHS

Ks logKs<-10 ZHHE L. logk=-12&RE L7z

ks (1/sec) |VBRBENTr—X 4 EE—LB5HRFE

ke (1/sec) |ke= Ki*ksiTTHEHLTWS

ke (1/sec) .| 7r—R 4 DkoZ5IH (crOERILEZIHIT 5720)

ke (1/sec) |ks= Ke-ke!TTEHLTWS

ke (1/sec) |BRRE. SRLENT 4 v bTE5HE

kio (1/sec) |kio= Ks*keiTTHHLTWS
MEHBEMD | AEINICBREBE NS L VIR 0 TOEEAF L, TE
an FIHARMAE ¥ | crOfE&RALED. 194X 0, (1-0.19=0.81 £ LTW5
s, CrEIHAEE X | s, crOFIMBEEIE 0 LIRE
cr FIHAENE X | EEREL D ISR 0 TORELELHEPARIC TR
fitFri i BEF SR D 2405 R ER R

ZEETI No.4 ZEZET) No.5
K, ki Kq K, ky Ko ko Kq
U0z (am) | = | U0z (cr) U0z (am) | = {U0z(s, cr) | —=> | UBz(cr)
,_Ika___‘l{ks ______ T _ks__.‘!’_km Tkﬁ_ __‘l’_J(s ....... T.K:_-_flika ....... T 2 J1$4o
U(OH) 4 (aq) U(OH) 4 (aq)

______________

__________________________________________________________________
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#3.3-7 TR EORERI (F—26)

i — 2 r-z06 | BEEHEEEOZETTL | Mo 5
B/ S5 A -5 fiEtF 85 A — & ORRFEIRHL

k, (I/sec) | am—s, crEEOZLIREVLEEL, BOTPIWEZRE

k; (I/sec) |BIEINAHEREE I REIGETATT 4 v MikBEELTWS

K RITE S N7 TR (HE) & D Byl 0 TOERSE L BRE

Ko RITE T IR IRE (H6, 24B5R) OEZESIALTVWA

Ks logKs<-10 ZHE L. logk=-12&RE L7

ks (1/sec) |RMEESEEN T 4 v MHRZEEIE

ke (1/sec) |ke= Ki*ksiTTHEHLTWS

ke (1/sec) | RHEBBEEN 71 v MHRAERHEE

ke (1/sec) |ks= Ko-kr ICTEHHLTWVS

ke (1/sec) |i&E—cr~DILBIIMEL LRE L NEEERE

kio (1/sec)

k1 0= Ka 'kg G:—(ﬁﬂj LT‘”%

IR W/ D

RISE X N7 IR (H6) L DI 0 TOEEAF L. &%

am #IHAREHE %

1-(s, cr) — (cr) DIEERE

s, crElHAEE ¥

and F—o#E s EZ ., (an) & (5, cn) K& L% TR S

cr FEAEE ¥ | SEBRME L DA 0 TORREEZRZIAHRICTR
FEAT B I BEAFNRIE R D24 A
ZEE7 N No.4 EEET N No.5
K, ky Ks K, ky Ko ko Ks
00 (am) | = | U0z (cr) U0 (am) | = | U0z (s, cr) | = | UOz(cr)

.............

...................................................................
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£3.38  WRELHORERI (r—x 1)
it — A =201 ERRERIREHDEEET IV No. 5
B /SSA—% Bty /35 A — & DRERHL
ki (1/sec) | am—s, crEEOZELIZBEVEKEL. BOTNIVEZHRE
ke (1/sec) |AESNAHERIEZ IRREETNTT+ v MRBELLTVWS
K, RIE S N7 ISR (HE) L VA 0 TOEEAE L. &
Ke RITE S N7 IEHREREE (HE, 2466R) OEASIALTVWS
Ks logKs<-10 ZHBE L. logk=—12&{RE L7
ks (1/sec) |7BREEN 7.1 v MHERIHFE
ke (1/sec) |ke= Ki-ksicTHHLTWS
ke (1/sec) | BRBENT 1 v MHRIBAE
ke (1/sec) |ke= Kook it THEHLTWS
ke (1/sec) |BEBE—cr~OLBRIELEKEL, NIBEER
kio (1/sec) |kio= Ke-koltTEHLTWS
THRRE M/ | RIE S W7o EREE (H6) L VBRI 0 TOEEMFEL, &
am FHAEAE ¥ | 1-(s, cr) — (cr) DE%ER
s, CryIERE X | andBE—OWEEZEA, (am) & (s, cr) ICBA0% T OIR D FiFfe
cr FIAERE ¥ | REREX 0 IE 0 COERLEEBFIMRCTH
Rt CrOIEREE, 100%cric L 2R ERD B/ D IFELH

TEEFTI No. 4

ZEZETI No.5

K, Kk, K4 K, k, K- ks K

U0z (am) | = | U0, (cr) U0z (am) | = [ UB2(s,cr) | = | U0 (er)
I 2PN O T P 2 (O S
U(OH) 4 (aQ) E : U(OH) 4 (aq) :

..............

..................................................................
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#3.3-9 TR ORERRT (5—x8)

B — % r-208 | WREZHREEOLZETIL | M. 5
G5 A — 4 /3T A — & OBRTERHL

ky (1/sec) | am—s, crEEOZELIIENERE L. BOTMSWEES

ke (1/sec) |REBIN/FHREEEZ IRRIGETFNTT 4 v PHRBEEL LTV

K: AIFE X N7 BRI (H6) L VISR 0 TOEEAR L, BE

K. RIRE = N7 EEHE IR (H6, 24B5E) DEESIALTVS

Ks logKs<-10 ZFBE L logk=-12E{REL 1=

ke (Use) | BHBEOBDEERETBR0, r—R 102 EIHE

ke (1/sec) |ke= KiksiCTHEHLTWS

ke (1/sec) | BRBEORILREERETHIH, F—ATO2FITHK

ks (1/sec) |ks= Kooke i THHLTWS

ke (1/sec) | BE—cr~OHBRIZEL LREL., NEITEERTE

kio (1/sec)

Kio= Ka‘kgczfﬁﬂj LTW3

TRRE MWD | RIE SN/ BERBEME) KO0 TOEEAE L, &
am FIHAEAE ¥ | 1-(s, cr) — (er) DEERE
s, crTHAEHE .% an& [E—OMEEEA. (am) & (s, cr)iT&450% 92RO 41 7e
cr FIMAEAE ¥ | EERE X D% 0 TORRILETHRIBARICTR
SR | AR RS
ZEEET I No. 4 ZEET N No.5
K ki Ke K. kK ky __Ka
U0z (am) | => | U0z (cr) U0z (am) | = | U0z (s, cr) | = | U0z (er)

_____________

___________________________________________________________________
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#3.3-10 EETRHEORERH (r—X9)

BT — % =209 | EREMEEROZEETL | Mo 5
B/ A—% BN /RS A — 5 ORREREL

ki (1/sec) |am—s, crElEEOZE(LIIMOEREL, BOTISWVEEFR

ke (1/sec) |BIESNIBEREZ IRRIGETVTT 1+ v MERBELLTWS

K, ME S NI IEHRERE (16) & DRI 0 TOEEAR L, &

K2 RITE & NICIEIRIREE (H6, 2485/ OEZEFIALTVS

Ks logKs<-10 ZFEE L. logk=-12&{KE LTz

ks (1/sec) | BERBEOBDRERET LD, ¥—RX 702 HFITHE

ke (1/sec) |ke= KivksiCTEHLTWS

ke (1/sec) | BRBEORBDRERET DD, ¥y—XTO 2 fEiIcH

ks (1/sec) |ke= KookrITTHEHLTWS |

ke (1/sec) ?éi&@cr’\@iﬂt?ﬁliﬁb&ﬁﬁ Ly NS IEZERR

kio (1/sec) |kio= Ks-kolcTHEH LTS
TEARE M/ | AE SN/ R (16) £ VISR 0 TO@EIMEL, &
an FIHIERE % | 1-(s, cr) — (er) DEERTE
s, crIEAEAE % | and E—OWMEEEA. @ & (5, cn)IC&&250% T 2H|RO i
cr FIEIEME % | EBREL DY 0 TOERILEEFI/FICTRE
AR AT B R crDIEFRE. 100%cricis 2B E RO 578 JFELH

EEET IV No.4 ZEEZBETIN No.b
K, ¢ Ks K, ki Ko ke Kq
U0z (am) | => | U02(cr) | U0, (am) | = [ UO:(s.cr) | = | UD2(cr)
T TP P P R PO I P

______________

__________________________________________________________________
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23911 EFSEOBEER (r—2 1 0)

7 — = r-210 | BRENEEEOZEEFL | Mo 5
Bl ST A—7% RRMT /8T A — & OFERHL
ki (1/sec) | aw—s, crEEOE(LIZEVEFEEL, BOTNSWEERE
ke (1/sec) |MBIN/HEREL 1 RGEFALTT 4 v MERZELLTHS
K, RITE SN TEIERE (H6) L DA 0 TOEEAEL. &
Ko AITE S N7 IAHEIREE (H6, 24851 DEZFIELTWS
Ks logKs<-10 ZFEFE L. logk=-12&{EL
ks (1/sec) |BREBEORBDRERETEHLD. y—XT0 2 HITHRE
ke (1/sec) |ks= KivkslCTHEHELTWS
kr (1/sec) | BEBEORDEEKRLTEIH, T—XTO2HFTE
ke (1/sec) |ks= KeokeICTHEHLTWS
ke (1/sec) |MEE—cr~DLBIZT|L LREL. DISREER
kio (1/sec) |kio= KsvkolTTHEHLTWS
MEEEM/D | FEEREREL. 1077MWL) ERELE
an FIHAEIHE ¥ | 1-Cs, cr) — () DEZER
s, criMAENE § | ans F—OWEEEX. (aw) & (5. cITE A B50% T DRV T/
cr PG % | ERREX DA 0 TOEREEZRIIMRICTHR
e i FESHHREIRER D245 Rk A
ZEE 7N No. 4 ZEET TN No.5
K, k, Ks K, ki Ke Ko K,
U0z (am) | = | U0z (cr) U0y (am) | = | U0:(s,cr) | —> | UO2(cr)
T T P PO U 2 Y TR YA
: U(O) 4 (aq) : U(OH) 4 (aq)

............

____________________________________________________________________
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R3.3-12 FETREORERL (F—-2x11)

| B - F—Z11 ERREHREEOZZE T No. 5
fER/ S5 A — 4 Bt/ 35 A — 5 OFRFERM
ki (1/sec) | am—s, crEEOZELRBOEREL. BHTNIVERETE
ke (I/sec) |MESN/HERLEZ I RREETFTINTT 4 v MHRBEELTVWS
K, RIE S N7 EREE HE) L DEFA 0 TOEEIFL, RE
Ko RITE = N7 S BRE (H6, 2405 DEZSIALTWS
Ks logks<-10 ZEE L logk=-12& K& L 1=
ks (1/sec) |BHREBEORBIDRERETRID, ¥y—XTO2EITH
ke (1/sec) |ke= KioksiCTHEHLTWS
ke (I/sec) |BRBECHBDRERLT B0, r—2T02 Ik
ke (1/sec) |ke= KaokriCTEHLTWS
ke (1/sec) |@ER—cr~OLBIITL EHEL. NEILEEE
kio (I/sec) |kio= KskolTTHEHHLTWAS
MAREMD | FEEREEEL. 10070M/L) LBELL
am FIHAREAE % | 1-(s, cr) — (e DiE%E %
s, crEDHIERE % | ankR—OWEEEZL, am) & (s, cr) IRBAB0% TSR 3T 7
cr PIAENE § | EREL DY 0 TOEREEERAECTS
AT IR CrOEMRE. 100%criciS BRI ERD 5720 IELHE

EEZEETIL No. 4

ZEETIL No. b

K,

K, k Ks k, K, ke Kq
U0z (am) | = | U0, (cr) U0z (am) | = | UBz(s,cr) | = | U0:(cr)
..-T.k.a.--flf.ks ...... T n--.‘!'_km ,-jltkﬁ___zl:.ke ....... T _kz___tl:ka _______ T n--.‘!k;o
U(0H) 4 (aq) : i U(0H) 4 (aq) |

..............

__________________________________________________________________
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3.4 BEHSHROBRN

BEXHRA) ~UDIKESX, WAk 3EEOZEITET 5/EZT>7
EROBEE, ]I 4-1 ~FK3. 4201577

ZOHTKROBARITOVTHA L -ERERS. 4-1 ~R3.4-12ITRT

#3.4-1 OXENZ, ZEEHEKTICH I 5235Pu0, OEKFTORBHEOZELE
239py0, DFEZE 22 Pu(IV) OKFIER(LIMT €L 7 7 ROBEERPTOEHEOZEIL
HEBIN TV B, 2°%Pub: 3. 3.5 £TPu( IV) KU = —ItZ L L. KEZKDDH
iZ. 7 2SLAETF LT WS, E£/c. 22°Pu0, DEERIE. 3.5 FTREALHE
ETHWP0.BEED &, 2*°Pu(lV) OKFIE(LMT ENT 7 X$3.5 ETR
EAEERTISOP0,DERE S 5,

#%3.4-2 OX@EhiZ. ArSESFTO? N0, » 07 EILT 7 ROBERPTO
BEHOZ{bic>WTER L TW3S, Fiz, &3.4-1 TR KEERFTD?*Pul,
O, 259Pul, DFER. 2*°Pu(lV) DKM T EL T 7 ROE[ITHOWT
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