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Lead-210, which continuously releases from a decay chain of 4n+2 series of
radionuclides with long half-lives, is one of the important elements for performance
assessment of geological disposal of high-level radioactive waste. Equilibrium constants
of lead species and compounds are required to estimate their migration behavior in the
geological disposal system. The Japan Nuclear Cycle Development Institute (JNC)
developed thermodynamic data for lead species and compounds in the JNC’s
thermodynamic database (JNC-TDB) published in 1999. In the present paper we
reviewed latest literatures after publishing the JNC-TDB, and confirmed the reliability
of their experimental values and obtained equilibrium constants for Pb(OH)n2™ and
PbCla2™ (n = 1 — 3). Furthermore, we re-evaluated the equilibrium constants at zero
ionic strength for Pb(OH)n2™ and PbCln2™ (n = 1 — 3) using the presently reviewed data
and the previously confirmed literature data as shown below. We improved the

reliability of thermodynamic data for these species.

Pb2+ + H2O = PbOH* + H* logk= -6.91 =+0.36
Pb2+ + 2H20 = Pb(OH)2(aq) + 2H* logk= -16.11 +0.71
Pb2+ + 3H20 = Pb(OH)s + 3H* logK= -26.27 +1.18
Pb2+ + Cl' = PbCI* logk=  1.48 =0.10
Pb2+ + 2CI' = PbCla(aq) logk&=  2.07 +0.17
Pb2+ + 3Cl' = PbCls logk=  1.80 +0.32

Keywords : Thermodynamic Data, Lead, Geological Disposal

* Inspection Development Company Ltd.
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1. 1 BEFMMBITICRIT 2RPZET — X ONLEH

i LV PEBESEY) O Hi R AL 5y O 22 Ak A B S 2 11 R MBS IS & £ D s
PWEROZE 2R T D UNEN D D, T AEL S WERHE PIHER AL Sy ST i R
L, BELARREICIH T DT T A L QPO SIS L0 i TFKPICEHT 5, WL
TR, HROKHIC R DA E T B O ARSI R IS BT HDUGERISIZ LY |
ZOBATHHIR S D, BEAEOERIT, B % & Tl iR B il PR E A O ViR BEAE 2 T2 1R
R FE RS X 0 B S v, SEMEREIIT DUE SRS DWW TIE, R O SR A R SUGSI
%95 Al E SR & O T AL SRR B E RS K0 IS OGS W 5 D KB RS HEE S,
I B DEPE DS B S D D, VR RO A SOt 9~ 2 S E 4R d. WA,
B L OO L F RO P ROSRATxt3 2 E i ER, X7 A0 RxL¥—, =%
NE—=RZ L brE—REICR ORI OBNFT = _N—R I T\ 5, HifE
WGy BRI D2 BRI 31T 2 U MEERE O BATEHE OE ML, B FT —F X—2AD1fF
FEMICIRTFEL WA EEZOND, LN -o T, MBAGERETEL S & TREINALE
FOGZ#EME L. o, mWEE TRFRRELZ MG 5 2 L8 T HEHEEDOmWE)
FT BN RAEWEST DVEND D,

1.2 BNFET —FX— 2D

YHAE T, @ LV B BESEY) O M B L3 IS B W TSI (L P RE DO BATIC R B A B %
HALFRI SO 2 BT 5 T2 DI T — 2 _X— R (LIt TJAEA-TDB) &3 %) OBH%
ITHoTW5 2,

JAEA-TDB (ZHEMH S 2% 7 — & 13K/ EFEFE O SOS O eSS (£7) , HEHEARRE B L
F— (A RISOHHTZRLE—(A ), ERERT 20— (AJH) , FOEDOT
Zne— (AG), FfExz frbE— (), OGOy et —(A,S), FERERE ()
REDT—HERML TN D,

F = A N—= 2 ZEET L/ EMEL, FICHBASRERICEELTWS EEXLNRD
HLOEREL TS, BEICHZ > TiE, OECD/NEA (2L BB )T —HZ = ZBED T
DHA RZTA > (TDB-1) YD Z L &35, 7272 L, OECD/NEA DHA KT A4 IREN
TWHBERELWM- SRV D TH->Th, MRl LEETH D L RO B LK/ FEHMH
OB FET — 22BN, BElE LTEAT 52,
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1.3 Pb OBS T — X

20Ph (PR AN 22, 3 4R LA < L AL 1000 RIS D T AR 1 Kb T DIELE
BT 10X10° mol £72% YV, ZDi=, AT AELENS O HEITITEE TRV, L,
29Pb 1% 4n+2 SRAN O KR O BEHE & OBSTEEOREIZ LY | BRI 720 W5 BRER
IR SN D 7o, MBSy O RFHIIC BT 2RI R OO 1 > ST Y,

B2 FLD VICBWTEANET — 4% L0 LT — % ~<—Z (JNC-TDB) ? T,
Pb & T HEIZ DT, Lothenbach et al. (1999)% X v 4 &4 T2 i E D %
BRH LT %, Lothenbach et al. (1999)% CIdii &b, BALAMEFEERI L OVAMREHE
B LI L0 RDONToA A U REICH T DR EEEEROREMEZILE L, specific ion
interaction thory |2 X AIEEMIEIE Y (LI ISITE) &R 2) MW T, HEAERREIC
BT 5P ER A LT %, Lothenbach et al. (1999)% THLY % > TV %k / [E FH
% Table 1127”5, Lothenbach et al. (1999) |2 X ¥ #E X 7= FHrE kit JARA OB
T A EEOEMEAE L TEY P, Lothenbach et al. (1999)Y ™ Pb DA X ONEFH
DM ES % JAEA-TDB (BRI D Z & L5,
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Table 1. Lothenbach et al. (1999)% T/ X TV A ¥k/ B FfE
TS [ 4
Pb (I1)-OH PbOH’, Pb(OH),(aq), Pb(OH), , Pb,OH*, Pb (OH) , (am)

Pb, (OH) ,**, Pb,(OH) ", Pb,(OH).", Pbg(OH),"

Pb(I1)-0 PbO(red, litharge),
PbO(yellow, massicot)
Pb(IT)~C1 PbC1%, PbCl,(aq), PbCl,, PbCl* PbCl, (s)
Pb (IT) -C1-0H PbOHC1 (cr)
Pb(11)-F PbF’, PbF,(aq) PbF, (s)
Pb(IT)-CI-F PbFC1 (aq) PbFCI (matlockite)
Pb(TI1) -CO, PbCO, (aq), Pb (COB) 22’ PbCO, (cerrusite)

Pb (11) -OH-CO,

Pb, (CO,) , (OH) , (hydrocerrusite)

Pb (1T) ~0-OH-NO,

Pb,, (CO,) ; (OH) ;0 (plumbonacri te)

Pb (IT)-NO,

PbNO,’, Pb(NO,),(aq), Pb(NO,),"

Pb (11)-0H-NO,

PbOHNO, (cr)

Pb (11)-PO,

PbHPO, (aq), PbH,P0,"

PbHPO, (s), Pb,(PO,),(s), Pb(H,P0,),(s)

Pb (11)-0-PO,

Pb, (PO,) ,0(s)

Pb (1T) -0H-PO,

Pb, (PO,) ;,0H (hydroxy pyromorphite)

Pb (IT)-C1-PO,

Pb, (PO,) ,C1 (chloro pyromorphite)

Pb (11)-F-PO,

Pb; (PO,) ;F (fluoro pyromorphite)

Pb(I1) -S0, PbSO, (aq), Pb (804) 22’ PbSO, (anglesite)
Pb (1T)-HS Pb (HS),(aq), Pb(HS),
Pb(I1)-S PbS (galena)
Pb BB TG Pb*/Pb (cr), Pb*/Pb,0,(s), Pb*/Pb0,(s)

1.4 Pb BN T —Z R— 2R DEH
(1999) V1% 1995 4 TIZAB S-S L 0 P ALZ#FE O VA 5k
L TUVWA, 2000 AELLEIZIB WL T S, Perera et al. (2001) 93 L U8 Luo and Millero
(2007) V12 X B 5RO AIHEIRSE 3 SeiE 2 -V = FEBRIZ X D . Pb(OH) 28 L OVPbCL 2" DA A
SREE RIS B T ER S E N E NS STV D,

ARFZETIE, 2SO 2 DOMIED A 4 L 3REICxT 5 Pl ESk % Lothenbach et al.
(1999 Y TIEEZNTWEH T —H LA L, Pb(0H), 2" 3B L PbCL, 2" OFEHERRBIZH 1T 5 A
FUGRE 0 TOVMERZTNTLZ L LT D,

Lothenbach et al.
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2. BI)¥T—2 D8

2.1 EAERBIZRIT 2 i EE OB ik

AFFFENZ BV TIL, Perera et al. (2001)93 XY Luo and Millero (2007)7 DT —# &
Lothenbach et al. (1999)% ®F — &% % v T Pb (OH) > 3 L TN PbCl, > OIEHEIRFEIZ BT 5
WMERME A ST 5 2 & &9 5, EHEIREE L 1L, REA 25°C (298.15 K) & L., K&JE
23 0.1 MPa(1 bar) DML 32 P, Fio, FHEEBIZA AL HRER 0 OROEA AT 2
LT D, AAURE 0BT D PHEIERIL, SITE Y 2 MVD, SITIECET D&%
=W

A1
logy, 7, =_Z§£%J+Zk:5(j,k)mk (1)
J m

»ywc‘
— — N

po— Al
1+ Ba,\I,

ETnE, KD

logy, 7, :_ZJZ'D+Zg(jak)mk -
k

ThobbaInsd, ZIT RO FERE, k IHMLFE j EEMOFFRLTHDLHA A
BRI 2 KR L CW AL Z & BT (f 4238 % NaCl CTHlEE L 72 imIIC B\ T Ph¥IC
HHT 256 ThIUX, JITP*, kIXCl &), v IXEEMRE, 2, XL FFE j OER, A
B L O Ba; X Debye-Hickel RD/XT A —%, [ 13A A IR, ¢ 134 A MHAEREHRT
bh, TEREBEEOBRIE. LEEj OEREBESL a BEIVn T 5 &

a;=m. v; (2
L72h, P& CUDMER LT PhCU N AERR SN D RIS EIRET 5 & R IE,

Pb%* + C1™ = PbCl” (3)
LD, AR LOEHIES OBIRIX

loghk =1og[PbCl"] - log[Pb*] - log[Cl7]

=logh” + log ¥ peyr = log ¥ pyoe = log e (4)

Ebhbbahd, 22T loghIXREIZE VR EIND BT OFHEERTH Y | logh1ZA
FUHRE 0 IR D EER TH D, K@iz 1)” 2RATH L

logK + pD =logK" —Ael,, (RS (3) DEE 1T p=4) (5)

Llpn, KGO, 7T 7 O loghtpD &, BZ 1,% & 5 L EHREZRIH O, £
DOIEZEDRA e, BIRDN 1ogh” L7022 LoD, Lo T, FRICK - TROONTZA A
SREE &EHTER DOEZ NG ITMA L, /b RECEDFEEZITH) 28128, A eB &
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W A0 \28BIT 5 logh BT HZ LN TE D,

2.2 Pb(0H) 235 XU PbCL 2" DS T — & DE
2.2.1 Pb(OH) " D E LK

JNC-TDB? G, PbOH', Pb(0H),(aq) ¥ X ¥ Pb(0H) ;122U T, Lothenbach et al. (1999)%
IC L VIS SN EZBH LT\ 5, Lothenbach et al. (1999)Y DL & o —&fG & 7 570
MO TR O W TCTHE T T fE 8. ME— R o7 7= Perera et al. (2001) {25\ T
LEa2—%1To7,

Perera et al. (2001)%}%, NaClO (2 XV A A L 38E% 1 BLO5 mol kg ' IZFHEE L, pH
LS, AR BT K VALFERED S EL A HIE L, Pb (OH) * ™ (n=1~4) -4
EREHH LTS, ZOREIZBWT, ERENDOFFED AT NVBHIREIZ 55 i
THBY., o, EREAToTeA T U BEOTES EMIZIT>TWD, Fl—0DA A 8ET
B SN2 FEEROMEIZIE S DX TR LN OO, T — X ITAREFEMEE 5 2 5 EKIZ
DWNWTHET T _E mNVy, LN 5T Perera et al. 2001) Ik A A A i@E Iz 5
PEEBIIEHE T2 MEETHD BT,

ARIFZETlE. Perera et al. (2001)% DG L Lothenbach et al. (1999)Y TraEN T
WD A A UBRIEIC R D T E RO A VT, Ph(OH) 2 OFEHEIRREIZ R 1T DA A v TR
0 TONER A BN Lz,

Perera et al. (2001)% DA A L HREMN 15 L5 mol kg ' DM 5 & & Table
2-1 12757, Lothenbach et al. (1999)% T logh” EHIZ WS- A F U IREEIC XS 5
frER A Table 2-2, 2-3 BN 2-4 1R,

PbOH', Pb(OH),(aq), Pb(OH), 33 KT Pb(OH) * D IGHUCxT L TR(B) D p ZFtHHT 5 &

PbOH" : Pb?" + H,0 = PbOH' + H'

loghk,, + 2D = loghk®,, — A ¢ ,1, (6)
Pb(OH),(aq) : Pb* + 2H,0 = Pb(OH),(aq) + 2H"
logk,, + 2D = logh®,, — A ¢ .1, (7

Pb(OH), : Pb% + 3H,0 = Pb(OH), + 3H'
logh,; + 0D = logh®,; — A ¢ ,1, (8)

Pb(OH) 2 : Pb% + 4H,0 = Pb(OH) 2 + 4H'
loghk,, — 4D = loghk®,, — A ¢ ,1, 9)

L%, K@) MHR) D I, L 1ogh IZ Perera et al. (2001)Y O#AEfE (Table 2-1) ¥
& O'Lothenbach et al. (1999)Y DA A > & % NaCl0, |\ CHHEE L 7= 5 1E (Table 2-2, 2-3,
2-4 BEV2-5) ZRAL, logh BLA ¢ i/ FIBFICEVER LZ, BEHIZHW |
(% SIT VEDOWH FIRERIPHIC LS & | A A 8N 3.5 mol kg L FOFRMETISEINTZ D
® & L7z, PbOH', Pb(OH),(aq) 3 LT Pb(OH), ICRHd 5 logh” B LA ¢ % Table 2-5 B X
W' Figure 2-1, 2-2 B X 2-3 127”77, Pb(OH) 21T\ TlE, Perera et al. (2001)%(2F
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WTCA A U58ED 1 mol kg! & 5 mol kg! DRI RBIT AEBERZHRME L TWAHEDOD
(Table 2-1), AMFEHT TEA L T2 SIT {E&EFRHAH IEIE TIEA A R EN 3.5 mol kg ' LA
TCTHMAMAETHDLIZD, A A HREN 1 mol kg'! OF — & ORI ERE H IS T
&%, Ll RB) & HWIMENT T A A L 3REDZEAITH T2 loghtp) DZELIZ LY A ¢
R 1ogh" & RO DT2DITIT 1 r—ADA A RIS 2 M E DT — Z DI TIIfihT %
152 ERTERNEED, Ph(OH) 22OV TE loghP BL VA ¢ DREEITORI -T2,

BFOHNTZA £ & Grenthe et al. (1992)P /RSN TS ¢ (Pb*,C10,)=0.15£0.02 F X
W e (H,C€10,)=0.14%0.02 DfEAZ AW T, ¢ (PbOH', C10,) B LT e (Na*, Pb (OH) ;) il % 3 H
L7z fEH% Table 2-6 12777,

Lothenbach et al. (1999)% DA & AMHTIC L VIS I-EHE T 5 L. PhOH'E XL
N Pb (OH) , (aq) @ logh® D LMETE Lothenbach et al. (1999) 12N CTHEFREVMEIZZ2 -
TWbHHOD, BECHBMANE 25 TND Z ERLND, Pb(OH) 122V TIE, AfEHTOfE
23 Lothenbach et al. (1999)" X 0 K& 7efifi & 72 o 7=, A Tl Lothenbach et al. (1999)
DAETEIZHWE Logh IZIEFEMED E Perera et al. (2001) @ logh BN L7 5 2T SIT
EEHEHA LD THL Z b AfRE THEE L logi DEFMER LV ENEDOTH S
LWz D,
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Table 2-1. Perera et al. (2001)® CHIFE ENizA F L ME T 2 EEEEK

Tonic strength

ol ke logh,; logh,; logh,; logh,/
-6.69+0.03 | -15.14=%0.06 | —25.58=+0. 15
-7.11£0.05 | -15.74=%0.01 | —25.96+0. 10
-6.65+0.03 | -15.62*£0.06 | —26. 17+0. 27
-7.56+£0.02 | -16.51=%£0.06 | —27.02%+0. 39
-7.49%0.01 | -16.47%0.03 | -26. 75=*=0. 05

;oo -7.24%0.01 | -16.44=%0.07 | -26.81=%0. 20

—-7.25%0.04 | -16.17£0.09 | -26. 76*0. 25
=7.27%£0.05 | -16.01%0.06 | -25.85%+0. 11

-38.54%£0. 10
-38.00£0. 14
-37.84%£0.02
-38.24%£0.06

I,=5 -27.11%£0.23 | -39.22=%0. 27
—-26.17£0.03 | -38.13%0. 06

-7.14=%0. 10

* logK,,, logK,, logK,;35 TN logK,, 1%, F#LZF4L PbOH", Pb(OH),(aq), Pb(OH), 35 T Pb (OH) 20D A= il S s oD Sl iE 3%

ERT
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Table 2-2. Lothenbach et al. (1999)?% C PbOH' D EHEE HIZAWV LN, A F L iRE
X9 5 e

Tonic strength, mol kg Medium logh Reference

3 NaCl0, ~7.90 0lin (1960)%

0.3 NaCl0, ~7.80 0lin (1960)%
2 NaC10, -7.93 Hugel (1964)?
3 NaCl10, -8.0 Lee (1976)'0

0.01 NaC10, ~7.32 Lind(1978)'

0.01 NaC10, ~7.36 Lind(1978) '
1 NaC10, -7.80 | Cruywagen and Water (1993)'?

Table 2-3. Lothenbach et al. (1999)%C Pb(OH),(aq) DM ELEH I AW LN, 13
VEREEIT Y B T E K

Tonic strength, mol kg Medium logh Reference
0 NaOH ~17.08 Garrett et al. (1939)
3 NaCl10, -17. 46 Carell and Olin (1960)'
0.3 NaCl0, |-17.18| Carell and Olin (1960)'?
0.01 NaCl0, | -17.02 Lind (1978)'
0.01 NaCl10, | -17.01 Lind (1978)'

Table 2-4. Lothenbach et al. (1999)%T Pb(OH); DEEEFEHIZAW SN, 2V
RE %9 B L ER

Tonic strength, mol kg™ Medium logh Reference
0 NaOH -28.04 | Garrett and Vellenga (1939) '
3 NaCl0, -28. 88 Carell and 0lin (1960)'
0.3 NaCl0, -27.99 Carell and 0lin (1960)'
0.01 NaCl0, -28.10 Lind (1978)'"
3 NaCl0, -29.24 Ferri et al. (1987)'9
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Table 2-5. PbOH', Pb(OH),(aq), Pb(OH); 3 KT Pb(OH) 2D A B X O EHES

logh®
A ¢ logh®
Reaction Lothenbach et al.
This study This study

(1999) ¥
Pb% + H,0 = PbOH" + H' 0.12 =+£0.25 -7.51 -6.91 =+0.36
Pb% + 2H,0 = Pb(OH),(aq) + 2H' -0.07 =£0.60 -16. 95 -16.11 =£0.71
Pb%* + 3H,0 = Pb(OH),” + 3H" 0.69 =£=0.80 -28.02 -26.27 =+£1.18
Pb% + 4H,0 = Pb(OH) 2 + 4H* 0.19 =£0.25 No data -38.78 =£0.74

Table 2-6. fEHTIZ XLV EH X7z ¢ (PbOHY, C10,) B L e (Na*, Pb(OH) ;)

Ton pair 3
PbOH', C10, 0.13 =£0.25
Na*, Pb (OH) 5~ 0.42 =0.80




Figure

Figure 2-2. Pb* + 2H,0 = Pb(OH),(aq) + 2H" DOKIGHITHT 5 logh+2D & 1, DEBREIC

logh+2D

2-1. Pb* + H,0 = PbOH" + H* OKISHITH T B loght20 & 1, DRBREICRTT 5T

logh + 2D
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0.00 0.50 1.00 1.50 2.00 2.50 3.00 3.50

I,(mol kg™)

oy hé, BRI REICLLEHERHR
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-23.00
@ : Perera et al. (2001)

-2400 r
A : Lothenbach et al. (1999)

-2500 F

-2600 | ‘

-27.00

-2800

Ll

-29.00

logA+0D

44

-30.00

~31.00 \
-32.00 .

0.00 0.50 1.00 1.50 2.00 2.50 3.00 3.50

I,(mol kg™
Figure 2-3. Pb* + 3H,0 = Pb(OH),” +3H* DKISHIZHT 5 loght00 & 7, DEBRMEIZX T
r7uy b, RANREBCLDIHERER
EToMOBRIL 95%EEX 2R~
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2.2.2 PbCL2™ DM ELK

JNC-TDB? Ci%. PbCl®, PbCl,(aq), PbCly 3 L O PbCl> {22\ T, Lothenbach et al.
(1999) V12 X v #&fif SN7-EZERH LT\ 5, Lothenbach et al. (1999)% D L b = —xf%
LR BRI RO W TR R To -8, ME— o057 Luo and Millero (2007)7
IZOWT L Ea2—%4To72,

Luo and Millero (2007)"” Cl& NaClO, 2LV A A H0EE 0.13 25 5.89 mol kg' & L7z
FMITBNT, Cl REZZ LS, FANTHRBOL S GE L 0RO SR A2 ]IE L, Cl
BEEEIAITEE ) A2 FAVZE L K Y PbCL 2" (n=1~4) DFHiEH A EH L TW\W5, ZOllE
WIZBWT, ZNZENDILFRED AT MVBHIEIC DI TEY, £, EREITo70A
I E OB L IEMICIT> TR, A A BT 2 EHMEROMA2REE L HE L
TWbEEZ5N%, X-T Luo and Millero (2007) D EHERBITEHE T 2 M ETH
HEEZT,

AWFFETIL, Luo and Millero (2007)7 D4 & Lothenbach et al. (1999)Y TREN
TWNDA A VBRI T D T ER DM %A VT, PbCL 2™ OFEHRIRFEIC RIS 5 A A4 R
0 TONVHER S LT,

Luo and Millero(2007) P1Z451F 5 A A V@4 0. 13 75 5.89 mol kg ' IZZE L & ¥ 7= 54
TONEHEI DM EM Z Table 2-7 12577, Lothenbach et al. (1999)Y Ti#EESH T D
A A BREEIC KT D B E S A Table 2-8, 2-9, 2-10 B LN 2-11 (TR T,

PbC1*, PbCl,(aq), PbCly 35 X ONPbCl > DRIGHITK L THG) D p ZFHHT 5 &

PbC1* : Pb* + C1™ = PbCl*

loghk,, + 4D = logh®,, - A ¢ ,1, (10)
PbCl,(aq) : Pb* + 2C1” = PbCl,(aq)

loghk,, + 6D = logh®,, — A ¢ .1, (11)
PbCl, : Pb* + 3C1™ = PbCls

loghk,; + 6D = logh®,; — A ¢ ,1, (12)
PbCl,” : Pb* + 4C1™ = PbCl,*>

loghk,, + 4D = logh®,, - A ¢ ,I, (13)

L%, KA SR (13) D 7, L 1oghlZ Luo and Millero (2007)7 O#EE (Table 2-7)
B L U Lothenbach et al. (1999) Y DRAEE (Table 2-8, 2-9, 2-10 B L 2-11) ZRA L.
log" B LA ¢ RN FIEIZ LV ENT 5,

Luo and Millero (2007)7 CldA A L 50E % NaCl0, THHIE L 7= 5t COFEHER DR S
T 572N, Lothenbach et al. (1999) Tl NaCl0, LAFMC LiCl0, Z FBARE & LI=&tEicB 1T
DWEERDT — 2 L RmRINTWD T, AT Tid, NaClo, Z#EME & LT\ 5 Luo
and Millero (2007) & Lothenbach et al. (1999) DF — X2 XV loghh & A e KRB L &
b1, BEMFE A LiC10, & LTV 5 Lothenbach et al. (1999) DEA S & logh” & A ¢ B
THZ L Uiz, IO EHERE SIT 1§ EAREUH L O ATRERIPH I 5 S & |
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A A UTREN 3.5 mol kg LT OSEMH TR EINT=b DL Lz, PbClY, PbCl,(aq) 35 LT
PbCl, 12T % logh” B L NA ¢ DfEH% Table 2-12 3 L OV Figure 2-4, 2-5, 2-6, 2-7, 2-8
B L 2-9 (Z7”F, PbCLZIZ DWW T, Luo and Millero (2007) 127 —# 7372 < | Lothenbach
et al. (1999) Ti&, EAEN LiCI0,DFRHTARDOT =2 B HD DD, FFREDA A
BRIECH DT DA A VR 0 mol kg IZBIT 5 logh” - TE 72\, L7=n-> 7T, PbCl,*>
IZOWTIET — X OREEITORI ST,

B OHNTZA ¢ & Grenthe et al. (1992)V T REN TS ¢ (Pb*, C10,)=0.15+0.02, &
(Na*, C17)=0.03+0.01 3L Ne (Li",C1)=0.10%0.01 D% AT, ¢ (PbOH', Cl0,), ¢
(Na*, Pb(OH) ;) 38 L OV e (Li, Pb(OH) s ) A& EHE L7z, #ESH % Table 2-13 IT/R T,

Lothenbach et al. (1999)% D AEE & AFEBRIZ L VA DN E T 5 L PbCl,
Pb (0H) , (aq) 3 L TN PbCl, TRAZEDFFICE W CRBREDE & 72 5,

Table 2-7. Luo and Millero(2007) " CHIE S izA F L3RI 5 A ES

Tonic strength
—— logh™; loghk™, logh™,
0.13 0. 88 1.31 1. 18
0.18 0.83 1.24 1.18
0.24 0.79 1. 19 0.99
0.32 0.74 1. 12 0.97
0. 38 0.75 1.13 0.97
0. 44 0.74 1.12 0.98
0.50 0.77 1. 16 0. 95
0.74 0.70 1. 11 0.92
1. 12 0.72 1. 10 0. 95
1.79 0.78 1.22 1. 07
2.51 0. 83 1.32 1. 30
3. 28 0.94 1.51 1.54
4. 11 0.98 1. 65 1.78
4.52 1. 10 1.80 1.93
4.98 1.24 1.95 2.16
5.89 1.48 2.41 2.57

* logK,, logK,,, I logK,ldk., FHEH PbClY, PbCl,(aq) 3 & U8 PbCly DAL RS D S i i 2 364
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Table 2-8. Lothenbach et al. (2007)% T PbCl' DM EFKEHIZAVONT-, A 4 iRE

(XY D P E R
Tonic strength Medium loghk* Reference
mol kg™
0. 001-0. 02 NaCl 1.52 Righllato and Davies (1930)'
0. 001 NaC10, 1.59 Nancollas (1955)'"

3 LiCl0, 1.23 Mironov et al. (1964)'®
0.1 LiC10, 1.11 Fedorov et al. (1972)'?
0.5 LiC10, 0.90 Fedorov et al. (1972)'

1 LiCl0, 0.85 Fedorov et al. (1972)'9

2 LiCl10, 1.04 Fedorov et al. (1972)'

3 LicCl0, 1.15 Fedorov et al. (1972)'9

4 LiC10, 1.34 Fedorov et al. (1972)'?

4 NaCl10, 1.28 Vierling (1972)%”

1 NaC10, 0.94 Bond and Hefter (1973)2V
0.1 NaC10, 1.23 Hutchinson and Higginson (1973)2?

1 NaC10, 1.08 Hutchinson and Higginson (1973)22
0.7 NaCl 0.93 Sipos et al. (1977)%
0.7 NaCl0, 0.83 Lovric and Branica (1980)2Y
0.7 NaC10, 0. 69 Lovric and Branica (1980)%"
0.7 NaCl0, 0.90 Lovric and Branica (1980)2Y
3 NaCl0, 0.61 Lovric and Branica (1980)2%
3 NaC10, 0.70 Lovric and Branica (1980)2%

0.01-0. 03 HC1 1.59 Prassad and Prassad (1980)2

1 HC1/HC10, 0.91 Byrne et al. (1981)%

1 HC1 0.92 Byrne et al. (1981)%
0.5 NaCl10, 0.89 Bendiab et al. (1982)2"

1 NaC10, 0.98 Bendiab et al. (1982)2"

2 NaC10, 0.82 Bendiab et al. (1982)2"
0.5 NaC10, 0. 83 Bendiab et al. (1982)2"

1 NaCl0, 0.85 Bendiab et al. (1982)2"

2 NaCl0, 0.92 Bendiab et al. (1982)%"

3 NaCl0, 1. 05 Bendiab et al. (1982)2"
4 NaC10, 1.15 Bendiab et al. (1982)2"
0.7 NaC10, 1. 00 Rohl (1982)%

0 HC1/HC10, 1.33 Byrne and Miller (1984)%
0 NaC1l/NaC10, 1.54 Byrne and Miller (1984)2%”

1 HC10, 1.14 Lozar et al. (1984)3”
0.5 HC10, 1.11 Lozar et al. (1984)%
0.2 HC10, 1.15 Lozar et al. (1984)%7
0 NaC1/HC1 1.41 Seward (1984)*)

0 NaCl 1.60 Mgaidi et al. (1991)%
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Table 2-9. Lothenbach et al. (1999)% T PbCl,(aq) DE#EXEHIZHWONZ, £
BRI D S E K

Tonic strength Medium loghk* Reference
mol kg!

3 LicClo, 1.87 Mironov et al. (1964)'®
0.1 LiClo, 1.56 Fedorov et al. (1972)'”
0.5 LiCl10, 1.30 Fedorov et al. (1972)'

1 LiCl10, 1.26 Fedorov et al. (1972)'

2 LiC10, 1.40 Fedorov et al. (1972)'”

3 LiCl0, 1.70 Fedorov et al. (1972)'”

4 LiCl10, 2.06 Fedorov et al. (1972)'

4 NaCl0, 1.57 Vierling (1972)%

1 NaC10, 1.08 Bond and Hefter (1973)%"
0.7 NaCl 1.35 Sipos et al. (1977)%
0.7 NaC10, 1.19 | Lovric and Branica(1980) 2%
0.7 NaC10, 1.10 | Lovric and Branica(1980)%
0.7 NaC10, 1.26 | Lovric and Branica (1980)%"

3 NaC10, 1.25 | Lovric and Branica(1980)2%"

3 NaC10, 1.38 | Lovric and Branica(1980) 2%

1 HC1/HC10, | 1.21 Byrne et al. (1981)%

1 HC1 1.23 Byrne et al. (1981)%
0.5 NaC10, 1.13 Bendiab et al. (1982)%”

1 NaC10, 1.30 Bendiab et al. (1982)2%"

2 NaC10, 1.33 Bendiab et al. (1982)%”
0.5 NaC10, 1.34 Bendiab et al. (1982)%”

1 NaC10, 1.24 Bendiab et al. (1982)%”

2 NaC10, 1.27 Bendiab et al. (1982)2%"

3 NaC10, 1.53 Bendiab et al. (1982)%”

4 NaC10, 1.94 Bendiab et al. (1982)%”
0.7 NaCl10, 1. 04 Rohl (1982)%

0 HC1/HC10, | 1.76 Byrne and Miller (1984)%

NaC1/NaCl10, | 2.08 Byrne and Miller (1984)2

1 HC10, 1.01 Lozar et al. (1984)%
0.5 HC10, 0.92 Lozar et al. (1984)%"
0.2 HC10, 0.97 Lozar et al. (1984)%"

NaCl/HC1 | 1.97 Seward (1984)°"
NaCl 1.66 Mgaidi et al. (1991)%
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Table 2-10. Lothenbach (2007)? T PbCl, DFEMERKEH ICHWOIZ, A F B IZx%t
T 5 L EK

Tonic strength Medium loghk* Reference
mol kg!

3 LiCl10, 1.98 Mironov et al. (1964)'

1 LiClo, 1. 20 Fedorov et al. (1972)'%

2 LiClo, 1. 40 Fedorov et al. (1972)'%

3 LiClo, 1.95 Fedorov et al. (1972)'%

4 LiC10, 2. 40 Fedorov et al. (1972)'

4 NaCl0, 2.28 Vierling (1972)%

1 NaC10, 1.72 Bond and Hefter (1973)2Y
0.7 NaC10, 0.86 | Lovric and Branica(1980)2"
0.7 NaC10, 0.75 | Lovric and Branica(1980)2"
0.7 NaC10, 0.74 | Lovric and Branica(1980)2"

3 NaC10, 1.71 Lovric and Branica(1980)%"

3 NaC10, 1.79 | Lovric and Branica(1980) 2%

1 HC1/HC10, | 1.16 Byrne et al. (1981)29

1 HC1 1.18 Byrne et al. (1981)%

1 NaCl0, 1.17 Bendiab et al. (1982)%"

2 NaCl0, 1.23 Bendiab et al. (1982)%

1 NaC10, 1.09 Bendiab et al. (1982)2%"

2 NaC10, 1.43 Bendiab et al. (1982)2"

3 NaC10, 1.83 Bendiab et al. (1982)2"

4 NaC10, 1.97 Bendiab et al. (1982)%"
0.7 NaCl0, 1.25 Rohl (1982)%

0 HC1/HC10, | 1.72 | Byrne and Miller (1984)%”

0 NaC1/NaCl0, | 2.58 Byrne and Miller (1984)2

1 HC10, 1.52 Lozar et al. (1984)%”
0.5 HC10, 1.57 Lozar et al. (1984)%”
0.2 HC10, 1. 79 Lozar et al. (1984)%"

0 NaCl/HC1 | 1.66 Seward (1986)°"

0 NaCl 2.27 Mgaidi et al. (1991)°%
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Table 2-11. Lothenbach (2007)* T PbCl,> DFHFEHCEHICAV bz, A AL BREC %t
ERCRE =L

Tonic strength Medium loghk* Reference
mol kg!
3 LiC10, 1.72 Mironov (1964)'¥
2 Lic1o, 0.85 Fedorov et al. (1972)'
3 Lic1o0, 1.18 Fedorov et al. (1972)'
4 Lic1o0, 1.90 Fedorov et al. (1972)'
4 NaCl0, 1.43 Vierling (1972)%%
0 NaCl, HC1 | 1.46 Seward (1986)°"
0 NaCl 1.27 Mgaidi et al. (1991)°%

Table 2-12. PbCl*, PbCl,(aq) IS & O} PbCl, DI %L

logh® logh”
NaCl0,/LiC10, FEf# A ¢ logh™* Lothenbach et
Reaction Medium
B D HfE This study This study al. (1999)%
this study
NaC10, 1.48 =+0.10 -0.12 +£0.07
Pb%* + C1™ = PbCl* 1.48 =£0.10 1.55
LiC10, 1.49 =%+0.40 -0.23 £0.20
NaCl10, 2.06 =+0.18 -0.28 *£0.12
Pb* + 2C1 = PbC]Z(aq) 2.07  =£0.17 2.00
LiC10, 2.15 *0.64 -0.36 *£0.32
NaCl10, 1.80 *+0.32 -0.46  *£0.22
Pb* + 3C1 = PbCl; 1.80 =+0.32 2.01
LiC10, 1.85 *1.45 -0.52 *0.61

% FEMEIZEVRED logh” D LV B & L 2T VEH

Table 2-13. fEMTIC X v EH &7z ¢ (PbOC1Y, C10,), & (Na',PbCly) B K e (Li*, PbCly)

ITon pair £
PbC17, C10, 0.04 =£0.14*
Na®, PbCl, -0.22 =*0.22
Li%, PbCl, -0.07 =£0.61

* ¢ NaClO, & LiCl0, DEMEREROMEL HEH XN D ¢ (PbCL', C10,) OfEE (NaCl0, : 0. 06%0. 19, LiCl0, :
0.02%0.20) X0 HEAN & FEHETHEM
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Figure 2-5. LiCl0, BfFEYRIR TD Pb* + C1™ = PbCI'DRUSTIIHKT D logh+4D & I,MD
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ETFoMOBRIT O5%EER M & RS
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Figure 2-6. NaCl0, BAFEYSIK TD Pb* + 2C1° = PbCl,(aq) DEISEATKTT B logh™+6D &
LOEREIZNTE I ry b, B/INREICLIEHEREE
ET oML 95%EER M 2R
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Figure 2-7. LiCl0, BAFEYIK TD Pb* + 2C1° = PbCl,(aq) DFISEATKTT B logh™+6D &
LOEREIZNTE I ry b, B/INZREICLIEHEREE
ET oML 95%EER M 2R
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450 @ :Luo and Millero (2007)
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Figure 2-8. NaClO, BAFEIAIR TP Pb* + 3C1™ = PbCl, DRUSTUTKT B logh+6D & I,
DEREICXHTEI I vy e, RN RECLHHER[E
EToOMOBRIL 95%EEX 2R~
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Figure 2-9. LiCl0, BAFEIAIR TP Pb* + 3C1™ = PbCl, DRUSTUTKIT B logh™+6D & I,
DEBREIZHTEH Ty b e, BN _REBICLHHERHR
EToOMOBRIL 95%EEX 2R~
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3. £&®

1 LoV PR BESEY) O HIfE ALy S A T M2 E VT B PEREREARMTIZ VN D Pb DALSEFRED
BT — Z OB OV TRET 21T > 7,

Pb DR/ [EFEFEIZ SV T DES T — Z 2O TIE, Lothenbach et al. (1999)?12 kv
FEMZAERI A RS TR Y . T OWMEEA JAEA-TDB IZERMT 52 L &9 5,

1999 4ELIFEIZ . Perera et al. (2001)93 X TUf Luo and Millero (2007) {2k v . Pb(OH),*™
F L PbCL 2 IZDNT DA A U HRFEISHHER L7 M E S A A ST b, AHFZETIL,
Perera et al. (2001)93 J U Luo and Millero (2007)7 CO#p4E & . Lothenbach et al.
(1999) P CHWHNZEIZ L 0 . Pb(OH) 28 KL UVPbCL, > ™" DA A U HREE 0 1ZH5 1T 5 A 4k
DEFENEAT > T, ROSUTK T 2 EHEH % Table 312777

AMFZETliL. Pb(OH) 2™ (n=1-3) 3 L T PbC1,> ™ (m=1-3) {22V T, Lothenbach et al. (1999)%
DIEEMEIZ AW logh 1T, [EEIEN B Perera et al. (2001)9<° Luo and Millero (2007)7
D logh ZBIMULIZ ETSITEHEZBEHALEZLOTHD Z EnD, ARG TEI L7 logh i
Lothenbach et al. (1999)Y D% EMICHNTEEMENm ELIZEEZOND,

Table 3. &I X#172 Pb(0H) 23 L OV PbCl 2™ D G EEL

Reaction logh
Pb** + H,0 = PbOH" + H* -6.91 =£0.36
Pb* + 2H,0 = Pb(OH),(aq) + 2H" -16.11 =£0.71
Pb** + 3H,0 = Pb(OH), + 3H" -26.27 =£1.18
Pb** + C1°~ = PbCl* 1.48 =£0.10
Pb** + 2C1° = PbCl,(aq) 2.07 =£0.17
Pb** + 3C1™ = PbCl, 1.80 =£0.32
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4% A. Pb(OH) 2 3 X UV PbCl,> DT EEK

A.1 Pb(0OH) 238 X OV PbCl 2 DIEEEL DEH

AHRFFEIZ I T Perera et al. (2001) VI LT Luo and Millero (2007)% @ EERfiE % >
T Pb(OH),* "3 L TF PbCL, > DMl B D 24T o 7o, fi#MT DGR, Pb (OH) 2™ T, PbOH',
Pb (0H) , (aq) 3 £ TV Pb (OH) ;. PbC1,*" 12D\ TiE, PbClY, PbCl,(aq)# LT PbCl, (22T
PTES A S L2, L L, Pb(OH) 238 KOV PbCL2IZ Wik, LN EFEET D Z &
FTPHEENDD, FRT —Z DA+ Thotzizd, EHEROEEITH Z LN TE R
o7,

LU, #EfEEDOBLA LV Pb(0H) 38 KO PbCLAAZ DWW T O ER AR ET D
VENBH D, ZZ Tk, JABA-TDBY OF —Z _R—ZABROEETmLE LWV boo, H5HE
FEOMEmMEZ Z SR TELMEEEEME LTRET LI L LT D,

A. 1.1 Pb(OH) 2D logh" B LA « DEH

Pb(OH) 2 1E@ 7 vk UEI CA R SN D & THEEIND, LixL. Pb(OH) > DA A4 58 0
BT 2P ER A BT 572012, RO ZHWTTiclsnWT, BRd 4 A4 U RED
SN CHUS SN E RSB Tdh B, Perera et al. (2001) Y TldA A 98 1 mol kg™!
& 5 mol kg ZEIT D WHEEEHE LT D3 (Table 2-1), 5 mol kg™ i SIT {H&FREL
MIEEOBEARREZBZ TWAET=5H, 1 mol kg DEMITIBT 2 FM &5 o M EE o 77558
MT&EDZ2L&E%D, LnL, A A BEDMEICELR 2T IUT, A A HRE 0 (28BS
EEEHTEX 202D, 2.2.1 T, Pb(OH) > O FHTEEDEE 21T > TR,

Z ZTlL. Pereraetal. (2001) D 1mol kg! & 5mol kg™ O ES DOHE(E (Table 2-1)
ZRAWT, ROICED, AFHE 0 TD loghP BLUA ¢ 2R/ FIEICIVEH L,
BEMEE L TRET D Figure A, fRHTOREF,

logh"=—38.78+0.74, A #=0.197+0.25
o,
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Figure Al. NaClO, BfREIAIR TOD Pb* + 4H,0 = Pb(OH) > + 4H" DORISEATKTT B logh-4D
L ILOEBREICRITATuy b, BN _RIEBICLIHELER
ET oML 5%EERB 2 RS

A. 1.2 PbCL2Z D logh” BEL VA « DEH

PbC1, 2™ (23 2 i E SR DRt % 2. 2. 2 HiC1T > 7=, Luo and Millero (2007)? Ci% PbC1",
PbCl, (aq) 38 L TN PbCl, 1T DU T A A L SREE I 5 iy @3 D EBRENIE S TR,
INSDOTF—H L EMER A LTz, PbCL2 IS OWTIEA A 3R EE Sk 5 i E 5
F— %78 Lothenbah et al. (1999)YICE b TS, LnL, T—2Enb7e<, [FH
—EMEIZ VGO EEZ DT BT Tl A A 5828 0 mol kg™ TOFMEEL
BT D LT TER,

Z Z TCl¥.Lothenbach et al. (1999)Y THY & & ¥ TV 5 NaCl, HCl, NaCl0, 3 L OV LiC10,
IZOWNWTHE LN TWD FHES (Table 2-11) ZF—D 777 Lic7vy hL, 2O &
. loght & A ¢ 28 LU7- Figure A2), EH OFER,

logh™=1.33+0.83, A £=-0.34+0.30
Lo,
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8% B. PbiIRTYLFEROX T XDAERKRE AT R/ F—EH

B.1 I LFREDOXT ADOHHATRNLF—

AR BV CRE SN2 e 2 O CRHPESEREO X 7 A0 AL H B = R L X —
ZEET D,

ARFFETRIE L7 P ESR L 0 iR EFEE L OEMRFEO X 7 X0 AR H B KL F—
ZEHT 5%, H, H0(1), PiBLO ClOXF T RADAEREHTRLF—NULETH D,
D DALFEREIZ OV T Grenthe et al. (1992)V X W %7 — 2 25l LT, FHHIC
WX 7 XOARKE BT R/LF—% Table. B-11T5R7,

Table 3 (TR SV T2 FUGIUT K972 A B 3,

AG’
RT1n(10)
IR VEE SN D, RITREEE 8. 314510 J K' mol )V TH Y | T ILIRE (25CThHiE
208.15 K) Th b, RBLICEVWKEDOFT ZDOEH BT X LF—4HEH L, Table 3 BL W
ek A IR SN DS DOBHRIZ L YV | Pb(OH) 7" 3 L PbCL 2" OF 7 XD AL H H =3
NFX—Z R LTz, KR % Table B-2 127",

logK =— (B1)

Table B-1. A CEHIZAWEZF—&*

=i A G kJ mol™
H* 0.000 =0.000
H,0 (1) -237.140 =+0. 041
Pb?* -24.238 0. 399
cl -131.217 =+0.117

* Grenthe et al. (1992)V® auxiliary data Z 5|/
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Table B-2. FHi%4T - =KL FERED A 7

b5 A% kJ mol™
PbOH" -221.935 =*+2.094
Pb (OH) , (aq) -406. 561 =£4.073
Pb (OH) ;- -b85. 708 =£6.748
Pb (OH) ;= -751.440 =£4.244
PbC1* -163.903 =£0.706
PbC1,(aq) —-298. 488 =£1.062
PbCl, -428.163 =£1.881
PbC1,* -556.698 =+4.760
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