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{fifE43: Rai and Ryanm](?)‘r L ERBEE bFE L2V, = oaz.éi BEE L., log B:=38.5 %1%
AT3, ' :

@ONpIVID & Iz % S SREISEG A RIS
Np" + mOH + nCOs¥ — Np(OH)x(CO) ™2  * (13)
log 8 u=10g[NP(OH)s(COs)y 02 JogNp*] mlog[OH]-nlog{coa ]

 Pratopo 6[341 = z‘ﬁﬁﬁgfﬁ“ﬁﬁh Xy Np(OH)z(Cos)z RO Np(OH)4(Cog)2 DEERRELT
FEHTLTW3B, Ll BIREOELDEHRKRE <, BBEOFET BEWTHAL LT
i1\, Eriksen 51, Np(OH)4(er, wet)&ElJFa LB EERBRIZL 0 Np BRED BT
RRBAAVBERFEERRE LE, Z0L & OREPERIT Np(OH)CO” B
 Np(OH);CO5 L E 2 5TV B, Briksen BUMC X BFEFD S b, pHIL2, LREBE
- 0.01mol/l {7331 % Np DWAREEIE 6 X 10°moll Th ¥, ZIIFRRBILEE 0.01moll K UF pH
7 ~14 OFEFAD Np OFRERIE TR (4~7X10°molYEA T TdH 5 & 7% Rai and Ryan™
DL B2 > T3, Erksen 5% Rai and RyanOREFHEOK & RABER L LT
RERRED S BEERET b5, MEORRTHAVONEABOAEL 01 pm | %EF
FESESY TR 25,000 (=184) THY. BiER=nS FROEZ ST LIk D EVRES
EZTWAHHEBEEIEETE R, ZhbORIERES Fig-7 IR+, UL, Erksen
5U%3 Np(OH)s(aq) & DIEFEZRE L £ T Np(OH)CO R Tt Np(omgcogwémzﬁﬁ%:
EHLTEHY, Np(OH)4(aq)®$ﬁEE§cﬁizi:Bf%iﬁ kv &z Bht{ﬁ ERICTHDED
:?L%:%chﬁ'é‘é bDETD,

DY) Na &AL DRSS 55 1 KBRS
NagNpO(COs)q(er,wet) — pNa” +NpO;" +qCOs”™ (14)
logK spgq=plog[Na"H1og[NpO; T+log[COs™]

NpO;" + nCOs* — NpO,COs) ™ 15)

log B s=10g[NpOx(CO3)," 2*]log[NpO; J-nlog[CO:>] |
SRUIZDNT, n=1~3 KOV THRESEREShTWAY, Zoks, ZhboRE
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Bt L SR 3 B BRI RERA AV ROt Na A AV BEKREL, B4 AV REOBAIE
NpO,OH, Na'A # & EtefEA A4 L ME OBREE TiX NaNpO,COs % L < 1% NasNpOy(COs); -
DTN TH D, Fig-8 HEBHOFEEAZRLELDTHS, ThHdD Np D Na bk
ERYERE, WIS D ORARERR CAR LB XBEF TRIET 5 2 LIt X VAR
ENTWAPL, ok, ZITRLABEHEORTIE.,  NaNpO,COser,wet) B T}
NasNpOo(COs(er,wet) &5, R3B, Fig-9 i3 2 FNOIEREHE Z27 M-Th 5P,
Table-6 i3, &FUIRICET DIEEDHEFTHD, RHHT— & MEX Neck PNz k-
TRERTEY, BEShEER, ZOMOTMELIEE—HL TS, Tables IR L%
£F—F DO, ELOXORENAFVME =507 —F 2B 2TRH LT SIT 3
MHA L. ELEERO L =0 ~OHEETTo 7%, logksp;,® [NaNpO,COs(er,wet)].
-~ logKsps;' [NasNpO(COs)y(cr,wet)], log B,°~log B5° DENEhIZ2NT, Fig.- 10~F1g -14 1z
BRETT, Bbhi ilzﬁﬁémiiﬁt@@ VChd.

logKsp;,® = -11.0%+0.1
logKsps,' = -143+0.1
log 8,° = 4.79 *0.19
log 8" = 6.65 +0.25
log B5° = 5.51 *+0.12
SIT 328 A L TiT - &S E kRSB L O'PNC-TDB it S 30 PI-IREEQE{2617 *
—=y N CORBR/IRRMESIL, Table7 IoR L%, B, BTV TiE. Fuger HM i
B, logB"=4.9 =03 | logB1=7.05+020 LIFIF—FHLTEY, RUBELELILN
. 50 ) ’ .
- {@»IC. Novak and Roberts®’Cb,, Neck 59, Kim 5, Mayal B — ¥ % Pitter
TN P AL CREBEICLVMAT L, NaNpOJ(CO:)s). NpO,COs .
NpOx(CO3),* NpOy(COs)s ™ IE DWW T DA ET — # 33 L U8 Pitzer /35 2~ F R EH LTV 5,
FHERIZEEh logKspy, [NaNpO»CO)(s)] =-113, log B,°=5.39. log B.°=581, log
0=5.19 L2 0 ERCEBELEELEETRER->TNS, THLICDNTIE., 32065)TH
A7 X ST, Pitzer 45 2 —#F & & HIT Pitzer %?;»ﬁiﬁﬁ@?ﬂﬁ‘??fﬁ%%z-* FeER
TAREETHY, TR LTV PNCIDB D X 5 72 PHREEQE #¥=— FRO#
ﬂ%r~ﬁm~zkﬁi¥ﬂﬁb;kbﬁﬁ"6 EIXTERY, XoT, J’Lf‘od){'é‘h_ov\'(%
FEFETIIRBEA LT B,

3.4 EREMEICET 3R
(NpIV) DFEERSE AL RS
Np™ + nSO/ — Np(SO,),"™ (16)
log 8 ,=10g[Np(SO4),"*-Hog[Np*'T-nlogfSO,”]
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n=1,2 @%‘S‘GCOD\’C Fuger 5MIEBEET —# % b Lo A AV HRE 1 = 0 ~DAERIT
logB.°= 3.4%0.7 . log 8= 3.6+0.7 | @EES HSO, — SO + H & logk®= 2.00
PUTHE LE) 2BT05, TORFERBERRSATOROI LHE, BFATE
Fuger &M OFAE R HRMAT5 DRBY kifflllﬁﬁ“én fm >3 WL CHEEIRLNT
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(Np(V) DRSS AR o
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- log n=log[NpOZ(S04),11'2“]-log[Np02+]-nlog[SO42']

n=1 @%ALOL\“U:I BERCA ﬁ-/ﬂﬁﬁb_ob\fﬂﬁé}%ﬁ’ﬁﬁﬁﬁr—& BEFEHTY
B &% Puger bMitEREL, %G’Dﬂd’%%% LA ﬂ'/é’ﬁﬁn = 0 ~DIFEEIT, log B ,° =
06%02 2/ TS, % D% Inoue and Tochiyama P TTA 2 AV B HIEC L 2 E
&L TlogB"=0.76£0.02 2HE LT3, MHICIHAERIMEIZARN 25, BEHAT
V& Fuger BUOTHIEE AT 5 OFRY LHITT 5o B3, w2 1B LCIRAFE RSB B>
TR, %ﬁb@wﬁm&#éo '

3.5 iﬁ%%&:ﬂ@’é‘é}iﬁ;
(1Np(V) DAL A R R e _ |
 Np™ 4 nCl' — Np(CD*™ s
 log 8,=log[Np(Cl),**}-log[Np*“J-nlog[Cl]

n=1 OHFBIONT Fuger SVIIBEET— 2 %% 21 i A A HREE 4 = O ~DIMERFT
log B1'=18%05 2B TV3, FORFERBEIRShTHRVE &bn& BT
Fuger HUDFEE FARAT 3 0N L HET 5, :

n=2 DN THUE ORDWERRER TV B8, Fuger bMIHEREL R L TR,
N5 DHEEIZNTH S EEIL HCI0, TH Y, FRIERBEOEEZTLTVS D, =
OFERE S &1 SIT N K Y FHRHEEZT log8,°=2.11 2187, HELHBIURE
% Table-8 17T, 28, >3 KB L TREERH LA TRVED, ERLRVDBOL L,

(2)pr)®t§{l;%ﬁ‘éﬁkéﬁkﬁﬁés | _
NpO," + nCI' — NpO«CI),*™ 19

log 8 1=10g[NPO(C1),*}-oog[NpO; }-nlog[CI]

D=1 DN T, W O»O#ERR SR TWA R, Fuger B AR 5 LTz,
VLA Neck 5 %3 NaDNNS iz & 2 hH Iz 35V T NaCl I % 0 755 3moll F TE(L A
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ECSIT HE T & 9 Np Otttz RIE+ Cra %y@%%ﬁ&ﬂ%'cméo%tﬂj Ehiz log
B1"13-029£0.05 TH B, A A VI u =20 2B 5 log B1 1, Rao bHIDiEOWER

0384004 2B < —HL T3, =D, BREETIE Neck BUIDFMEEZRAT 5,
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BL2NbDETH,

36 7IVEL @%‘éﬁﬁéﬁkﬁﬁﬁ
(ONPAVID 7 2 ERSE A pRR
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;wﬁmkomfﬂ%ﬁbtw%®&Té

ONVD 7 3 VAR | |
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'cw:.s Z '3 b Sakamoto HMADBIEIL 045 m DT 4 F EAVESBEERLTING
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Sakamoto & 1% log 81°=0.35pH+0.01 &\ 5 EBEERD, —F Moriyama HIZH AR
ELABEOFBY AL TERTSH I LX) pHEAFRABRIITE 2 & LTW3, 25,
Fig-15 10§ & 510, £FOUEEZED T—HL T2, | -
DX I NP0 & 7 2 VBB ORI DN TIET — 4 BERSNOO0HBB BREDL
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Table;l Equilibrium constants for redox reaction of Np(I_V)/Np(V)
Reaction: Np** + 2H,0 - 4H" —e” — NpO,'

Reférence[No.] . logK° o COmmenté |
Fuger and Oetting’’ ' . -10.89 Converted from  A,G"
Lemire and Garisto™™ ' 1089 : - -
Phillips et al® o - -10.89 . | Converted from A,G°
PNC-TDBW_ L -11.37 | -



Table-2 Literature data for solubility of NpOZ-2H20

$€0-86 OTFSNL DNd

Reference[No.] logKsp (M) Method Medium . Temp. Filtration Period | Atmosphere Reducing Np nuclide Analysis
' {c) (day) . agent ] Mp conc. Solid phase
Rai et al. <-8.30 variable | Solubility(os) ‘NaOH RT -MWCO0:25000 8 N2 Na25204, MNp-237 TTA extraction -
[13] ] {Amicon F-25) : Fe, Zn - LS o counting
Ewart et al. -8.1 1~10 Solubility(os) | concrete water RT MWCO0:25000~30000 3 N2 Na25204 - | Np-235/237 LS -
{16] {Amicon CF25) . '
Pratopo et al. -8.5 0.1 Solubility{os) Na25204 RT MWCO0:10000 7 Ar Na25204 Np-237 TTA extraction -
[17] (millipore) ' . B Gas flow counter
" Eriksen et al, -B.28 variable | Selubllity{us) NaOH RT 0.1um 3~4 . closed Na25204 Np-237 LS =
[18] : system .
Nakayama et al.[ <-B.48+0.74] 1 Solubility NaClo4 25+0.2 - MWCO0:10000 1~7 Ar Na25204 Np-237 TTA extraction - -
[19] <-8.91:0.66 . {os,u8) {mitlipore) 8~45 LS « counting

logKsp=log[Np(OH}4 (aq)]
'os’ means over-saturation method
'us' means under-saturation methed



Table-3 Literature data for solubility and hydrolysis of Np{V)

Reference(Mo.] logXsp logat fogB2 (M) Method Meditim Temp. * Filtration Period Atmosphere | Np nuclide Analysis
: () ) Np conc. Solid phase
Maya[38] - 4.88 - 1 Solubllity(us) NaC]O4 23 centrifuge 10 days n2 - radiometry XRO
Bidoglio et al, - 4.16 - 0.2 Extraction NaClo4 25 ’ - 20 min.s - Np-239 UV measurement - -
[25] . . Nal(Tf)detector
Lierse et al. -8.81 2.3 4,89 1 Solubitity{us} NaClo4 25 1nm (Sartorius) 2 days Ar Np-237 radiometry -
f2a] 30 nm (Nuclepore)
220 nm {Millipore)
Roesch et al. = " 3.55 6.05 o Electromigration NaClo4 25 30nm - - Np-239 Nal(Tl)detectar -
[48] .
Nakayama et al. -10.7 5.7 8.6 .0.01 Solubllity{os) NaNo3 25 MWCOD:10000 2 months - Np-237 2 gas flow counter -
- [20] : {Millipore) - :
Nagasaki et al, - 6 9.9 0.1 Electrophorasis | KCHH3BO4-NaQH | ~ RT MWCQ:10000 | 15 min.s(2000V/20cm)) N2 Np-237 | gasflow counter -
[241 - 5.7 9.2 0.005 {TOYD UK-10) 4 hrs{200V/20cm)
Itagaki et al. -10.21 2.91 5.5 0.8 Solubility{os) NaClo4 RT MWCO0:10000 3 months Ar Np-237 | 2= gas flow counter XRD
[21}1 -9.61 3.49 4.7 04 .
. -8.94 2.67 5.74 [13]
-8.91 3.31 5.74 0.05
-8.04° - 5.16 oz
-8.68 3.3 5.58 Q
Neck et al. -8.56 2.44 4.1 0.1 Solubilityfus) NaClo4 25 220nm 2-4 weeks Ar | Np-237 «-LS -
[22)] -8.59 2.1 4.45 1 . . {Sartorius}) : : Absorption Spectra
-9.3 2,67 4.41 1 ’
-9.85 3.18 5.15 3
-8.76 2.7 . 4.35 0 Analytical results of above experimental data
-9.44 -~ - 0
Novak&Roberts -B.72 2.58 4.27 0.1~3 Analytical results using Pitzer model .
[27] -8.32 Original experimental data were Neck et al.[22] and Lierse et al.{28]

log A n=lag[NpO2(OH)n 1-n]-og[NpO2Z+}-nlag{OH-]

legKsp=logfNpO2+i+log[QH-]
‘os! means over-saturation method

‘'us* means under-saturation method
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Table-4 Results of SIT caleulation for hydrolysis of Np(V)

NpOy(OH) (s) > NpO;” + OH

Reaction
log Ksp® -8.76 £ 0.38
Ae 0.54 £ 0.14

Reference of data

Lierse et al.”® Tragaki et al.®!), Neck et a1.%%

PHREEQE format NpOa(OH) (s) — Np* + 3H,0—e ~SH*
| | logK’= 16.13 |
Reaction NpO," + OH™> NpO,(OH) (aq)
log f {° 331 + 0.63 |
Ac. 0.02 + 023

Reference of data

Bidoglio et al.®) Lierse et al. %8l Itagaki et al.[m, Neck et
al.” Résch et al.1*! '

 PHREEQE format Np* + 3H,0—¢'— SH™ NpO,(OH) (aq)
o 10gK%= 21.58 |
Reaction NpO," + 20H~ NpO,(OH),
log 8 7 539 +0.63 | -
Ae 0.01 + 023

Reference of data

Lierse et al.”® Ttapaki et al.”"), Neck et al.?*, Rasch et al. 16!

PHREEQE format

Np* + 4H,0 & - 6H*— NpO(OH)y’
logK’= -33.5




.

Table-5 Literature data for carbonato-complexation of Np(Iv)

Atmosphere

Analysis

Reference[No.] log 84 logB S (M) . Method Medium Temp. Filtration Period Reducing Np nuelide
- ~ {*C) - : agent : Np cone, Solid phase
Rai&Ryan <38.5 <41.6 >0.05 Solubility(os) NaQH RT MWC0:25000 8days [N2(99.99%)| Na25204, Np-237 TTA extraction -
[13} ' {Amicon F-25) |~ Fe, Zn : LS a counting
Moriyama et al. 41,1 - »0,1 Solubility{os)] Na2§204,etc| RT 0.45,0.22 #m,| 1~8 weeks air Naz28204 Np-237 - | TTA extraction -
[32] ' MWCO0:100000, _ Gas flow counter
30000, 10000
(Millipore)
Vitorge et al. 358 38.5 0 Estimated - - - - - - - - -
[33]

log 8 n=log[Np{CO3)n 4-2n])-log[Np4+]-nlog[CO3 2-]
'os’ means over-saturation method
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Table-6 Literature data for carbenato-complexation of Np(v}

Reference[No.] | logKsp1t1 | logKsp123 log#1 lega2 lopg3 (M) Method Medium Temp. Filtratlon Period Atmasphere | Np nuclide Analysis
{T) : : Np conc. Solid phase
koue et al. - - 4.14 6.78 - 1 Extraction NaCi04 25 - 15 mins - Np-239 Nal(Tl) detectar -
[39] . .
Mitsch & - - 4,34 - - 0.1 Spectrophotometry NaCtQ4 23 - - Inart gas Np-237 Ge- rdetector
Stendifer{48} . Absorption Speckra
Maya[38] -10.14 - 4,49 21 8.53 1 Solubility(us) NaCiO4 28 centrifuge 10 days N2 - radiometry XRD
. Bidoglio at al. - - 4.13 7.06 - 0.2 Extraction NaCi04 25 - 20 min.s - Np-239 UV measurement -
[25] Nal(Tl)detector
Grenthe et al. -10.56 -12.44 5.09 815 10.48 3 Solubility(os} NaCl04 20 - - - w Spectrophotometry | - -
[47] S .
Neck et a). -10.28 = 4,58 6.6 6.8 0.1 Solubility(os/us) NaClO4 25 220nm several days Ar Np-237 LS XRD
[35] -10.1 -12.23 4.5 6.96 8.67 1 (Sartorius) '
-10.45. «12.59 4.76 7.69 10.3 3
-11.06 -13.57 5 8.29 11.47 5 .
-9.61 -11.4€6 - = = 5 Solubitity(os/us) NaCl 25 220nm several days Ar Np-237 LS XRD
-10.63 -12.48 -~ = - 5 . (Sartorius)

logKsp par=plog[NpOZ+]+qlog[CO3 2-1+rlog[Na+]

log 8 nelog{Np02(C03)n 1-2n]-log[NpO2+)-nlog[CO3 2-]

‘o5’ means aver-saturation method
‘us' means undar-saturation method
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Table-7  Results of SIT calciilation for carbonato-complexation of Np(V)

Reaction NaNpO,CO; (cr,wet) — Na' +Np02+-i- C03
log Ksp0 -11.0. £ 0.1
Ae 034 + 0.02

Reference of data

Maya[m Grenthe et al.""), Neck et al.??

PHREEQE format NaNpO,COj (cr,wet) — Na + Np +2H20 4H'+ e + CO; >
- logK’= 0.11
| Reaction | NasNpOs(COs), (er,we) — 3Na* + NpO,” + .2C05"
log Ksp® 143 + 01 |
Ae 039 + 0.08

" Reference of data

Grenthe et al.['m, Neck et a1.8!

" PHREEQE format Na;NpOy(COy), (cr,wet) — 3Na* + Np™ + 2H;0 — 4H' —- ¢ +
2C0% '
logK’= -3.41
Reaction NpO;" + €O — NpO,COy
log 8 ° 479 + 019 '
Ae 1037 0.06

Reference of data

| Inoue and-Tochiyarna

B9 Nitsche and Standifer™, Maya®, Bidoglio st

al®! Grenthe et al.W],-Neck et al.By

PHREEQE format Np* + 2H,0 - 4H" ¢ + CO;* — Np0,COy
' TogK%=-6.10 ' !
Reaction NpO;' +2C05* — NpO(COs)>
log B 2 6.65 + 025 '
Ae 041 0.09 -
Reference of data Inoue and Tochiyama[”], Méyaps], Bidoglio et al.‘zs], Grenthe et éi.[47],
Neck et a1.P% ' . .
PHREEQE format Np* + 2H,0 —4H' ¢ + 2C0z* — NpOa(COy);™
logKR’= 424 '
Reaction NpQ;" + 3C05" — NpO»{COs)”
log B 551 % 0.12 |
Ae -0.65+ 0.06

Reference of data

Mayam;, Grenthe et al."*"), Neck et al.*

PHREEQE format

Np* + 2H,0 - 4H' —e” + 3C05> — NpOL(CO»)s~
logK’= -5.33
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Table-8  Parameters and results of SIT calculation for formation of NpClL**

Reference | - logB,- u(M) L Temp.(K)_ ; D 1 log B2 +14D
015 2.0 203 | 02088 3.053
Fuger et al.1 0,15 2.0 298 0.2307 ' 3.079
| | s 2.0 208 0.2307 3.079
-0.24 1.0 293 - 0.2020 2.588
Reaction Np** + 2CI'— NpCL*
log B2 2.11 =+ 0.02
Reference of déta.‘ Fuger etal!
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Table-9 Modified PNC-TDB of Neptunium

Species ‘Reaction Equilibrium: AFG®
Constant * {kJ/mol)
[Minerals: logKsp® ] - _ . ' :
Np02 (cr) NpQ2=>Np+4 + 2H20 -4H+ -7.82 -1021.80
Np02-2H20 (s) NpQO2 - 2H20=>Np+4 + 4H20 -4H+ 21.50| -~ -1442.90
NpOZ20H (am) NpO20H=>Np+4 +3H20 -5H+ -e- 16.13F.  -1122.25
NaNpQ2C03 {(cr,wet) NaNpO2CO3=>Na+ + Np+4 +2H20 -4H+ - e- +C03 2 -0.11 -2597.65
Na3Np02(C03)2 (cr,wet) Na3Np02(C03)2=>3Na+ + Np+4 +2H20 -4H+ -e- +2C03-2 -3.41 -1782.50
[Aqueous logK® 1 . ' ' : '
Np +4 master species - 0.00 -502.90
" NpO2 + Np+4 + 2H20 - 4H+ - e- =>Np0O2+ - -10.89 -915.02
NpOH +3 Np+4 + H20 -H+=>NpOH+3 -1.06 . -733.99
Np(OH)2 +2 Np+4 + 2H20 -2H+=>Np(OH)2 +2 -2.83 -961.03
Np(OH)3 + [Np+4 + 3H20 -3H+=>Np(OH)3 + ~5.84 -1180.99
Np(OH)4 (aq) Np+4 + 4H20 -4H+=>Np(OH)4(aq) -9.80| -1395.52
NpO20H (aq) Np+4 + 3H20 - 5H+ - &- =>Np020H(aq) -21.58 -1091.14} -
NpO2(0OH)2 - Np+4 + 4H20 - 6H+ - e- =>Np02{(0QH)2- - -33.50 -1260.24
Np(C03)4 -4 Np+4 + 4C03-2 =>Np(C03)4 -4 ' 38.50] - -2834.26
Np(C0O3)5 -6 Np+4 + 5C03-2 =>Np{C03)5 -6 : © 38.50[ = -3362.15
Np(OH)4C03 -2 ~ |Np+4 + 4H20 -4H4 + C03-2 =>Np(OH)4CO03 - 2 -6.78| -2812.99] .
Np(OH)3CO3 - INp+4 + 3H20 -3H+ + C03-2 =>Np(OH)3CO03 - 3.78( - -1763.80]
Np02CO3 - Np+4 + 2H20 - 4H+ - e- + C03-2 =>Np02CO3 - . -6,10 -1470.26
NpQ2{C03)2 -3 [Np+4 + 2H20 - 4H+ - e- + 2C03-2 =>NpQ2(C03)2 -3 - «4,24| - -2008.78]
NpQ2(C0O3)3 -5 INp+4 + 2H20 - 4H+ - e- + 3C03-2 —>Np02(CO3)3 -5 . -5.38 -2530.11
NpS04 +2 Np+4 + S04 -2 =>NpS04 +2 - . 3.40 -1266.31
Np(S04)2 (aq) Np+4 + 2504 -2 =>Np(§04)2(aq) 3.60 -2011.46
Np02504 - Np+4 + 2H20 - 4H+ - e- + S04 -2 ->Np02804 - -10.13} -1663.36
NpCl +3 Np+4 + Cl- =>NpCl +3 1.80] °  -644.39)
NpCI2 +2 Np+4 + 2Cl- =>NpCl2 +2 2,11 -777.38
NpOZ2Cl {(aq) " [Np+4 + 2H20 - 4H+ - - + Cl- =>Np02Ci{aq) 11.18] . -1044.58

* Minerals:logKsp=tog[Np4+]+ Zlog[Ligand]
Aqueous ‘logK=log[Product]- Iog[Np4+] Z!og[Ligand]
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Table-10 Thermodynamic database of Neptunium (Equilibrium constant}

logK" {master species:Np4+)

[aqueous] Species Reactions NUREG/ . AECL- From Unified | PNC-TDB | Revised data
CR4864 10009 - Theory
1 Np +4 master species 0.00 0.00 - 0.00 0.00 0.00
2 NpO2 + Np+4 + 2H20 - 4H4 - e~ =>Np024 -10.89 -10.89 - =11.37 “-10.89
3 NpO2 +2 Np+4 + 2H20 - 4H+ -26- =>Np02 +2 0.00 -31.78 -32.29 -32.2%
4 Np+3 Np+4 + e- => Np+3 249 2.49 3.03 3.03
5 NpOH +2 Np+4 + e- + H20 -H4+=>NpOH+3 -4.51 -4.51 -4.74 -4.37 -4.37
6 Np(OH)2 + Np+4 + e- + 2H20 -2H+=>Np{QH)2 + - -13.51 -13.97 -13.97
.7 Np{OH)3 Np+4 + e- + 3H20 -IH+=>Np(OH)3{aq) -23.14 -23.97 -23.97
8 Np{OH)4 - Np+4 + e- + 4H20 -4H+=>Np(OH)4 - -33.59 -34.97 - -34.97
9 Np2(OH)2 +4 ZNp+4 + 2e- + 2H20 -2H+=>Np2(0H)2 +4 -4.,42 -7.43 -7.43
10 NpCO3 + Np+4 + e- + C03-2 =>NpC03 + 10.30 9.53 9.53
11 Np(C03)2 - Np+4 + e- + 2C03-2 =>Npf{C03)2 - . 1615 14.03 14.03
12 Np(C03)3 -3 Np+4 + e- + 3C03-2 =>Np(C03)3 -3 17.82 17.53 17.53
13 NpCl +2 Np+4 + e- Ck=> NpCl +2 3.75 -1.50 -1.50
14 NpCl2 + Np+4 + e- 2Cl-=> NpCI2 + : 4.07 -3.00 -3.00
15 NpOH +3 Np+4 + H20 -H4+=>NpOH+3 -1.06 -1.06 -1.96 -1.50 -1.06
16 Np(OH)2 +2 Np+4 + 2H20 -2H+=>Np(CH}2 +2 -2.83 -2.83 ~ -4.50 _-3.00 -2.83
17 Np(OH)3 + Np+4 + 3H20 -3H+=>Np(QH}3 + -5.84 ] -7.48 -6.00 -5.84
18 Np(OH)4 (aq) Np+4 + 4H20 -4H+=>Np(OH}4(aq) -9.54 20.77 -10.87 -9.00 -9.80
19 Np(OH)S - Np+4 + SH20 ~SH+=>Np{CH}5 - -14,30 - -14.62 -24.70|neqg.
20 Np2(0OH)2 +6 2Np+4 + 2H20 -2H+=>Np2{0H)2 +6 : -2.00{heg.
21 Np{QOH)3CO3 - Np+4 + 3H20 -3H+ C03-2=>Np{OH}3C03 - . - --1.00} 3.78
22 NpSQ4 +2 - Np+4 + S04 -2 =>NpS04 +2 - 5.62 5.62(- 5.02 3.41 3.40
23 Np{§04)2 (aq) Np+4 + 2504 -2 =>Np{504)2(aq) 10.00 10.00] . 8.62 5.42 3.60
24 “INpCl +3 Np+4 + Ck =>NpCl +3 0.33 0.33] 1.29] -~ -0.04 1.80
25 - INpCl2 +2 Np+4 + 2Cl- =>NpCIZ +2 -0.06 -0.06 2.27 -0.24 211}
26 NpCI3 +- Np+4 + 3Cl- =>NpCI3 + - - 3.07 -0.50{neg. . .
27 NpQO20H (aqg) Np+4 + 3H20 - SH+ - e~ =>NpQ20H{aq} -19.85]. =20.90 -22.27 -24.50 -21.58
28 NpQ2(OH)2 - Np+4 + 4H20 - 6H+ - e- =>NpQZ(0H)2- : -33.19 -33.94 -36.15 -33.50
29 NpG2Cl (aq) Np-+4 + 2H20 - 2H+ - e- +Cl- =>Np02Cl{aq) -11.28 -11.22 -11.67) -11.18
30 NpOZHCO3 (ag) Np+4 + 2H20 - 3H+ - e- CO3-2=>Np02HCO3 (ag) - - -10.23 2.05 -2.05
31 Np02C03 - Np+4 + 2H20 - 4H+ - e~ + C03-2 =>Np02C03 - -6.14 --6.32 ~7.06 -6.48| - -6.10
32 NpQ2(C03)2 -3 Np+4 + 2H20 - 4H+ - e- + 2C03-2 =>Np02(C03)2 -3 -4.10 -3.85 -3.93 -4.26 -4.24
33 Np02(C03)3 -5 Np+4 + 2H20 - 4H+ - e~ + 3C03-2 =>NpD2(C03)3 -5 -2.43 -2.43 -1.74 - -4.03 -5.38
34 NpO20H + " [Np+4 + 3H20 - SH+ - 2e--=>Np020H + -36.85 -36.85] . -37.76 -37.39 -37.39
35 NpO2{OH)2 {aq) Np+4 + 4420 - 6H+ - Ze- =>NpO2(0H)2(ag) ) ) -43.71 -43.81 -43.81].
36 NpOZ(OH)3 - Np+4 + 5H20 - 7H+ - 2e- =>NpQ2(0H)3 - : : -53.98 -53.99
37 {NpO2)2(0OH)2 +2 2Np+4 + 6H20 - 10H4 - 4e- =>(Np02)2(0H)2 +2 -69.95 -69.84 -71.17 -'7(_).98 -70.98
38 (Np02)3(0H)S + 3Np+4 + 11H20 - 17H+ - 6e- =>{Np02}3{0H)5 + -112.69 - =112.69 -116.30 -114.37 -114.37
39 (Np0O2)20H +3 ZNp+4 + 6H20 < 9H+ - 4e- =>{Np02}20H +3 -68.58 -68.58
40 Np02C03({aq) Np+4 + 3H20 - 5H+ - 2e- + C03-2=>Np02C03(aq) -25.42 -24.11 -22.29 -22.29
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Table-10 {continue) Thermodynamic database of Neptunium (Equilibrium constant)

: logK" "~ (master species:Np4+)
[aquecus] Species Reactions - NUREG/ AECL- From Unified | PNC-TDB | Revised data
' : CR4864 10009 Theory '
41 Np02(C03)2 -2 Np+4 + 3H20 - 5H+ - 2e- + 2003-2=>Np02(C03}2 -2 -13.87 -17.52 -16.80 . -15.29 ~15.29{
42 Np02(C0O3)3 -4 Np+4 + 3H20 - 5H+ - 2e- + 3C03-2=>Np02(C03)3 -4 -9.75 - -11.37 -10.11 . -11.29 -11.29
43 Np02504(aq} Np+4 + 3H20 - 5H+ - 2e- +504-2=>Np02504{aq) -28.43 -28.41 -29.69 -29.02 -29.02
44 Np(Q2(504)2 -2 Np+4 + 3H20 - 5H+ - 2e- +2504-2=>Np02{504)2 -2 ~ -26.94 -28.40 -28.18 -28.19
45 Np(2(504)3 -4 Np+4 + 3H20 - 5H+ - 2e- +3504-2=>Np02{504)3 -4 : -28.17 -27.29 -27.29
46 NpQ2504 - Np+4 + 2H20 - 4H+ - e~ + S04 -2 =>Np(02504 - ~11.40 -10.37 -9.94 -10.13] .
47 NpO2Ci + Np+4 + 2H20 - 4H+ - 2e- + Cl- =>Np02Cl + -31.95 -31.95] -31.85 -32.59|. -32.59
_ 48 NpR2Ci2(ag) Np+4 + 2H20 - 4H+ - 2e- + 2Cl- =>Np02Cl12(aq) ~32.34 -31.72 --31.29 =-31.29
49 NpQO2F + - |Np+4 + 2H20 - 4H+ - 2e- + F-=>NpO2F + ) -27.14 =270 - -27.49
50 NpQO2F2{aq) Np+4 + 2H20 - 4H+ - 2e- + 2F-=>NpQ2F2{aq) " . -23.90 -23.87] -23.97 .
51 NpO2F{aq) Np+4 + 2H20 - 4H+ - e- + F-=>NpO2F(ag) . -8.90} -9.93 -9.77 -10.38 -10.38
52 NpF +3 Np+4 + F-=>NpF +3 . 8.74 8.69 B.45 8.33 8.33
53 NpF2 +2 Np+4 + 2F-=>NpF2 +2 : 15.43 15.66 ~14.59 14.59
54 NpF3 + Np+4 + 3F-=>NpF3 + ' 21.77 20.30 20.30
55 NpF4{aq) Np+4 + 4F-=>NpF4(aq) 26.81] - 25.10 25.10
[minerals] | - . Minerals Phase : . -
1 Np Np=>Np+4 +4e- 88.10 88.10
2 Np(OH)3 Np{OH)3=>Np+4 +3H20 -3H+ +e- 13.94 15.93 15.93]
3 ~ [NpQ2 (cr) NpO2=>Np+4 + 2H20 -4H+ ) -7.82 -7.82 6.43 -2.68[ -7.82
4 NpQ2:2H20 {s) NpO2 - 2H20=>Np+4 + 4H20 -4H+ 0:78 2.67 ‘ 1.50)
5 Np205 Np205=>2Np+4 +5H20 +10H+ -Ze- 31.27 31,27 : ) : .
6 NpO20H (am) NpO20H=>Np+4 +3H20 -5H+ -e- 15.12 15.12 15.84 15.59 16.13
7 Np03-H20 Np03 * H20=>Np+4 +4H20 -6H+ -2¢- _35.82
a NpO2(OH)2 NpO20H=>Np+4 +4H20 -6H+ -2e- 37.75 37.75{" 36,58 - 37.59 37.59
9 NpCl3 NpCI3=>Np+4 +e- +3Cl- 11.36 : ' .
10 NpCl4 NpCl4=>Np+4 +4Cl- . 23.05
11 NpOCI2 NpQCi2=>Np+4 +H20 -2H+ +2C- . . 6.10
12 NaNpQ2C03 (cr,wet) NaNp02C03=>Na+ + Np+4 +2H20 -4H+ - e- +C03-2 -0.70 - -0.11
ADDITIONAL SPECIES R ' . . '
[agueous] ' . .
1 Np(C03)4 -4 Np+4 + 4C03-2 =>Np{C03)4 -4 . 42.58 38.50
2 Np(C03)5 -6 Np+4 + 5C03-2 =>Np{C03)5 -6 38.30 © 38,301 51.59}" © 3B.50
3 Np(OH)4CO3 -2 Np+4 + 4H20 -4H+ + C03-2 =>Np(OH)4CO03 -2 - 6.78
4 NpQ2-HA ' Np+4 + 2H20 - 4H+ - e- + (HA)- =>NpO2-HA -B6.65
[minerals] : ) : )
1 Na3Np02(C03)2 (cr,wet) Na3NpOZ{C0O3)}2=>3Na+ + Np+4 +2H20 -4H:+ -e- +2C03-2 -3.41
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Table-11 Thetmodynasmic dataﬁaée of Neptunium {Gibbs Free Enargy)

AfG" {)/mol)
Species NUREG/ AECE- From Unified | PNC-TDB | Revised data
[aqueous] CR4864 10009 Theory -
i Np +4 -502.80 -502.90 -502.90 =502.90 -502.90
2 NpO2 + -915.00 -915.00 -912.28 -915.02
3 NpQ2 =2 -795.80 -795.80 -792.87 -792.87
4 Np+3 -517.10 -517.10 -520.20 -520.20
-5 NpQH +2 -714.30 -714.30 -712.98 -715.10 «715.10
6 Np(OH)2 + -106.32 -103.69 -103.69
7 Np(OH}3 -1082.24| -1077.50( . -1077.50
8 Np{OH}4 - -12598.73] -1251.85} -1251.85
9 Np2(OH)2 +4 -1454.85] -1437.671  -1437.67
10 NpCO3 + -1089.59| -1085.20] -1085.20
11 Np(C03)2 - -1650.88)  -1638.78| -1833.78
12 Np{C03)3 -3 -2205.61 -2186.66| -2186,66
3 NpCl +2 ~655.52 -625.55 -625.55
4 NpCIZ + -788.57 -748.21 -748.21
5 NpOH +3 <734.00 -734.00 -728.85 -731.48 -733.98
6 Np(OH]2 +2 -961.00 -561.00 -851.49 -960.06 -961.03
7 No{OH}3 + -1181.00) -1371.62] -1180.07 -1180.99
] Np(OH}4 {aq) -1397.001  -1390.00] -1389.41[. -1400.09 -1395.52
9 Np(OH)S - -1607.00 -1605.15) -1547.81
10 Np2(0H)2 +& : -1468.66
11 Np(OH)3CO3 - -1736.51 -1763.80
12 NpSC4 +2 -1279.00]  -1279.00| - -1275.56 -1266.37 -1266.31
13 Np{504)2 {aq} -2048.00| -2048.00] -2040.11 -2021.85 -2011.46
14 NpCt+3 -636.00 -636.00 -541.48 -633.89 -644.39
i5 NpCI2 +2 -765.00 -765.00) -778.29 -763.96 -777.38
16 NpCl3 + : -914.07 -893.70 .
17 NpOZOH (ag) -1101.00{ -1095.00] -1087.20f -1074.47| _-1091.14
18 NpQO2Z(QH)2 - ! -1262.00 -1257.73 -1245.11 -1260.24
13 NpOZCl {aa) -1044.00]  -1044.35]  -1041.78] -1044.58
20 NpOZHCOS {aq) -1446.6%] -1516.78] -1516.78
21 Np02C0OS3 - -1470.02 -1469.00 ~1464.78 -1458.09 -1470.26
22 Np02{C03)2 -3 -2003.60| -2011.00 -2010.55 -2008B.66 -2008.78!.
- 23 Np02{C03)3 -5 -2547.00 -2547.00 -2550.95 -2537.87 -2530.11
24 NpO20H + -1004.00/ -1004.00 -898.78| -1000.90 -10C0.90
25 NnO2(0H)2 (aq} -1201.86 -1201.39 -1201.39
26 NpO2(0H)3 - -1380.42| -1380.42
27 (NpO2}2(OH)2 +2 -2029.38] -2030.00) -2022.40] -z2023.48F -2023.48
28 {NpO2}3{0H)S + -3474.00| -3474.00] -3453.39] -3464.41 -3464.41
29 (NpO2)20H +3 -1800.04] -1800.04
30 Np02C03(aq) -1360.00 -1367.46| -1377.85] -1377.85
31 Np02{C03)2 -2 -1953.80] -1933.00] -1937.08| -1945.70 -1945.70
32 Np02(C03)3 -4 -2505.20] ~ -2496.00] -2503.17| -2496.43| -24086.43
33 Np02804(aq) -1558.901  -1553.00 -1551.71 -1555.54 ~1555.54
34 Np02(504)2 -2 -2311.40 -2303.08 -2304.28 -2304.28
35 NpD2(504)3 -4 -3048.40 -3053.42 -3053.42
36 NpQ2504 - -1656.10] -1662.00] -1664.45 -1663.36
37 NpO2Cl + -926.00 -926.00 526.60 -922.37 -922.37
38 NpO2CI2(ag) -1055.00 . -1058.55| -1061.01 -1061.01
38 NpO2F + -1103.80| -1104.00( -13101.7%9
40 NpO2F2({aq) -1403.80|  -1404.00( -14G3.40 :
41 NpO2F(aq) -1207.90]  -1202.00f -1202.94  -1199.45 =1199.45
42 NpF +3 -834.30 -834.00 -832.66 -831.97 -831.97
43 NpEZ +2 -1154.00 -1155.33 -1149.23]-  -1149.23
44 NpE3 + -1471.73 -1463.34 -1463.34
43 NpF4{aq) -1782.02 -1772.26 -1772.26
[minerals] :
1 Np 0.00 0.00]
2 Np(OH)3 -1134.75 -1106.10 -1106.10
3 NpO02 {cr) -1021.80] -1021.80 94048 -992.43 -1021.80
4 NpOZ - 2HZ0 (s) -1447.00]  -1436.20 S1447.24|  -1542.90
) Np205 -2013.00f -2013.00 . :
6 NpQ2QH (am) -1128.00 -1128.00 -1123.1% -1122.59 -1122.25
7 NpO3-Hz20 -1247.00
8 NpO2({CH)2 -1236.00| -1236.00] -1242.66] -1236.89f -1236.89
9 NpCI3 -831.70 .
10 NpCl4 -896.21
11 NoOC2 -967.76
12 NaWp02C03 {crwet) -2601.00 -2597.65
ADDITIONAL SPECIES
{agueous]
1 Np(C03)4 -4 -2857.59 -2834.26
2 Mp(CO3}5 -6 -3361.00] -3361.00| . -3436.87 -3362.15
3 Mp(OW)4C03 -2 -2812.99
4 NpO2-HA
[minerals]
1 NaZhp02{C03)2 {cr,wet) -1782.50
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