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Study on the Behavior of Radioactive Nuclides in Near Field
ABSTRACT

With the object of getting data on migration of radioactive nuclides under the condition
of deep geological formation, some phenomena were observed and some data were obtained
by experimental study. On the basis of these information, the behavior of Radioactive Nuclides
were considered.

And with the same object, some preparatory experiments concerning chemical behavior
of TRU solution were proceeded.

(1)Study on the radionuclides migration in the groundwater

By the experiments of uranium adsorption and desorption behavior with biotite which is
one of main granite constifuent minerals, some data were obtained. Biotite were collected from
crashed granit as a material of this experiment. It is natural uranium that was used for this
experiment as a tracer. On the basis of these data, the mechanism of the uranium adsorption
and desorption were discussed. On the otherhand, adsorption experiments were carried out by
using large size of single crystallized biotite from India, which is the size of 40mm L x 20mm
W x 0.1lmm H , for aiming at specifing the adsorption area on the surface of biotite. This
experiment was carried out through batch method using 232 U as a tracer.
Alpha-autoradiographs of the large biotite were obtained both after contacting the biotite with
this sollution for one week and after contacting with pure water.

Properties of water in compacted bentonite may have an important role on solubility of a
nuclides in such water, and thermodynamic calculation of relevant chemical form of nuclide as
well as the modelling of nuclide migration. In an attempt to determine the thermodynamic
properties of the water in the compacted bentonite, activities of water in conpacted
montmorillonite were measured as function of water content by vapor pressure method.
(2)Stydy on chemical behavior of the TRU solution

From the point of future efficient study, discussion were made on the status quo in this
field through the world, and some preliminary experiments were carried out for our furure

studijes.

Work performed by Nuclear Safety Research Association under contract with Power

Reactor and Nuclear Fuel Development Corporation.
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1.0 mm in inner diameter -
) V4

_I l_liq. N9 trap

Thermocouple

Thermostat Diaphragm
gauge
.4 — Weighing bottle
—— Stainless steel cell Rotary
um
Sodium prmE
i) ~—~—~ montmorillonite
,,,,, ~J  Specimen

Fig.1 Experimental appratus for measuring water vapor pressure in equilibrium with the water
in compacted sodium montmorillonite.
Temperature range is from 298 to 313K.
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Fig.2 X-ray diffraction profiles for compacted Na-montmorillonite at the dry density

of 1.20 X 10°kg / m3. Water content of A, 31wt%; By, 28wt%; B,, 22wt%;
B3, 17Wt%; Cy, 15wt%; C,, 11wt%; Cs, wt%; D, Owt%.
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Fig.3 Basal spacing of compacted Na-montmorillonite as a function of water

content; dry density,1.2 X 103kg/m>.
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Fig.5 Activities of water in compacted
bentonite MX-80 as a function of water
content at 293.15K.

@, by vapor pressure method;
A, by swelling pressure method.
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Fig.7 Activities of water in compacted Na-
montmorillonite as a function of water
content at 298.15K.
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Table 1 Vapor pressure and activity of water in compacted Na-montmorillonite in
accompanied with those of NaCl solution, sea water and saturated NaCl solution

at 298.15K .
vapor pressure activity
/k Pa of water
pure water 3.168 1.000
________ compacted Na-montmorillonite _______
dry density saturated water content
/103kgem3 ! wit
0.80 45.0 3.169 1.000
1.20 31.2 3.114 0.983
1.76 23.0 2.658 0.839
0.1M-NaCl 3.156 0.996
sea water (salinity:23) 3.148 0.987
saturated NaCl solution 3.098 0.978
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Becquerel b XML L OMGRICER LEREIT -, TOBRE., vi Btz E %k
F—RE LTORXEFIC I ABESBERNLETT, 2 TRATHD TAARZ LD ThoT,
Wix, 1896F2 A, MEEAY F=NH J U AOHERERAIVERILE LT L, BEHRER~OBAFEALR
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EFRTCHLEILEHERELE, I ] ThonsenHBFERALEEFOIRALOPL LAEIOIBTETH S, off
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2. F. V. Astonlz X 5 EESFH OB L BRFEHRORE, FHAOERMHER L HERAF—SH
DFEH, _

3. 1931 W.Pauli (== Y /{&M| &FEXK. p—RETOTRAF— L EHEOREFRIOMRIL,

4, 1932 J. Chadwick HHEFOER,

5. 1932 W Heisenberg JRFETT AL ERREK,

6. 1932 C.D. Anderson BT DHER.,

7. 1932 H.C.Urey BEARDOFER,

B. 1932 E.0.Lawrence ¥4 7 2 kol DFHA,

9. 1934 E Fermi% BHEDIER L RR L PETFHESERIGE TR,

1 0, 1934 I Curie, F.Joliot Curie AT HSHERMITREES.
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ThHhHVELDER-BEENERHEICHBBELAD LICMA T, FBEBEFERSEICESR LR
WHAABETRBICITEAEZILLAWCHFELELDEELDNS, XBRRELREEBICESEMARFA
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BRFENH TG F &L PEFORBIB RN & &, BEEoBRIFEIcHET 2,

HAl4 & 5%, Mattauch®RIEER] & N3 D TH Y, RN EBRBEIE TS
HEMEPFRTAHRBITHY . HA4137<A<209 T, HA5IXTIAI98 TR Y SL08, a
ﬁﬁﬁk’—'iﬂ‘ L’Caﬁff&lﬁsmﬁ;ﬁﬁu 40, 144Nd, 1458[{;, 14851]]’ 152Gd, 174Hf, 18603, 190Pt,
204pp LAY 5 OIS L T2 B, X, BEABRICOVT S, FH96, 124, 130, 136, 1804 3 {H
OREEEHPHFEL. T8, 182,188, 1942 1 LAEEEESEE LRV L5
Ris ot & LTRONS, ZhdORRINEAIIIREFEZEORFETRAF —IT Lo T
H&Ehd,

1. 2 RFEBEOREELBEEZRNLF—
EFEOKE &%, H4RRutherford DEE.ER CRANHE Sh, 107150 (fn) BE T
HBHZERRENT, KFHEOKE S, ENfSMELRERIMCLIIVRESRS,
BRI EFHREBE. BOERTEOBEREOBREBEOT AN ¥ — uFHFRTFOX#Hz R
NFEF-ZBZLoTREZh, BEIIGF. T, oREOENTHEIC L > TREEN
5, FEDOHERIL, BN LEERO—FRIMERE LEEBERR) O—oORBR
=a x Al/3 a =1 2x10"15p (1
WL THEILISEUTERAZEBHLMR LR, ZOZ LREFHEOERHENETF
BACHBI¢R L EBWT 0T, BT LPHFOEEPELWE LTRFEOEE X
ETOBBETRE-ELAERLYDZILLED, BTOHEBSTHF LB FOEEDE
B e EEFEOEER, B 2x104g/cnd3TH 3,
FYEOREEERETHRLEEREFREIOEAIAY—TH B, RTESL,
R ENDOR OB EEn vk LEBTFOM 2P HTOERET5 L, Einstein®H
B & xR —OEMREnc? % AV THE = RAX—B, it
Bzy=Amgy=Zxm +NxM-my
TREETE 5, EBIC @F%Eﬁmm%%ﬁ“fﬁ?@ﬁﬁk%WFAI?W¥“%E
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Amy IEEXRB LTINS, RFEER, BOMECERESH & BSHERED LEVWME
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D, MEDERFORFEIZ, HEK, A, KB, RUBAT—ETHII LIPHEIDE
N, TRNOOREBIEFOLKAMAMOBELZF I LOTM L SHTWS, Laxl, A
TDTZF A FuHE. HHIVIEFC. REPREIAZRBPCREFERGICLY
AR B L TWBOT, RTFEN—ETIERL, Hx 0REHZSVWCREHE
BREB LM LT, BEERIET—# LEFE - =AELB8 1R 1 TS LAY,
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FHFOEREL, EXFEOREANF-2RBIIHEL THEBENILRD AL LD TH D, BEXFED
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HEVRETAMBOT AL RD BT,
FFEROEEID, 1 EAOCOPHEFOERFI12.000000uk T3 RFEEBAUTH
Bo ZOEMETIX 1 TADORMERHBE EERVICCOEREITI2:L 25, BHOuDF
ffE.
u = 1.6605655x10-24g = 1.49244x10-10F = 931.5016MeV Th ¥ .
kT BF. EFOFEERIL. -
My = 938. 7906MeV
M, = 939. 5730MeV
M, = 0.51100MeV
ThHd, B ORFHEOFMERX (FREERE) . <O FTy 7Tl
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FFHEERMCORCOEBRBIINY L 25, FRFEUE, BHLE RSO F7 v 2 TR,
HEXERETXNVF—0rb YT, IO—RECOREREA M, A 2RELZLORB, (X
BOCOREETANF—I192. 1627MeVTH D, ) HOBEZRINF—EROI=DIIT, BFEPRT
DHERBE LROBLER L OETERL., RO EFAVTHE LR THAL AN,
&4 ORBL TR DREDEEOEBHIIANT, 1 TFbhiE ) OFLHS TR T
&Be = Bz W/ATR®D, ThEHBHEICHLTIoy FLAELOAR 1 —1TH5, Bk
A=BUTIE TR R L 2D, EN LD RERATREN ST B, L L, TORITES
PTHY, FETBEVRFZEREBAL, 7.4~8. SMeVTCHRE EEL L2V, u = 931.5CHh
DT, 1BEFHED OFEHFE AT RAX ]I, FBE DFEFHT0. 8~0, %D E R KIFIZ
FHETDILPEBETELS, Bh, Bz A¥—id, KELTEFRICHHT S,
IO ERBADEPEERDT O T, BHOTELRSVEEMOM FMIZEH< -
LERTHOTHS,
Weiszackerid, #MIREICEFELER L CTHETHERBNE M) OEERRL LT,
M(Z,N) =Z-My + N-M, - By
= Z My + N-My - ah + b(N-2)2/8 + cA2/3 + dZ(Z-1)/A71/3 + g(Z,N)

(3)

PREL. B3, b, ¢, dEERENHLRDE,
FAFRISEHUTHEFEESZRAF—TH Y,
aDEBE IS HHT A E
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cDEITEAIHH OREEA %
dDEIXZ —n - RAZFREDL.
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EAMICIEHEREOHBAANTH. G)ROBEORDHIZ—EH TIEie<., Blatt &
Weisskoff, Green, Wapstra®FilX > THEBEARXISEEINh, Ra ICERLRLAARTE D
BoTuofr, MyerséSwiateckiid, HFEEBM CEN MBI - LELEE L TH
G FAF—-HE LT,
EB = aAl1-kI2] — BAZ/3[1-kI2] - yZ2A~1/3 + §72p71 + gA~1/2 (4)
FERELF, 22T, I=(N-2)/A (relative neutron excess) ThH V. FNFNOLEE,
a=15. 67TMeV, P=18.56MeV, y=0.717MeV, &=1.211MeV, k=1.79,
fRA M TR idelE,
HEETIE e=1l,
HHEETHR =11,
AT E DI  &=0,
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M = 939. 573A-0. 7827~ (¢A-BAZ/3) [1-k (1-22/4) 2+72 (ya~1/3-8A71) —¢ (5)
= £1(A)Z2 + T (A)Z + f3(A) - eA71/2
£1(A) = 0. 71TAY/3 + 111, 036471 -132. 89A~4/3 (6)
£,(A) = 132.89A71/3 -113. 029
fa(A) = 951. 9584 -14. 66A%/3 .
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FEICEWEEAE LTESTEDbh, Ba@OERWEREOER L 2o T,
UL, WEERETHE S ARERFHEEIE, BFe 73020, 28, 50, 824 T
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IOZEER, ThoOFEFERLGTFROFRFESEINCEERZEEZR LTS, Bl
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HIRILZIDX I REEEEDIATEZ DOTRITNIZARLRNEEZ b,
EREE O X 5 2B A Clinagic number DIEEIT L WA TE LV, BHBTD
HEHEE L OB T, BT RIREFENOERNLRRT T AR CEFLER-HE
EWMSLIZEBI LTS 2 LT DhORT vy ARERERE, HNBEHTEEE
T5&. 2,820,40,70,112, 16812, HFERT v A RRET D L. 2,8, 18, 20, 34, 40,
SBICHBAS BN DR, WThORT V¥ vy A THETOREEORIIHII T X leho e 3,
Mayer & Jensenit, BB DOPRNRRTFT Vv VP TEFOR Y L LEEAERSERHKR S
WETOLERETDELTOREEOREFTATEB Z LR L, ZOBEGE., B



OEFEIT TR, FEEBOBEREDOAL YV ENRYTA DL BRHTE ST LHH
LR, KRThEELILRE, TOEFALER Y2 LETNERES,

B COBE L ERONM., i = VETFATORT V¥ VE, B TH
HLERELTVED, L ORFEOHEREBIC -EOREBEUIREANDLZ L. 4
YR MANERERBEBERROND Z %R, RTENERLENSHIBES
HIHARNT EERLTVS, BRY VA2 0 KELRBEFHETRERNERERENE <
THER, BETE. BEORDEL OBERBTHIE, Thr bl EERIERL
TWAZLIIAMTHE, HEARIZBNTH, VAR, EEREOCEHELER
LTL¥EELRbOREREEh, ERMECH LT, ZEBEDIEL TO. eV, 8V 7 I
TIMeVDRETHRET AN —PHETESARBBLNL TN S,



1. 3 FhttkRssE

F1—1ICEAHHERBOBREE L HTRT, ZOXRISRLUERERERICNLT,
BE TR E LT ZEPHERBRA SN TS, £, vERBICRIT ANSERETKH
PryR Bt & OFSBRBRTH Y BETHRE SN DA, BE TIIENED Tk Iz H
bo TEFHHORVWIEEFHOESSE 2 ¢ bHBEINTWS, ZThbD2eT
DRERAT, BERE—=RXAX—RFH EFRRFR., AEHEAFR., WERTL.
EFE ONFuerd) | VT MOBOREFERIBERE LTV 3,

#1~1 BEHERBEOREA

2 BgOEE NHEE B8R HH Eh o HE

BRI TR o o (2, N} = (Z-2, N-2) +ex it
BREEOR ST (Z,M) (2 N )+{Z-T ,N-F —x}+xn | EIRF. BHTRS
WA M p-HASH g~ (Z,N) > (Z+1, N-1) 43" BHR, BRI
B+ p* (Z,N) = (-1, N+ 1) +B ¥4y BHR, BIBACH. T
P E TR EC  [(ZN+es(Z-1, ML) +v FHEXMR, T
AR i s ¥ {Z, N} (Z,N) +y v, PIERRAET, SHEXE

B1—2i, EWEFEOBELIAX—ORAIEEZTR Ui, ®Pbik, 7=82, N=126D 3t
2 BB (double magic number) DREFETH Y, KAIICEETHS. B1—2 T,
FEFEZBTHEATHS, REAIPREORFIZED ., TOERER(6) D 2REEKT
Fhahd, FHEEETE, IEEOKEG=RINF —2RBSRILSIZERLGRLE 2
A3, BEHEE TR, BHEMHEECLDIC, BEEEFFZ T o0 2RBERNES
ENB30C, H1—20 k3 ItR#ET LTI B-RICkRD, 1—1 Tk
Mattauch®HHiZ, REED B BEIZSVWT, 20X I REHHBROB/NMIEI 8 BIER
EHEOAFET AL RTHOTHD, TOHBERERDTR(6) DRBES, (WiX, ABK
EL B ENELBBOT, BEEOXREWT 75/ A4 FERTIIHGHROE RS
<Jeh, —RIZ B BREOMEI/NELS RSB, ZTOZLIEBRBOEENRREL LB LY
BEWT3, 77F /4 FEE TR, BHEOERICL > Ty —u OREERELARY o
HREEOBENTFHHPEZ Y B 250T, HANICOBORERRIC S B BREAE
a5,

1. 3. 1 ERFHEMH _

F1 -1 LR, BERFHRIE LTHMEFIE. BFEH, 14 2%0Ne% %
BT DRBERMLR TS, 140, 2MNeS0RFEOKRHIIX, BEVWEFHETERIIRS
HREEXTHY, BIZBWT 7F ) 4 FIRFEMS double magic number DPbiiAMD
RFE~OBRERIBN TNV BL< 25, ZhbDI Lid. BN
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1. 4 RAOHFHERE

RROBBEEROU LThitEBNRF2F /)4 FAETHD, HER LRSS HEOEIHMTEX
ROBEHETETH . FABGHERNHEIZ 2 ORRAR &> T, FHERICER T 2B TEIGTERT AL
BRI OEWFE RS R (1~ 1) k. $4 SEFINCHERGBRE N TLLREZ DU
BEHERM R (1 — 2. —KRNESHERAHE) L —KRANEGHHEREAHED?22Th, 22°0, 2°°0 ARy
3 FRARFEFINE T 2T oh 3,
F 1 — 1 FERIC X VERT 2 B HERAREHERE (5]

AR | e | ARG EERGEEE | ERESHRE FEfe G
cm?-sec”! (*7%E) Ba/Ke
SH | 12.3y | “*N(n,%H) *%C 0.25 1.2x1073 8~ 0.0186MeV
"Be [ 53.6d | N,0 OBFRREG | 8.1x107® 1.0x10-2 v 477.6KeV
14C | 5730y | *“N(n,p) 4C 2.2 1.3x1071 8~ 0.156MeV
22Na | 2.6y | ArORERERID 5.6x10°° 1.1x10-¢ B* 0.544MeV (91%), v 1274.5KeV
228 | 650y | ArOORRRERIG 1.6x107* 2.0x10°2 8~ 0.210MeV
3zp | 14.3d | ArOBERRIG 8.1x10™* 2.3x10°4 8- 1.710MeV
33p | 24.4d | ArOREFERIG 6.8x10"* 1.3x10-4 B~ 0.249MeV
v |88 d | AMOBRRIS 1.4x10-2 1.3x10-* B~ 0.167MeV

1. 4. 1 BERRKESESE

#*1 — 1 CEFPOELFERRBEHERCHEONE. ERMEE L ESERE OFMEARL 1.
ThoORFHERIEDL. B2 ¥ -BF2ER0L T AFEERUPT. BF. oNTFETHSET
5 2RTERE OFTHERISTTE 2, 2R BE 7LVIVINOESHEET 3R F L ORIGLE
A3, *ORT OB -GERIcETH . Ml EEICBRET 2 2 KT ORI
v 1~5n-cm® sec”! MELRBRON TS, L LTZO2XMFICLY, HBHOERSCEF
BILHSFHRE N T~ 1 IZRL BN TE < OFHBEHERAESERT 5.

FNSOTTHMEY 4 S NOFROEHERTH ). SHEOWESTHFEINI0E. 757 (B0 RY
B (3T PSOEBHITHD. & 0biF?*°Pu SRRSO Tl 'ZITHB. ChSDRELE
FICH T A REROFRIL. T & UTFENSE BB 2EET. B EESRESOEER (@15, B
BEEhizaN—bAVR) azou\f??ﬁ'ﬁ?ﬁﬁ@ﬁ{t‘%%%?éf:abazﬁ:bnr: LOBEN, ThED
B DIFERE 222U T AEFHEE T _10710~10715 RIERI/NE NS, i - 5. HukBHghTo
Zh S OBASHENERSEERAEET 2HERTREROERE CH 2. KET AT ST XETHE

DA ~F2AEE. LRAVF -HOEEBIMOTIC. RANHFRMEAEEL TS, SEORES
FEhs [6] .

FBG - *°A1,3%Cl etc




ASHICERS N BERRBEHE R T, BRI RICE T USSR - £kiclDiAzh. KW
HEBOBRICR S, AMEOBRBICERRES (A-BEFIlSR,SbHEEN23) T501. LIORAL
BOLHP THFERDELZNHEC THhHb. Be (&, THRSITRWTIHERSEZ (. BorHiGHETH20
T, BISHSHRAECRBICHEaN3. 858 F U/ 7 VBRSO R T AT RSO
ANIHETHEZREL L ERERN T, "Be ZHIFRE TUPORGHEREOIRS THZ. UL, HE
FREEISEWC & EBRANOBTI RN & R Y T AQREM RN LEICL Y. ABADK
FHEFBIRRERNE VA S, LTI, BEPO N F2ALC OB - B4 2 AR UEZHED
BEoAitidid 2,

(FYFIA, D

BYF T ATATHTHAZS (00 & LTEEL. L LTHZRESE L TREIKICEAS O, £k
RICBITT 5. BEERSTOIAHORBKFO ) 79 ABEL 0.2~0.880/2 (30pCi/gl) £ SHNT
W5, Harley Fit, RIEEOAEFD b Y F 7 58%F10p0i (0.378q) LHEEL. Fhic k250848
FHEvA 7aL AeHEELE. BEIE. BERERTESEO MY FIABERL. JLERPEEHTEOXRE
KREEIBUFERETE I 28—/ 2 H10By/ £) iZELI-. F0% ASEEEBOBS L IRY
ICHEA L TNA5, 19900 S 19BEOHSEORIEE =2 1 > J T, BFHIHBY/LO N Y F 9 A%
RO TW3. BFIRERG ST, 2VLOTEEBEBEORHSEL SN (7] . BEDO b
F o ABEE EREE TV L OB 2EHRE 22 [8] .

(RFE—-14, 'C)

HC ORETFOEBICONWTOREEN RESEFETFIRAFCEEE N (9] .

HC ORETOEEL. ON(n,p) 140 RIDIC & 4R, OFIEEERIC L AF|ELIEN,. QEEEHL!
ROCERREOFIRIC & 2 HHEHEOHD (Suess ZIR) KX, FETHOEFRFIRIIC L 2EROPE
LERAONEEF. M FOARLBHTDS. I UF T ADFRYH OO C{LETRARETH 20
ZHL. C O—BRTEMDFEIC £ - Tdead carbon & L Texchaneable reserveir 2 SEH#AN2, FH
MOE 5REETH 2 KREHOFANREHLH 2 DD, Fhit'iC OFMCHRTEETEA0T
v OR & 2ERGEEIGBEHTHERN—E T, HBR LOTRAFELREROC ORI EENIC—EL
FBRAOhTIND. TNHFELibby D¢ FREEORIATH 2., ERENEBEOSRONGEILL. 4x
10°TBq/yr, LEABGBEIL 0.227+0.001Ba/s TH Y. 3TETTAEZ 0 OBRITHXI0°TBqTH Y. FOHL. 8%
HRFHRICTRET . QIC & AEMBITAS. 6x105TBa L HEE I NTH D, 1960EHETIT IASPTRA
LARA@ 2 fEIET 5 14¢ BSREEREE .

ARRZBENSREL. FHOWMISY &EHxhTBY. EETKeD ALEPIC L RH2. KB TR
DHC EFRFOCHETE D, ZTHiC &k BHEEERIE. BRI U TH20 1 Sv/yr, ERENCH L THIL0 1 Sy
[yr BETHD.

1. 4. 2 —RIIEHEH SR

FEZIR L 7o &£ D IT—RRARMSHERRHRIL. HIRABILURAE & O - BEHERHATH 5. BIEETIC

oSN TN B —RRAEHERIRHAER 1 — 2ITRL .



F1-2 —KRABSHERSHE
32 HHEA | FAHRTEEL% o215 ERBERE 3 F —HeV
49 | 1.277x10% |  0.0118 8- 89.33%, EC 10.67% | - 1.325, v 1.451
87Rb 4,.8x10%%y | 27.83 8- 8- 0.27, no ¥
15Ip | 5.1x10'4y | 95.7 8- 8- 0.495
13815 | 1.1xi0''y|  0.08% 8- 32%,EC 68% B 0.205, v 0.789, 1.436
taaNd | 2.1x10'5y | 23.8 a a 1.83
147Sm | 1.06x18''y | 15.1 a a 2.23
1455m 8x10'%y 11.3 a a 1.96
1820d 1. Ix104y 0.20 a a 2.14
ey | 3.6x10%°y [ 2.61 8- 8-0.565, v 0,088,0.202,0.307
tage | 2.0x10'%y | 0.16 a a 2.50 |
187Re | 4x10'° | 62.60 8- 8~ 0.0026
1889 2.0x10' %y 1.5 a a 2.75
190t | 6.1x10%y|  0.013 a @ 3.18
AR SRR 2
B FEHAOSREE EIAATFIELR | ERBGRE T2 0¥ — MeV) =
soy | 87 1.8x10'®%y, EC 8.9x10%5y 0.250 v with EC 1.58?, v with 8~ 0.787
1237 | EC 1.2x10%'% 0.89 ECq=0. 052MeV
4206 | @ >5xl0cy 11.1 @q=-84.535+88. 273-2. 42494
1495m | @ >1x10'%y 13.9 aq=-T77.136+81. 270-2. 42494
15y | a >lxl0tty 0.057 @ a=-70.527+74. 7032, 42494
'%°Ta | B~ =1x10'3y, EC>2.3x10'%y 0.0123 18958 t,2=8h& D QirASREERE
204ph | @ =1.4x10'7y 1.42 @ q=-25.117+29.514-2. 42494
209Bi | g 2.0x10%7y 100 ao=-18.268+23. 837-2. 42494
2K

—IRRIAEHER A DT, TER » HIKGHED A X < BOHEB OB TEE2 LD K T s,
77 AOLBEEEIIHI30Be/2K  HKTPOK BEEIH 1180/ 2 ThB. 4 Y AltHE. 55, B &
KEO—RFIMEL ST BT TR, BHL & EERESO 2 WEIC I AL, S



B - NEIROME CREEhTWA, AETROH YD ATAESHRICEEL. BETKD ADEFERIIE
HKBqDK HBETN TS Y. FORBIEMET C K13 FLFBMixn s, K i L 2HEE, EMR
SRR LT 200 p Sv/yr BHICHL TH) 150uSv/yr ESONTED, ¢ ORINETHS.

F 1 — 2iTET K R < BB 2V THSEEOFESREECIEL 23T LT, TREERS
Nz, 1POPE [REEMEG 1 0 O e BEHETHADT. TN IBESTESE N 2 4D5 0755
D1 VP AIBHO aHHEEF->-TNAC LIRS, LPL, COarflET ST L EHEHICEEL <.
BENCEE S N MBI ERE L RS S ¢ 208555, 0L HRT, OR0EE
EHICOWT Y, HARBEOHLELMT s0ELE THR Shz,

HEASHRSh TV A5 5E05 9 ) 4 FIEEDS 5. 6 BIdMsEE-C LARERS . 2055
ABIEMFREFTFLHEZA VY. affHETH S, BB L UTEHEE 28D T AL, UD
£0. 6%, ThORIZPERED alfSEEEE->TH . FEADD UIRGHERIE QR R - 15 1 B s
ZEZNE, FOBSRENET AT LB TESR, LPL. TOIILUBEEHRTH->TH. ThoiK
PEFEE UTHUMEHT. #5001 olfic L AP AZ. TOEEHEE & BEPicAY ¥ A58
TRZLITLBENERT B, TV9 ) A REWSORRYTONY & hEHOBEL. RRTI VS ) A
FARES M DL, O3 VHLHETIOT. Fh50 R X 20ESEMUERCENxh it

We UL, 2574 REEAFIHT A4 270FNA AOHERBIIE. oSO & 218550
BAZRICANZVEBH A L ITHOITH 3.



1. 6 77F /A FEREFEORK

1, 6, 1 BYERICIBTITIF /A4 FxF -
<EFEE>

SBETRI A F=FETI7F=RE, ENERIEREDLL, SEBEFEFOTTHLLT
RHRR ECERESN TS, V7 M DA, BENICEAHEORR IV ELRR
S, G.T.Seaborg®7 7 F= FROBXRIEZ, AHERICBI BBV TR LBS
Bdote, EBRIZ, T7F=FRIIAIEY 7V REORRL ZOWEBO-HOMH
HThY, SEXOERZWT DI LITERERTHS, X— 1K, 77F /4 FREFE
VCEDA T DEERKBOEFEHEEZ T LE. T2F /A KT, 5f, 6d. 7 s

F—1 775 /4 FRFRUA FVOEREREEFIRE

TR R +1 +2 + 3
Ac [Rn]6d17s2 [Rn]7s2 [Rn]7s? [Rn]
Th [Rn]6d%7s% | [Rn]6d27s* | [Rnl5fled! [Rn]5£L
Pa |{Rn}5£26d!7s2| [Ral5£27s2 [Rn]53* [Rn]5£2%
U {Rn15£%6d7s2|  [Rn]5£3752 [Rn)54 [Rn]5£3
No  |{Rnl5£%d17s%| [Rnl5£%6dl7s!| [Rnlsft7st [Ra]5f%
Pu [Rol5£%7s% | [Rnl5£87s! [Rn]5£5 [Rn]5£>
Am [Rn]5£77s% | [Rnl5f77s! [Rn]15£7 [Rn] 58
Cm | [RnI5f76d17s2| [Rn15f77s2 | [Rnl5f'7s! [Rn]5¢7
Bk [Rn15£%7s2 | [Rn]5£97s! [Rn]5£2 [Rn]5f8
Cf | [Rnl5£197s% | [Rnl5£l07s! | [Ra]selO [Rn]5£2
Bs | [RaJ5¢ll762 | [Radsell7s! | [Relsell [Rn]5£l0
Fm | [Rn}5£%%7s2 | [Rol5£!%7s! | [Rol5£12 (Rn]5£ll

PAEFAEEERICBEETHMET L LTRAE I N, 2ORBESTRAF— L EHADIES
HEMTERS, R 10ETRBORTEEETHICIEREEERELZR L-F
BRRCHFL AL TiZARSARY, LhL, RERCROL S ICEEEHITR - LR TE B,
1, RFBBSDNEWTIF /A FTE6d, 7sBEFLS { BEFOBBRALE—D
EAWPE, :
2, ETFOERLRRBEHST, 6d, 7 s BEFUESHANICREEIZ LY.
5 f BLEMHEANCEEE 25,
3. AmXVEWTZF /A FTIES fSLEOREENEML, AREF L LTOME
BHEITR B,



5. HHMEPTOANAIDBE,

L ERRERNCET T B,

mLEEA T ORI BCHRTZOR2LICEBTH S, Hib, MBRETE.
EBA 4 OKMESHERLFL LTOHHER ORI L FRAT 5. KFFEDHOVE
REMOENNVA ZBTHH, ZLOMEFORNBIBEXIZTN LA LEREOEWE
RETHB, -7, lLII@EDOSVH /4 FXETIF /4 FOEEZRICIE, SHICH
WABHAS : AENROSEA TV LORMENDOBNVEZOEZIMATEH20THR
{. ENHFKSFLBEED KON RIBEOENNRERAENOBHNEZRIATEDIC
TERV, TOBWNIFERCNEL KBRERMATIRD, SVF /AL FREFIF
A FCELTRFESH 1 BRBBD Ao LARDOTFHOLBRET I ZHMI 2 4RI
RERBEINTHERN,

FOkD, BPIF /4 ¥XE5 094 FOREAEICR. 7uvx b 7/374XE%
B sS—®ICEVW S NS,

< BEISEE>

<F b5 RHE> |

- <ITIETRUENR O 7= 8 OB R B A >
<DIDPA>

<DTPA>



BT IF )4 PEEOHETFIETVF /4 FREOMBET LIIER Y EFHEFLL
TESE, 6d, TsEFHMET L30T, LB MLESESITBNTIE, 72
F )4 FEEE, AcHDANEZOBWT 7F )4 FEE B7 7 F /74 F) LCollfFOENWT
SF )4 RBE (BT 2 F 74 F) EHTHIEIRERNTHD, R—1ik. 77F /A4 F
FEROBMAEET COBEROEERERENMCHELELDTHY, T/F /4 FE
FEEDBERARIZTL TV 3,

© ELEE, OLXTEIIMSOIRMELLE,
ATREETH Y, B TR o FET COLEE.

NS O TRERE
Bk ({LFM{Ac|Th|Pa| U [Np|Pu|Am| Cm | Bk | Cf |Es | Fm |Md | No | Lr
2 M2+ NS AlAalalala
3 W@ N[0 |e|0|0|0/0|0|e|e|e
4 M+ @|al0j0|@|A 0
5 | MO, @|sie[olA
6 | M0, @|0|0]|A
7 |M0,3*

% Pa(V)iZBU44TPa0 (0N 2" (XidPa(OH)3%h) & LCHAET B,
B—1 BeMAEEPICBITAT7F /4 FOBERLEZOTER

RLBRERBIEEIIACO I NBIN6 T 1EM-SI ML, NpVID LERFR LIS
TREMRE R CHABROETFERZHF O, Nl CIIRnEBOREBIIRE LEE T2,
SIEFRIERFHS NI RBAREETH D, LB TIET V¥ )4 F o FUEIC R 3 2
RbEETHD, BT 7F /A Nid, KBETCERICBREXIBETTE 3 REETHY .,
BT 7F 74 FREFHLRBARREORREBRII-F ¥ /4 REAKEOTERTHS,
FIF )4 ROBA 0%, 2TEVAL AR Y L CRBEAOET RSB 55,
T7F A FOBERCELBRT 3103, FROBEREOZER L., KEEDICBNT
KRGFOLPEIT D L EDEEBIZHONTH-TBLS 2 EBEETHS, K—1ITRL
feL ST, 3ffid 4l {b¥ERIATMA A THY ., 5. 6146, 7MHTiE, BEEN2E
ERRICEMLEFET 2 FoAA G ThB, T FoAOBER -2V EE— DAL,
Pa(V)CH B,

T I F oA T3 B2 KA A OMASRE L b DEEZ B LRTE B A,
AL TWRVDESFREE UTKBEYA 2822V BRE O F 4 QLB RN
ERZ LV RIEBVTEDTHEOTHY, T7F = FERITEA VRIS VET
BISOICRHEINS T THD, EOEWRTIE, PaVOFBEETHE L =25,
Pa(VIBT 7 F =T bRV DIE, ViliA 2330, Np, PUSITHERTRE S . BERF L



S LA KERMEA A OREEREZ b RVWEELDZOBEARTH L, TI/F=
A FORERERR T, &BLBELOFAEEECH] . AEMIBERTIREL,
HLOSEA T OBREABRBH LV IEBIIREY, T, TIF=NADFT I,
FABVEBA AL UITAH Y HEA A & 0B ROCEV LA RERE LTHSTER
L. BRBRBCEARTLEREEZ ST TEICELFAERE S A EEARL,

T o F 7 A FiHE >

FTIF ) A FOSEEFIE. FF /A FOLUBT LRFIEENOERDENNE L,
F0bTF A FERFIE KIS, RFESORMCECARETFEZIRETIHERT
VIR NBRKEL Y, AT EBERAELRD, BR—2RFF /AR F LT
IA4F] AL FD2+, 3+, 4+ F DA FVEREFRT,

£—2 TFUEIARFRGTIF/AFRAFTrOAFEE (FHEE

Ln2t Andt An3* And*
R3*/pm R2*/pn R3*/pm R4+ /pm

La 103.2 Ac 138 112

Ce 101 Th 134 105
Pr 99 Pa 130 104 101
Nd 98. 3 U 127 102.5 100
Pm 97 Np 124 101 98
Sm 85.8 Pu 121 100 96
Eu 94.7 Am 119 98 95
6d  93.8 Con 116 97.2 94
Th 92.3 Bk 114 95.8 93
Dy 91,2 Cf 112 94, 6 92
Ho 90.1 Es 110 93.4 a1
Er 89. 0 Em 108 92.4 80,5
Tm 88.0 Md 166 1.4 89.5
Yb 86.8 No 105 90. 4 89
Lu 86.1 Lr 89.8 38

Andtix BEMI. O 6 BAIOBKREA AL EETHS,

Fua )L FIEOHRL LT, HFLIrDEFRE A+ AT EBBREE LAY,
FRNENOLTHROHMAESETHY . RFESOENT — 7 ORBENEVRLoTHICHL
_RERFFChole, TIF /A FIHOKR, RFES104DOTR LI HEL OBHT
ECECIMEATRE L, TORRALEROER 2=,

A ZFEBUSNMCH, Ty /A4 FIUBRAONAN, BTFESTE, By, Vb TI7XI
fUDERE L L AEDICEBBEARENBHS L2y, ERUICETFERKELLARS
BOREBRLOND, FI2F /A FORFEIR, &7 7 F /4 FOCHAEFORBHEDNE



HEA Z BN EIWVETHNCREZINEEZTTH S, TOBETIE. Pa(V)OHADHE
%T&%k%;i%nPMW#Jb%-»h&%&mmw:Vﬁfﬂ/wWNpm%Lﬁ«
TREL, %%f%yszﬁmé<m&m%4ﬂ/®ﬁﬁﬁﬁgetmt¥z%®ﬁa
RTHD. TIFINA T ORTHEBRT, SRLBRLOBARFERICHL, AEH
FERERFICREL. FLOEEA T yrOEREILAER LD Z 3 RIIREN, - T,
FOFNWHFF AL, FIVAVEBAL L XNEITNVAYLEA T I DX E

VLA ZABRE LTSRN L. BREREMCEARPLEEE ST TFHEICRMFIEES N
% {5,

6+
5+

1p(5) V) =
M4+ /_-

M3+ W’
u(g) A
=T

—AG(III)  TAGw V) -0 (V) =46 py (VI)

M (IY)
gy IW\MO ,

E(V-1v) 2+
N

K—2 77F 74 FOBRLETT )X —HEK

He BEER, AGpy: AMOBHZINF—E. P A ERF LY v
E BB EA

B— 2, KBEPOBIRBOENNRZEEEBET DO X NF-HERTH
Ba

AT AR TR VERAEZXARZ PIVRAIEICL D, FOMOBRHENEBIHRAEIC
L>THREZNZD, ETCORERVBLBIIOWTHEHBREINTHADIT TR,
FIFIAREILE A FORKE., TIF A4 FICRIT BRHMSE TEH D ICER
BIZED, R—20 L5 RAHNENY A 2 NCESWTERESREXIN TV 3,

<5i8-lgdl=5mm e 2 e —>
£— 1 OEFEED S EMICEIET 2 L. KEEDTEMEN B I OB LHRET
BETSMOMBTH Y. REFLLTONA REZOBEFHENEDEL LTS, D,



Xt Z ORBEHED S > TWABDT, 5 THELOBANE. BEREEL LTZ0D

£—3 TUF 4 RKNA A ORFFHER

{bFHE AHaq Algq AS
(kJ.mol~1) (kJ.mol™1) [(J.X"L.mol"1)

A3t <-628+29> <B17+33> <-180417>
Thét -769.0£2.5  |-70545 -424+4
Padt(1M HC1) -622+14 <-567+17> ~397+40
Pa0(OH)2F(1M HCL)  |-1113+17 -1050+17 <-21+16>
13t -489.143.8  |-480.7+4.6 -174.9:6.4
U44(0. 1M HC104) -591.2+3.3  |-530.9+2.1 -414+21
0o* -10336 ~969+5 ~26:+8
092+ -1019.1+2.5  |-952.742.1 -98.3+4.0
Np3+ -527.2+2.1  |-517.13.3 -179.116.4
Npt -556.1+4.2  |-502.9+7.5 -389+21
NpOy* -978+5 -915+5 -21+8
NpOoZt -86145 79645 -94+8
Pudt -502+2 5793 ~184+8
Pudt -536+3 -482+3 -389+20
Pus* -91516 -850+8 -2148
Puloet -822+7 -756+7 -9248
A3t -616.7+1.3  |-599+4 <-201+13>
Andt -406+6 ~347+9 <-408>
AmQo* -80545 -741+5 -21+8
AmQo2t -65242 -587+3 -88+8
(m3t ~B1545 <~594> <-194>
Bk3* -60145 -578+7 <~194+17>
Bk4t <~483+29> -417+25 <-412+20>
{2t <-385> <-398> <-5>
cf3t -57745 <-552> <~197>
REs3t <-B03+21> <-573+17> <-206>
Fnd* <-B32+42> <-599+38> <-215>
Mds+ <-538> <-504> <=224>
No3+ <~395> <-365> <-231>
Lr3t <-630> <-596> <~255>




7s,Tp, A~ DBFRECRI B L EITHREIZ3TH B, LI L, BBFPIF=
R BWTSROBTRE L 20D 08 F 1 @r6cdtutic B L5 ledlmEo a0
F—Z (COTRNVF—ZERMTRINF—AT-dLIER) FhE L, dEEEWTSTF
BEEEDIES BT RVF—HICERNROT, $ < OBATMNT L OHFIERRIC IR
RIDMES, |

SV ILRETIF 4 RTEOLSEHNE, BCZORKMR2BRT 20T, B
TRVF—EEZDZTLOBEEE MO THER L. KERFHOBFRHRI > KO
ANF—ELE(II-IIDEVCEII-IV) L OB 4BEGEEZ BB L0k, C.K.Jorgensen
YL.J.NugentCh ot SHTE, BF 7 F /4 FOLTOBREESLF /1 Kizon
TAL-ABERE N, FT— 30X S RRAPWEROFMOKRE RIES L 2> T B,



1. 6. 2 77F /4 Fo#tE

TOF A FREZEVEAT 082, BIEEBTEREMATEIETIF/ M1 FR
REDBRTIBEL. TNHMBTCERVWETVF /A FARESETIHELTEZOF
BLBHINKEREBVWDH 2, 77/F /4 FARBOA T RETEHNWNVA ABELUTHE
ERFERETID, BIBERUTIZLETENIVA RBE LTOMEEARELEL
SRZIIELRBDT, nROBEZLVBERICTNIZIL LR,

R—AZX, TIO0F /4 FAROABC L AW hASBELBIGRBOEWDYZN
KEDEIERT2PEREPTFELTIRLE,

Ff—4 TIVF /A FOBRLEERNZE

SRR SEERIG - RES Carried Species  Uncarried Spesies
R 7 wit¥rstiss I1I and IV v, VI
(LaF3, ThEy etc)
BRIk [1I>IV v,VI

- (BiPO4, Zrg(P0q)s) .
KER{t4r (Fe(OH)getc) III=IVVISY

14X T A &2t IV>1TI5VI v
B4 F R H-HCL VI>>IV V and III
-HNO3 [VsVi V and III

Bt ¥ LU — MREHA IVVISIII v
A A IV>VI V and III

1, 6, 2, 1 7254 RBOEH
R—4DLSBAMEHOFEL LT, MmO 7 vitPHLEBEHER T X7V Dbis-2-
ethylhexylphosphoric acid(IDERP)ic kA7 0w /S AZE—3ICRLE. 2O K
3 REREEIC X 2 DEEEWOENL, VA XBL L TORIBPAERIS, [BII=VV0
BETELTIZILICLZ28DTH D, CORICTUE—RNOIRERIZALERTH D,
FOF) A FOIBETTRL, SR LBREPTCORCBORECHNATETS 3, LD
L. RDEH—BIELTHZ0T, BACH>ETIERL WL ODPORBERANE ST
THBEXD B, |

T, KBLYORRERVWTLETOHRIE., MASBL TWRWEBEKERTTOE
MTHIT e 2WRTILESH 2. Fh, BA A UEMmEFL— Ml O—BBIZ, 18
{EIE S v RUMBEA 4> L OBBRASEE TRV MOBBEL T THTIXED.
BICEEA TR A T AR HO—BRILIEEIES 3 UIHBE A TV OEENK
gummxoﬂmgfmﬁfaowﬁmfom\7ub79%:¢boiﬁmm@mﬁ



Pa(V)iZ, VIO 7 7 F NV LR UEHELZ25TH D, COREIE. Pa(V)OBMEKER
RTOEERED, Pa0(0H)2+TH b, BEHN22+DIERZEO 7 2F N ERBULTHZ
LICERT R, £ MUY LAOWVEL, BEREPSES T RBERE~OREER Y
RIIBWI PN TH 2, ol &id. TMIV)OBEIEBEERBS ¥ /4 KO
I USBBA A EEEIRBBISRVIEICLZ, FROSHECE. B ®
IS - O 2 HATBRELSBRNICHES 0T, Bt - BRFKGERCHT 2 —BORE
HCHERT2HLEDIDH 2, FIF/ 4 Folllfie [VE L OBoBRLBRRIGIE, B
BICIXAKAA T EBOMOBFRURSTH ., VliLVIEO 7 7F - VBORGHEF
BHRRTHY, EFHEENIEFZEEASFBLRVWED, FORGIE 2HBHEO4F
BOBHRGLDIERIIRBNWEEIZILNTES, LPL, SERESSOERTIE
OEREHEITIZFoNLIIEIRIVELORGIZ 2BEAOAFBEHEIG - ARE»Z
NEDEBENRIBTH B, #>T, VIHEHHBREITHLT 3EM4TIL, BUNICTET
ST, FERFEOETRICH -HOKEE P TVE» SVIE~OBEIEREFT S
EXFEZ SN, FRICIVIESER QRE T HE T 3 £ TRILIFED 5 Vi~ B
TT3Ze2FRLULRITRERS RN,

ERL, BETOEZEA T VORE L0 0 %2HEO0BRGHICHYCE 201X, BFX 2
F /4 FOUIV), WVI), Np(IV), Np{V), Np(VI), Pu(III), Pu(lV), Pu(V), Pu(VI)<
H2. COLSCBELEOBARIBHEESBIENTHIDEI—BOFIF./ 4 KTRICRE
EN3D. ChoOmAREREBLBTCOABEROENITETH L0 T, BIEHOH
MERBERFAIECIRCEERRNTS 3. HRRELBIZAWSh=ERNRE
E2IOT, BEROAR L LROSHEOEMELITICHRA S,

<HBUIATIAKRIZIZBHRFRISZ UHASOTNV N LA0ERE>
G.T.Seaborg®H s, ¥4 70 b0V 2AVWCEAKEBH UARARYZ Y Lhef s>
LEDZNV MU L EAETZOICAY, FOEHanfordic BWTERY S U H & AHBM
KZNVPZULAZBIRT Z20ANWSNERETH 5,
 EHREEWNERICRR UEEES ) Y ABORIMIC L o TTN b= g TV 5
L. BEET YDA LHEBERT X 2HM L TPu(IV)2BiP0s & ik E € 5, TOBME
B E L TU0(S04) 02 2 ERIETY S N EREL URBARROAEEH 3., S8
Wid. RABRF M) VLSRRV EREERYA ONE, 7ubd v F Utk 2HA L,
MBEZTIFUEIEDRVELT, HABRERY EORPREIVTEEEZER LELSE
N3, _
IOREIE. BAERYE U CEERRETROS y FUETH B LR YS  DRED
ERHENRETIRANTRVEINTWVED, SHBENTZIF /4 ROIILH X IV
EHRETERSET 2RSSR RECOELAVLNIFETSH D, TIF L ERE
HEE UTRBEIR2ED 2 —HBHICELAVWSN 3,



<Ealwvs 2>

R, EREERHBARIBWIRIEFEOHLHETH D, FHBRHIMRICE
I, BERF M) DL, RUSEEZENLTIVM S L 2IVRAICHER LR, v 2
)V 2 Pu(1V) % Tributylphosphate(TBP ) 30%dodecane AW =M T 5. HEHFREOBE
. ARERYE, HHEEREZIFY - NI —, VA AS ARG EENE
WHENZ, P3N ETIN PO LAEZOTRPEREE. Y5y 7V P2 ASRIBICS
WTFe{ID,HIV), e FoF2 73y, BERST V%Gﬁﬁﬁl‘éé‘ﬂﬁﬁ@%ﬁ?ﬁ&ﬁﬁﬁé
B TNV 0 A0S LUTOKEIRERT 2, BROZ Y7V 20 AOHE
EEDDEDIT, TV T LRBELSRIBERIRTILISLETH 5,

Yol w i ZEid, BREFEL, ERLEFRLIIVWTRERIBENZFULETIEL
ENTWEDY, SBEZOLDICOVWTHR TV ST AQOIERNEHIHEETHDIZ L,
FPANVY LXK DEWFIF )4 REARTERVASOBESORREL. BREREERX

ELAFEREOIEAB LADPHREREL TIFOURIHARRARRELR>TH
%o

KRTYVZULETN b ADOSEE>
<S5y e b)Y AORSHEEZREEA >

<BEREDPOBY > RS>

1. 6. 2, 2 IIMfi7 2 F./ 4 FOHBEELSEE
FVIIARLBFIF A FOKBEFCORERYREERIIAKNA AT THD . K
BT A A B> TCHE I BRUETI»S SICELT 2, V1 RBE LTOERAREE
HE. A FVEBESBOTHEENETRIIRZ D, BEOKBHETIZOENEZD
FERROSBMICHMNCHATEZOTRR W, BOFERAL LT, ROXSREBAF
VERBMOX L - MIERIGEELD L.

An(IIl)ag + a HA = AnA3(HA)a-3 + 3 H+

i fa Pa ol o
1. AL FHAOKE~OBR L REk.
2. K TOKINA F > DK FOERK.
3. ARIEEFTO PSS FANAIO R,
4. ANASOEHE~DOBE,



5. HH BT OAAID B,

LRSI T B,

POEES T OREPEICHETI0R 2L 30BETH D, Bb, MHRETE.
EBA T Y OKMEBHFEMNTF L LTOMBR EORIBEHAT 2, KFFZEOHODE
ZRUOEVIVA RABTH D, £ OMESIOBUBIBRIIZALFALEEOENE
RETH D, #-T. lIIHOS V¥ /4 kX7 rF 4 FOMESRICIZ. S8ICH
WAHIHAIS & AN ROEEA T LOBRMENDBVAZOZZFATEZOTCRE
. ZRHKSTFLESED O AEEOHAUREMEHOBNEHATESE
TERV, TOBNIIEREICHE L, KBEENATIRY, SV ¥4 RRUTIF
A FCBEULTRFESF I RRIBD A AROLHOMERKTIEBI 2HBRI
RERHINTWRY,

EORD, BPIF /4 KI5 54 FOBEARITIE, 7O0° N5 74 X%
BRHEI—BIicAWsh 3,
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3. 3

rE2% KBEDPOFZIF /A KA ] ORARBHE

1. KFn4 4 v DER

(a)

(b)

(c)

(d)

BEROAF S TFOMEER
He@5lJ), RIEIEKMORARK

Frank-fen @ €7V

(MR, BESEAR EEAHOEL, KAHOB®REDOER LT S)
KA F v OERICET ZBNER
BEPOBREE EAMT RIVF—OBR

H R FRE AR, 5, AGS B UKTIENFEEH AHR, S5 AGL OB
FOFIAKR, S84 KD AR, S AGS

FHFIAR, SUE A KO AR, S, AGS

AGS vs. 1/re, AHj vs. 5§°,5° vs. o BAf%

WEhLdEBLE (RUFHIIZdREDOSE PHERXROT-FHFLT
BER, HLEEETT S

TAFVAF OERE ZORED TR

IRFE &R A F

AT R EKTIA A ER

i 2 LKA (BEERIC X BE W)

Ln, AnOKABOERNEL

KFNA A DB ARY bV

RRARY b EETEE

f PuEBETOREL, BEHR
SYF)ARETIF /A FDEL, dnFELoEL, BFHEFIKLZZEL

2. KFo4 A v ORIGH

(a)
(b)

(e

(d)
(e)

—EEE (BE  BEES, B, PAFva4 Ly, miu¥, EX
LewisB & U COKFIA A '

BaIWmohX, s$EERITHT S —BNER
HEABEBEBESLXUO O FVREGEEE

Bronsted®@ & L TORFA A

Mk s

ELSLEBEITA FEE
BMERBILIMBOEBA A EOLBEBHFER
SERIC BT R EE



TetradZh £

SEEREEEIRoME

A4 VRBRISMEZINESIOEN
TIF/AVVES Y )4 FOHES

3. TIF/)AFAF DBEEPIBICDEHK

(a)

(b)

(e

(d)

F AR R

{7, {LEER, BREHOE A

BHAFEHD —EER (Bronsted, LewisDEIE & (8545, Wk @E)
R AL 5E) |

b E#H OTableau method 12 L A%18

AL FFHED a FFRICLZEH

ST EREEEHOHES

MIEERIG (BT, KGR, $4K) 0T

Graphf@ik (PointerPBd%() , log C-pH(log [L] )Diagram

B AL FREE & A TR

H T (NevtonZgk DR R, Brentik)

WA E, BHE, F—SnBIcEi 5o, log (X1 & [A*], [X] o&EL
B (B E£RPA#HISORADEKD '

AL 8 ST G O B

Latimer® (R7H)

Frost® (RAEEVF, TORR)

PourvaixP (R5, &F&H, EuhH)

RIS, BHERPES EREEFEROBRER

Ry—% (bl —HLSR) RIEORE

W DD EGFS (AR, MELS) EH-T, WOKRZIEHT 5.
BAE : RTEOELCLEFEOE{LOBEFE (NO U, Np, Pudfm)
HiJE 4> : Predominance® T & % B 54 O B E




3.4 [B3F 7IF/4 FREORBEEHES] ONBERE

FRBEREOBLENN BETIE VIV EHEREDICE . XY 0 LR LHET DY
288y S UREIDEISTEEINTS,, 20D, ThoOREEMFRSI 2 HkE LTEA#
XN TOAMBASORLEEFMT EICHc- TR EFFTHIRFNEEOROEY S vtk
OHIFBE D TOREHEIPFEL . ZFLTFRTEIZENRPTREL TS, LOULENS, The
DILFERF OFEH & —RITHIRBEE P TIEMITEHMTEEH LR L . € ORRIEREREIFETI L
FOERZNOPBSTHBE, FAZ . ROEITH S,

(1) 7oF )4 Fu. BIcB77F /4 FaFRid. 5 I EFORENSEBEETRIEERD LP
T, FNFhOTHERSEITREFHRRBTRETTS . HHRENRRIL S SENEEFNE
LS ERBEZ EWLED,

(2) TOF /4 FA4FVIZBESMOAA 2 Th O PHEMDEOKEE P TIRAMER ISR L
DG, SDH BREREL L Fhoaoq FERERHERLYSTO (BEaaAF) o

(8) A4 THolzo, HERFEIEEEI LT BEKERT TR . fAE ., KB4
DHBEA A EOEERRIGTEBETHEESON TS, SERRISEIK BRI E#HSF LT
B D, HAESITRBRBELED . FLIEEAICREN 20/ FOBRELS,

(4) FOF )4 FA4F 3, RROEMAA L TH B8 MBERESEORIEERI LYT o,
£ L DEARFHZDOT . BEANOSEEE (Kd) OFLIEREINTNS,

INODERBZNENT 7F /4 FREOBBRAFEEOEREFAICEECHEL TS, - T,
MY S UL ROMBRCEN G EIERE UTFET 5 72HI0E . FELFOE N S OEFAT R E
DRFBIEZDTH S o & VIVEEHEREDLG OFEMRBRER FHEEFR T O E UTH
FHNIHEH SN TED, TNENDOT O/ ARBNTH IO L2 ER LIKHIHENTHS,
KRETR., 77 F /14 FRROHIRCENEHICHITBEERERD O OMIDNT, ROHR
WESBROFEL EZMHRT S0

8. 1. BBELETE
BRELAFTRCHETAERE .. 77 F /) 1 FuROtEieFRNER 2 RET 5 L THERMCEE
THbB, TI7F /A FLROBRELBERIZODOCTOET VORIFERMEL<S .

- BREDOETIV(Allard)

- FHEE & SEHIE & O Lok

- VAR BT IR [ AR

apA K

3. 2. sElEpREIC ERERE
ToF A FAF 3 BHEKERP TIUKRGMERIGORE 4 DEERRIEET ) o ZHSDRISIZ
B E8HET - ¥ R— ROEFRREHRS,
cBPET—INR—X
« ZEEERO FHI(Baes, Choppin, Brown, ... )



3. 3. FEfH~OEAE
TIF /A FAF v OEG~DRBEITOOT . FREHOREEFET L. WEO2MDET
NOEGERIRERRE, o, SHIREELT. B82o4 FItdEkT 5,
- SPECRE(Kd)
« A A 3B FU(Stern)
- EmikkE 7 Davis)
cBaoAF
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4. BEBRONE
4. 1 The Role of Natural Organics in Radionuclide migration in Natural

AuiferSystems
Gregory R. Choppin
Radiochim. Acta 58/59, 113-120 (1992)

Abstract

BEECEEORAKPIEFEETIERLELADE. BAHEZEE,. FiIT77F=F
EOBITRKBOLTITOLHAES (B2H) KoL THFMBIATHE, Thodk
KB 2H3RACEFRBYBEUYOEHRUREF — s w7588 LMHEICH
BT5, 7 VPEHLEOBEEBERET /7 F oV RFOHERERE L >0WTET 7
FLIVAZBTOERNDBREZAOTERT S, BAALEBTPRBZ BT LSH5HY
DEAGERINTL B,

Introduction

EEEVLAEICONASEZBORE (BIT) RS POBRMKREIIHIT S
IENTED, E—BREREDOLEY (AL : MARZFSR) »oOBEBOK
ME=ZT 74— NWIFFPTOHETHS, ZLOEHXHBETR=T 74—/ FOH#M
HREENERTEZTHAI, BEREBEEOLAERL E--TEITELDIS LA,
KAERYDIRB I WREOHSFEHLEELERAERES, I E. BEEOCLR
ohhT, KRKOSMERYE (73 V) B/hERMFIKSB L. H 120°0CL kT,
RANVEF Y IIVEERRBIZP LK, BER =T 7+ — NV INBHFREET
A LB ERBREHICIIELARPHNEBEBOBALBE SIS EZRBEORE
B 20 TEHEBEAEASGATORYL, 2774 -V FEIDVEL—-TEIH
PlEmEBEL T 0.

BE_BBEE 7>~ 74— NVINPOHRFUBRBOEHEZATHL S, ZOHID
BEWIEH LT, COBRBRALSPEHBORMTYETORBIT EEAENDZ, F0L
IRNBTRBEAPEEBTFORE (MTK) OFhEEA. XEEEHDOAY
— It ET S, BhHBFO ZREYW (RBE. L., KBEH. 2ot 30
BB EOHEAILIFTOTEELRI 2R T, RAGRDEIEBREETPINASLD
B3R EPHHAUESREOBEERRIILRICEET S, S{OMEH 1 b I
BUAZASEOERIIELTE, DOC (BFEHFHBRE) BEL., FOBTKD
BEAXAFATORON, BRI THHAREBEENBZELA AL T AOHMICED
h3, Z7—74—NVFOBEFIL20T, RKB|UV A BT 2R BEZEBD
BITOMRERILALABIIBIE2INoDIEERBIKEFINZIEHZFMIZ20KE
ATdhy, ErIEBHBINTWN S,

RBEOBRBIFLHERVHBZLNAEVCHBS2OBARKBEBR LERBETCOEH TH
BEE0EB, ThoDkiZEBE, LhL2be0nH I ETREVYE, BEEZ S
ATED., pH, DOC, A A VETRESELRL) B, BEhHAPERE T,



CORMXLEVEL—TNTVWILIRRCBII2FHKYOREIC DL THRIIT
bhizce LB ERTI/FFRAABRE~OERPDOERC ODVWTITDL %,

Simple organics

WAPTHE DICHERFELCLOhEVWEER2ES 0,505 1.2 ng/l{ppn) 0 H
BICH 2. HABTR 0.1 ppor 5BHMKPTD 50 ppo LB HETDOEWN
BEICH B, FAVAPO 10004 PSR LUAZHBIE 0.1 15 ppndiEOD
EEHZE, LPLEOHK 85%F 2 ppo UMTCHo=(l]le ADz—F 2o
EREET (254 F) @ 100~700 0 DBEXPOHTARIE 0.1~8 ppn TH D,
FhR—HATF7AUHA, ANFHOREELPRRERD 340~ 1100 nODERS PS5O
Tk 0.2~0.9 ppopfiEE L T WA (3] JBRS. 73X B RAKMAYW. BH.
EQE, 73IVEE2EOBEAVWAEEOLESYY NCPITHEE T H .
HWAPHNAKPCRDOWhIEHBROFICREKET — RV - VAR
DPEROFTHANEYRIDHDZ, FETIAOEWHMTEAPCIE/ ANVE VR
oD 440 ppoE R EL. ThECRVWTEHR » o3 VB > BREIES
[]le ZhBEREBOFSVWEMBARRICEETIHR () RDVORICLD
BEICL>TERTh, EETHhSOBBERARUCNRIZTVZIELZ0BERS
BE7S5vY >y (reservoir flushing)ickBET 5, EHROBER —KRIZNIK
mz 0.5 ppniL F. #iASBT 2 ppnCdH B (5], RIBRAK (pore water) &/ DOC
DETH D, BEBEBRYPCIIBR, R, BRIERKPORMBOEE DOC
YLTHEEIATWS (6], PI/R EE, BEHERURKEHEIERICEX
MAFTIX ppofiATH D, CHhREDENLAMOLEDIZBLEEMM N L
BDTH >

DhRLFIAE LT, B EMEADELEELRETLI2EHICEHEDED
BENSEV, E2ANVEVEBFBEIBLISVY, BHERBHEIEY. Y2 0@&P
2 OVBOLIRYINRYBREFEZBOWBERENLFTH I, M0 Yo%
NODOBETIE. MAKARP—BOLEBICLZ2BER. HD2VRKRPTOM
B, VYR, 7y tWHI0R7VIVBECIIBEROLDIERBCEEER
Ve BMEERFPIFoRREEZEDEBAAVEI[TIEEERTEDI N, LU
+%E%E(£E)#@hh%ﬂﬁﬂbé%@#&ﬁ%#ﬁ(&%c

Organic polyelectrolytes
BAROPERATCLBLPBERCEEBLI2EROEEA7IVHELE
T2, KERPLZIVERERLEOEBYAOEBONELBIF2EMFRERK. £
COMBEYA PHOEBIBEGHEBDICHLT 102573, 73 VPHEHE. £h
EOFRH —BBEBIZIODWTHEZILINIBELOALEN, EWEHNTOEIIC L > THE
M3, ThORBBEIL LI->T32ERAETh2, 732E2TO i ETH
WEETHD, 7IVEBRIA3INLD I TTHREORSTHD, 7IVHFREZET
O i THBUTH 2. 3D2OLET AT, BETRVWARI-VTHEINE
HeOEEREEABE 230 L LTHENECRRCERVWERQERKRTH 2. £0FH

60—



FROMER, BHEEILGLRELCHFAZ D> TWLIEHIERNTHDH, —H
27 VHBREE 500-2000 ¥V b BET, KEHFROZ I >BE 1,000-10,000 &
VMY RBET, TELEEROD O 5, 000-200,000 0 b YHEEATH 5. T D
WMXETER, 3OO RLTARTEHBEERERVWEIEZIVHETH 5,
FhOOHMBTCREAOERENELETEY, 73377 F = kanR P
DRBAOEBAT I NBEIYNVEEZELTCHKEET S (8], BERBONRY —
DERSMERELRALEISIE. 12 ELEANEFINEOERBOHEEIER
k> TERMEME., pka (pH W ETB) PET D, £ I PRELRZDLE
2hT, A ZFviesmnmL,. RVs—2w b7 —20ka4 N1 (BFEORFAEIC
L BMmiB) 2ETIAFAREZ2ECT,. 2BEAAVYELEETIEIORBYH
MEh, 7IVEXDFR2NEIL I, HDH2RATIEH. BELEBORY. £0
AEBBEKETHIBEDOBVWATFEERT 5. TORBEREFEL, /2T
BT3B —7IVBAYDERUR T2, chixz—fRRlcrA ANV EEIN
EHGEEEBHY 120~ 110 OORICEE 2, SBAFERYX ZHhUTORIL.
FIVBEITHEMETHD, KbhoSBBITOERE LTH <,
THhOE0OPWBREODWTOAEMKDODERER, Thoo@EdicELF e kol
HEiok-oT, BREREMENEETRICLTH D, ZOHMER 0.5-0.7 Voot
RN (EEABEHIHNLT) PHREIATWI27I0RFAMESEALTH
Bo T, MBAPT, ABRICIZ7IVOXGBELI-oTREEARSZE
ST TELBBRILAREERTA[10], ZOLIRERE. HIVWEHEN
BIETHEEIECRBATELBAL VOBTICREE T2, RICERDLDIC, 7
IVEBIC LD Pu(lV) AoBERICLoTER Pu KRB (RE) Ehd,

Yz

Organic colloids
ZTIVHESHERBRILEBNORELERDTFTHD, a0 FRNEDHZR
THhyLhRv,. ZheOBEIR I RAFTVRERUBAZT VOREGCL2T
BUBATEZ2I YT AL (randon coil) TH . KESEESRTBAEBERE
AXECIBE/BBOBREEIARI, XEIHXELTILEDE, #FRINE
X273 VvocRBrRMLErEECH R, Cchid, O REREERNT A—
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DY PTCOMENEEZEPULIBEBIZIBTOAEORTWEZLE2A—-LT
W3 {13 PSS VDOBTRERDOFELRETAILBRVWEZIRTWE XD
BitaE (BLEREMN) CERLTWA I EERIAL TS (4], O Bh I
TIVOBRTHBETHAOLERBNIC, BEEsERZT 2 TVl Tho
ZVWHYHLBVNELEVWRITZLETIZ, BEAYBITLRWL,

Fe?*/Fe ' d Eh 2XEI2MTARKFTCEIARBLOIMAHE L HETHE (REE). Th
{(IVVRURBERDRWEDS Yoo FRR Fe QNI FIREBHELT WD, HH
MITOBE, ChB0EROBFTICIBLAYEALZWERDA S [13]. 2h
tﬁﬁﬁWE\MnoMan(7§9w)fu\Hé:“Eﬁ@@fk%t@
BEERL, EHM (7XY) a4 FEEBLTWVWS (K 80%) . R2w b5 »
RCHEBLTWLRIEAZBICTCOOS VOBBEIFBVWORZIVEBIELZED
k3. Th PEBHICBELZWOIRX Fe/Al 7F VKB ~DOREFIC L 3.
Koongarra (A —X PSS V7)) TOWMETIE. 204 FCX2BBHOoREERD
RENTBLT ; ABAOYS YR>EBPICELET AN, —F Th{lV) & An(III)
EHETE Ol un)CEALTWS, AAMAAFOKTIHEBEDPCE. 73 ik U
® Pyt OBFICHIRY, AVEABEMZ2RE 2 EERGEZL TSI LEERL
FEhTWwbde

2w bS5y F (Needle's Eye) D F FasSnr7roids b TtRRERDOD &
WoOWTOHRES5Z25 (4]l COVA MNCREYFTL Y FOBIEPEENT
Bh, BEEEINE-TWVDS:, "S5 YOBTRIERDME N, BROLRVL LR
MTHRI B, BETIEYS ik W02 I{IV)~DBmicL>7T 18RI N .
ZTIVHMBIRYIVEBRTTAETTRL, FhERET 2. TOLDIRAAN
B (F@) B1BEOHEBLEEHYOLZWERYITOO TV ORKEZY
mE 3,

Surface environmental studies
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HAEZBR O TAMEFRBI 1%FTETA2LEHMINTWEATHE S, BEF
WMERD IOAEFREBBICSELTW S [16], Santschisd [1T]IXHFHIHE & F
2 U022 LTRSS T2 0EEBY DO sthoxicBARTYIYOREL
BEZAELE, LPL, ERYVEHIBRCEMT I EEBRMEEN, EHELEZ U
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TORETIE. Pud 65X BEBRLIHOLE 6 co Pt BLEEF>TNWDH I L
ZRLTWD[20). Los AlanosTAERF (F AU A) pOoHTh2ABREEDEE
o Mortanded) HIc B+ ERMBBEh TS, ZOLEX ol §.4-100
HT. Eh 24 250250 nlcZB{x¥ 3% 20 ppud DOC 2SS ATWAH. pil T T Eh
=268 aVERF DO 120U A4 PCBWT, Pud An BIFLALYETHPRMEEE (96
% Pu, 84% An) &2 LTCHELET B, Fig, 2lmLTWB ELSBIZ, Puik 25 & 450 nn
DEOHEDODBDIERE L. —F O b2E2 (40%) 2 no OFHK%EA
T5 (2], PIFRALTVNEIDS FRUBERAEMY (TRbL7 I VERE) T
PBLO5CR N3, PIBRARVCEBAKITEOSMRBPZENTH 5B WIRML
DH D [20-28), ¥OLESRAKBICEELDIS Pe(VVOBEEE PulV)/PuIVIHD
BREMPPERKDTTREIIZ LTV THI2EVWIRETO Pu(lV) OFER
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ilters [21]. particulates as a function of the DQC [30]. O. Th(IV}: @, U0
[, Pu{IV).

B . Matkard Pillai[26)ik Bonbay¥BHBORBOKRUZOEBOBEXERY
OEMRATOBER i FESFREBPERSGLTVWRZE2HELTVWS. K
iz pH, HEE, BFRABKCESXh, KP0EHDICL-T. TOEEIEY
Bxhz, chEidaBrE, Moleoln & (2711, PANVZ Y FEBEOHBRYET
B (IhB) AKHoD Pu OMEOKEEL S, DOC IEKRKFOFEER Pu FIZ
SEATVWILIOERBDARVWEHERLTWS, B3HDEIRIEE. 20
BB PRFA—HIE, BLOLANLO DCH, LOBERBK Pu2RETHLE. B
BEBETFrand REBRLBEBET S 22K LT WA, BKEELEIDA R L
LTHEETD7IVIEL>T Pu BEEMSHZZ &I Shen 5 [28JIT K> TH#



BEINTWDB, Okeefenokee {{FH Michigen MM, S5 DKPIC DICHBTICON
T, B LD Pu oONEBEBBDLLE, CORBRDPEHBABD 35 ppn 0 EF
DEELVDPRDTHEH>THROO N, ERDICLZZTOLI2AKRD Pu 1k
¥EERCPROEETAILEERLTWS [20],

Pu, ThBXT IoBEX 21 O#AKEFT D0C (—MIZ 1~15 ppn, 1 DDIF
&2 L5 ppn) OB E LTHESIAE (0], MM FICHLT, BOBEKRA
. Th(IV), O(VI}, Pu{IlV)oo &L D0C ORIt R Ah TWwa (Fig, 3). log Ko
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Fig. 4, Percent of Eu’* cluting from cation exchange resin as

humie acid complex ("strong™ binding) as a function of the
Ev+Hu contact time prior to passage through the resin
(pH 4.2).

Laboratory studies

BoOLDIN—THT7IVEEBAT VORBBIDVWTOREEERZ2HE L
TWd, Z73IVIZEHBRE, HBE ANVFFIVNVNBEELPHFREAGTORTEDLTE
EBEWDT, BLER>EVAMDIVWEEREREICBWTERBALYA b
TX2BOh32BERIEL>EFETB L HEFTFIND. ChiIAT. £BA4
AU EERT— (BEERE) (FEV4Db) &L, HH2VEID —HROICE
4T VHERLF (BEE) 28 LTW3E 3]l Chs022DEEW, —f&
BMhamRid, ZERM ST INIREERRESAPBAOAEERLTRNLIC
WHET 2, FLEEKYELERYBEEORA~AO7I VORMEICHELZRBMOR
MEND B (3]. BEALREETHRIIELOSETEREILh, BRhoEESX
2NV —RBETOWRTIE. TREBRDPOA TV ANEF I NVEOLBEE
EFRHVWCTERIN, AR TAFREOSHORMBERBITHWE, 13 EHE
2 pKeld pH KWHKETZOT, chooR B ERD pl ICKELED
Hd., TUVOBRBLEODVWTEH, REEETRBINABERIILI--TREETLIER
CHTR7IVORERER (/e EBWTERSN B, BIF (£447) Dalter-



nating modeZBWBZ LHFETE S, LIy, io—207 7D —F & LT, Kin
L Buckau[R2IEFNRhZHhO3SMED An 32D ANREFINVEEEEGL, I
LA VRECLRPILEKELRVERDMEBEIN S EZREL LD

Table | WIREAOHETCAWLE, BRoEZIVHREEALE A0 X2
WTOESHPOEEHITTVWB, COBRDODELODWITRELORAPAETD
2o BLIEERIB AL ER S EHFTEAVWTEADALANEL»PSBOSNIES
Cid, Bok73IVBOBETHIVEYLLASREVERVL, B2 Bo A&
THBOLWLZEEFIELER TV %,

Table 1. Metal-humic stability constants

Humic acid pH log B Method’ Analysis” Ref.
A, Bu(IIl)
Aldrich 6.9 7,60, 3 [EX | 33
Gohy-573 6.0 7. 940, 3 IEX I 33
Aldrich 6.0 7, 40, 2 IEX 1 Y
Gohy-573 6.0 7. 70, 4 IEX 1 34
B. Am(III)
Aldrich .0 8,270, 04 LPAS 2 32
Gohy-573 6.0 6,680, 47 UV Spec, 2 32
Bradford 6.0 6. 1620, 38 Uy Spec. 2 32
Bradford 8.0 6.5320.30 Ultrafiltr. 2 32
Bradford 4,5 8. 2210 SEX 1 35
Bradford 4,85 7.0£0, 3 Spec. 1 36
Bradford 4, 85 4, Spec. 3 36

* IEX=ion exchange resin; LPAS=laser photoacoustic spectrometry;

§EX=solvent extraction
*1 = based on free eq. carboxylate per 1 of solution,
based on capacity for Am®*, assuming 3 caboxylates per Am.

based on free eq, carboxylate per g humie,
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2. 3O N—TRELZIVHEZAVWTRLERBORR-EALERELCD
WTREEEREBT VD, RYOHARZ TR, Bradford (7R V) HR/S
hE7I VBN T2B20BIERBOFP 7 FoFRBOBERAICODVWTHEL
~o pH=4.65 (@ =0.5}ic LT logB fHKE

U0022*, 7.2; An®*, 8.2; Th**, 12.5



—A 5. 6{a=0.TMMicHLTZh S
U0=2*, 8.3; An®*, 10.6; Th**, 14.4

BEXMBIZAHANVT o bZHEERBNICBFI27IEEROF S % F0
TE2RADBREXRE, 0.2 ppund 7 I 8 4x107° Mo#m CalBER2 S pH 8
OWAKTT dn TARABHREEL2IE7IVERHAELTWS, LPL, L Ca BE
x0T M THhiE, 73N Ca EEAL. Anfuz 2 An R TR E TR
DER D, BBAAY (10 ppo2{fRE) CL2BERIFERERRERGICR D,
ANRTBPLEOHBFAKIIDNT, ZIVEBROME%E 0.02 ppa, [C0a%7]=8.6x1077 M,
[Cal=11.5 ppm, pH 8.2 DEZBWVWA L, FIEELWVWED An X7 3> BILUR
BRiEARL LTHEEL, 25 5% H AnOH® (M LTHEET 2 [38]),

A7 7 F = RRBEBRNWT I VEEKEZEDZN, Tho0oMAKSRIEED TR
Wo 73 Vikik, ABAOXRAK (2DOTEIPW DCESLARKERWT) &
AMP I/ FFAROLEBERLEERBIZREATLISICEBRDA W, L
HPL, ZIVE—BYLBEELBLERARGLERLTO Pt OBBICEDT
BEBTH D, FERMUEESETER. Pi(IVE 722 d>T PU{IINUTIERATE A
20 (p S ETRZORBERY) . 73V Np(VI) 2 Np{V)ic, Pul(VI)
Z Pu(lV) BT gad, UWVD2BRTA2&Ed 0, pil 8 @ 0.70 M NaCl
BHBIUCALIBA (MEEFTO) Tl PeVI) & Pu(VMICHESPPICATE
., TONRBCECAMRETCH = [39]. ZIVEMAZIBAFREEEN B &,
0.1 ng/lo7 3 VERTIE Pu(VI) @ 40% 2 Pu(VIicEBm&Eh dH, | ng/lD
TIVETIE WEETSBRIND, BOKERE Po(lV) KBEXZh, BHEHPII
Pu(OH) s L LTH 2, Pul(V) Z@HTW-L< b Pu(lV) KRAEXNH D, FALE
HOo@ABTIZM 405 Pu(VicBxEh, & 1 on 07 I VEETE 60
Pu(lV) i2% %,

ERADPTO Pu OBRMEETEDICBITZI7I v EOBEMIL Penrose [40]
OF—Shicd B N2, OV NV—7RRHELOEKRICELS PUVIOETLIC DN
THELr. TALOF—#iE Table 2 diczHohTBD., ZhTiEEH
BIUSHRERYIZ (V) 2EPHPIEBETLEY, BLERDZERYEZLRET
20R+SlcmaTs B LB 0 FcHMNT s, FORREERET7 I ¥
PEERVWEKSERLEEREICELSR %,

ChOoDERZETOPRIRRKPERTCOT —FIL—RT 5. WAPTH,
Pu{lII,IV)/Pu(V, Vi)t & DOC (H#% 0.1 ppn AT 5 15 ppn AEETOK
CHLT) OBRTREWHEM»R>N 2 [30]. BEHWICBEL NV bo—4ik Pu(VI)
% Pu(lV) KBTS T2L5Ebh, ThiZZ0BIBICRIMEI N B (L]
AN EEBIEARBYOLVWEVWREER2FE>TYEVDHA P20 T
BohRrw, Bwi2 et tBiBEULEG Ty V1V E T(IVNICERTLREW,



Table 2. Rate of reduction of Pu(V) by solids [40]
Concentration = 50 mg/1

Solid Normalized rate (l-g~':h™")
Sediment:* Wet 12,4
Dried 13. 4
Ashed 0,24
Kaolin 0.86
Alumina 1.06
Silica 0.36
Goethite 0,47
* Lake Michigan sediments; dried for 16 h., T = [05°C;

ashed for 16 h. T =500°"C.

ER—7VIVESABIUEROEERII > WTIRIEERBLDhATWRL, F
HEOBRAACRAKPFTCORFELBOBRBT RV /DHIVWERABEBI2EERE
BBz >AHMENREATW S, Ther[42], Bu®[43], U027 [H]Z A0
FHEERNFREEIRO—-BHUZEFRERLT VD, &8 (BIA®; vhbb 20
Co. EZEIC | K™) 27 VyBABICMAIT. EbE (<14) BAPBEALEE
2k, EERRLEC7IVBIEBAL T PR LIRS (R2THRARELEETS)
HLIPROIPOLDIRBEZRVWEAA Yy XMoo sS A28, RROHBS
HEELCLESEINZ, EBRELEZ7IVEODEGLHENSLZETECORER
BLTI2LBBICRERREZLZEEIEDLIT 2. KA LEEZBE. REZXhH
2EAF—FBICRD, BUPIIHTEF—Fik Fig 4 ERENTW B,

BEAPREATVERIZEIDZIERTS -S> ToRMMBHMIARK. E& L
THEBIZLD, HDI3VWVERAEY S MBS TAHAZELEREL2TRAZDHESDPE
ZIVBICESL, ALK, I VBEXASTFOMBPITEMLIE D,
ZORBERBY S PRLEBRBEINIEBOLABE T I LTH D, 1T VKRBT
— P RBVWREE (PIVBTHERETHIES) LHVWES (RECX->T73I VR
PEBIPNZIES) CHEESH TCRETCEILBRADAS, TOLTORRIE “FH
W?” BIU “B0W” MAOBMICEEWEHEIEFEETH I CERLTWS, BEL
7= Bu-Hui 4 SEBHEEIh, 2hhro5BUHEZAT LN JIBHAEBICL-T
Bhrhd — “FH? CBWTHDICKRIPAZELE2D Fig. 3 EREhTn
%,

M EERLDBLUIHFEINLTN S (42,43, 44), Th-Hu, Eu-Hu KT U0.-Hu
fEicOWT, BBES 2P WEZhU L0 —RAaFHZAWEEERICL 2T
R shTWD, chdHOHEIE faster(ti z~seec) & slower(ti,z~nin to h)
D20 —BHBRINV—TRERAEh D, B, Zh2hORGREBICKDHE
hBEROSSE, BRBIBRIICERTCERBM7IVELESTIREORS
KE-TZEhMT %, 2HHEZTCOREHE (ZOoBELIRBERNL) TRERK



HARWEE, XVEMOBVWEROEAMKREL LD, BRSO HWERIC
MABAREBBEDHEMBLELIMETOBVHEABIIC—BL, —HBWE
BE2EBRVEEROIC BT 5, LHECORBH (7205 28H) oM
KOWTRHRUZZNVEBBOMATCHRERAMESE TICR>THENY (Fn) o
BLOLEL, 73R VROGFEMETRLRE->TCO (BW) o0 T 5,

TORBRE. ERAA VP 7IVBRERAFLERAREIL, T LTE¥EORRKT
BETDEVWSETFNELE—BT 2. COBAFTVYNRBERAMLDPTVWEXRY
IVATFOREBEZEF NIV I2EREOHONBAERESRYOBRENHEEEA 2
ElhEHd, FUT—HEIEE, 5CMENELL2ZZECTHERALNY
A bNDODEBROBEFT 2RIV 2, FOLILRESR7IVEADRFOAEZTL
LERT D, MBAER., FEL “BW ES (LW EVWVEREEZ2ED) & “HBWN
PHRE(IDPBVWEMBAER2RED) YIERZLOTELIBA A VETHRYET 3,
CHhODMATHE “Bn” BAHIB (130 MBBICL-T) Brha L &
2, 73 VBAN0SBOTMIC L3/ RAESCONBLHCIHETIDICLELRK
MOoM. BWTHA P2LERATVEBHENRSICLELI>THEDODREIZRS
DT, ZOLIRPHENEET I EBTRERTN S,

ChLDHRBRRIBEVWHIARA T, BSERELOZ7IVYERCHEASLTIVWEERE
HERIEDESCLPTHIN, BFIPEVWCEZRLTVS, LVEBVWHILR T,
IO EBVWEBERRZ2R DBRVWEAT—FEAEBFILIBLNXKEVWTH A D, #
DEIBRTEHABANENLRESCERLEVWVEEEAEOEELIDPEVWEREERE 2
HhbHT. RAK, BEHIIVWEID0A FRZ7IVIEDNWTH, Chs0ERKE
ERBELE7ICOBMOESE (BFHET?) 2B T30 HBTHH. 73 YoMmEEE
CLoT,. ZOERIPBTTIRHRRICIR S,

Conclusion .

BARUVEREZETOMAETEEHYOBHEIHEIPOLEANTWE, BHREHD
DREBELRBEREITCIEERINTVWBIYAS PERBRWT, Z3I 8RB LELTHLNT
WERLSMEREIL. RRKFITORFABRBEOBRTRE,/ HE2WETHLORE
BT ERARLCEHMTH D, 7IVEERAAVEEVWVRAERBIZIETL, X
R EEDL, COBERSESOBREKETILED, 73 VoREEER+4ICH
SR, HERBRUCRETORAMZRUVEREREBRI, BEEAC20WTE S
CHETIEDPLBRTH %,
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Abstract

7IvHEET s F = FAE(CTh, U, Np, Pu, An) BURAKKPICRINEEST
BBEAAVEOHBOURBICHITAXRT SO LVE2—2R LTS, ZDOH
XTHEBTIHEENLL-TEBRINLETF D56, FI/7FFRnEOFERESY A
T LBEDARZEISETROSH (pHEH 4~9. [73 v8HE] 0.1~
I0ppm) FTHE XN/, 73 VHEER pH T(HB23 0 F 8F T B77F=Fx
FILFEFBEIORNHIFPIXBHNTH S, 106D p LETHREBEEAN T I F=F
LHERALFBAENETIET S, G T 5B A4 Y (Cad 31034l BNFAET S & 4
~80 pH HH TY /7 F = FRFLCFBFERRICEELZIE S,

Introduction
KAKPTORHNETEZTOMEBEAEFRIBBEPIP~ORAHEREYAL SO R L
BB TEDBEETH S, XBMIIIIPTHBEINTHWBE LSIZ, KKK (i
TRDBCEFHMEK) FEFETIERMNLFEOSHELEK, FIX7I vpEO LR
ABRABREMEFEOHEAREBEEAANUETRTOBTERIIE L{RBET S, o0
BHEKBY I RHEAROEZRAL SO TORLLABEEROERERORT
KPBERCIEDTERLOLDTHS, 7 VHENERTABE—THBEZ &
KT, TOEIUTFT -V OREFIULENIKEBETHH. ThoOBOFR—H &
AR CHECE S22 24E T, EREEYORSHCHETEIZ I VHYHEET 7 F
SN EOHBAEREILEIT IR T —YO0EERL LY —RBIOHERIIET H
T3, INSDOTF— 7o 2O20DEB e FNLARErn. MEOKHEE
BIZIODWTOMEBERS AT IS LADPRAKOE bRENLE B, T4 b BpH
WH. TRV RERUBRABAF VOFELBLTHE I L,

Literature review

BMT7 /FFREOHURETHAITI VI FRBEERAKBICLT I VHHE (7
V. TNVERB) ET I/ FFREOLBHSERTEH (3. 4Mis L6
) I2WTOXEB T — i3 Appendix PIIEETIEZERICHEZThT IV 3, =
DBAEKBRELODOCTOXBPIEERERIPEE LAV ELEDIKSSBT 7 F = Fa
K2WTOF—Fl 0, BRENFVFERY A FTHB1 : 1 (BXU1 :
2) B ELTHHMEIN TS, H3F/ICREREHEZ. ZOAFEHRITHOT
EOEIBHEREZBRL LY A bS5 Y 4 P Z2FHIF S5 Scatcharde® F N
51 (o5 voEsE) hoAfFTrltilL-Thkohad, 73 HEox2wE



BRENME (BERYV /A MOSEMR) 25212, BENEREYR (2EREKR)
. TIVYEBEIREOLERBR (B2 0B oEBHEEBENOSAKELT
HEBEIhiB2z2RVWI2ERERELTIHREIN D, THI, BIENEZIAHT
ODER (Z2E) BERORELFATEBITHII L WIBEEDEDIZ, ETL0H
FRTNEEoTRBBEINATVILIKE, EREBEEIIVWVEEREEZRO/ADD
KHEMEREBORAENRIhTWS, HEAAERORZELLBWCE T 20
ReEhABEERENFEREONEMCcCHD . ZIVYHER (5/]). DHVEETNVE
B(l/L})H20WE270 b VER DIAVEBINVEFVYNVESEERES ARBER
BREILPSLEDLPHNWIEHESHEBL L TRIN2BETCREM %, BHFOBE. B
Y RBBEIZ7IVHE/ A UEDEBEEGELTVWEIBA T VORRENEEZR T,

HEEREHR~O pH ORFICHBELT, 2{0RNL (HHx) KHEsOWMR
THLATWS, H23BBICSMARICODONWTRENTWELLIHSCHAEEAEK
Bl BB THDHIEISICEDNS[9,10], hthoBAIC, 3M. 4B LT
Bilc o WTHEREKEELR SN S (1], Nordens (IO 220DRZ2->E=F i
(A A VHEBREBAFR) CEI2HERCI>TIOEANKBIN, 20 il D
EEBIERFRIIBETLICENTREINTNS, S5, TRTOEFHIHEER
BEREY pHITHEBTHBLWSIZLT—BLTWSE, ThbOoRFBEBRE»LF
Mo pIBE 3-TIheReohsM, pl METHHEEEREHOEYMNTHEET
BoTBh, ZLVWARF—FYOHEIBODLOFENEFELET 5. Bidoglios [19)
& Mees[TI DO T pH 8.5-0 TOENBBNOEINR LN S,

A FVHBREOEBILINALTET —2HBZI L, 2RS¥ TR, X
BmyFE—&[0,12]06, HEAAEBRIAA VARABECRERLEDL I —F, #E
RBEBEIETAECKETILISCEDN S,

Appendixp 5B AN B3 LS5, BLOF—PBREMULE pl BETA T HAE
ZHBEECBVWTSHARIEDVWTEILhTWS, BEETHL i #E (4-7) #
THLNEF— Y HECHEETERVS2POFEY»SH B (log BT3H) . L
L. 2 FERPEREY (AR-oEBAIVAEE) TORBWRZIASDFR—HEOD
EmbrdbLlhhh, 4fBILUCHATROBELE. XMRF—-FEE&LH5858L
TBh, Fdhrvw, Chb0EHT, T—70EENRLBEIREEERW, F
hicdBbo 3, Bo»0BRAEN Li 6 3NowmsE»s U{IVE UVI)DHEEE
BEHBOBICBWIRWEHEBXZI2ETHD, £ U{IVVE Th{(IV) OBEE
AEBOBOENEBEINIRETHD (-6 KEX) (AppendixsBR) .

FPOFRRRESOPOBAERE (ILIVBERZWRVL) ¥HI3D0T. RLE
CORMBREBVWTELOBRIERBEREZTZI2RAL LTC3M. 4MBLUO6MHE
hZhic An, Th BXT” IZ2BR L&A I1BLOTF—F¥BZORBLODVWTEFEE
THE, i) ChebDOBA TV 7I VYRECL>TERTRRNWTHAD &
WHZ oDtz RBRYERZh =

Appendizxd &, HEMAAEZEHEZRET I EDO2ODRR>EEFIVHERS
hize BE—0 b DI Choppin OWE[I]TEIHAZHh, BZOLORUTICRERSD
LS5 7% single site®TFNIBIBEh T3, Choppin OFBERET Vi T,



BREABMUFVPANEFINY AL PERBTDVW TS NIBIY L 8BEFER
T2LLTHATh 2, HEFAERRIEMNFHE AL i CHKETS (pH
TETEMRBER  pIfF_ER7IVYEOAII VLECEETS) . HEARE
BEIBHEAROBBER TR Y pIBE (3.5-5.7) THEZhE. 20
EHICEWY pl THAVWZHERINAEIHA, EROCEZILATEVWRNV, J0LS
s CHhHIEZZOEFNVOBRARICR D, Table | iZik An(III}, Th(IV}B X rU(VI)
KOWTOZOMARICHAWSLhEHEREEER2E LDTH 2.

Table 1. Interaction constants values for the Am(III), Th(IV)
and U(VI)-humic substances systems in the case of Choppin's

model at & ionic strength of 0.1 M NaClO0. and pCOz=10 " " atm.
a, the degree of dissociation, is calculated from pH = pKa +
log(a/1-a) and [COOH] = 3.86 meq/g

An (IID) Th{IV) U(vi)
log B :(1/mo0l) 3.8 + 10. 6ax 9.2 + 7.1l 5 0 + 4.8cx
log B2(1%3/mol%) 10.4 + 5.3« 14,2 + 7.6 8.5 + 4.5«

Table 2. Interaction constants and complexing capacities values
for the Am(III} and U(VI)-humic substances systems in the case of

single site model at a ionie strength of 0,1 M NaClO. and pf0: =
1072 % atm

Am (I1I1}) u(vI)
log 8 1(1/mol} 6. 0<log B .<8.5 6.5<log B .<7.4
¥Wimmol/g} 0, 1<W<1. 2 (ray 0. 2<W<L, 0
0. 1<W<L, B chay

single site®F VT, ROMELBRKRM (Table 2) 2 An({lII) & U{VI)D3E
EEAEH (log I LEAMENFOHERBFTRBEIODVWTRBRIAT WS, An(II)
R LT, VHOBABTF—PO0BRICHFLTHITOLATWD, pIXITDEET
PAWLAhS (ZIVRBREZNVABOBR/NMNWHICHLT, WHOHOEZDX D=L,
~ R REELT 0.LIBELERATWVS), U(VI) EXNLTHBIHBERT P4
FEGBEERINE, single site EFNV TR, HEEHERIT, BHERERD
BALERIC, pIEHE {-9T3HEBAA (L I0EODVWTOUBOWEFTERS
hEBRCESIWT K- TRBDREVWZIELEREREZIATWD, BEORET
il KEEPRERBIADY, FhAhERELFETLHOT. COETFTNTORRL
2, MOBRIE log 8 @ pH EUIFABLEL>TROSNZEDICTER
HBE L. Choppin OEFNERBBIL, PITOF—2POFERICL>T. BFO
EEONEECREENAZL, 1 1OLZEERNRBELELETIEETI LA TV 2,
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Fig. 1. Specics distribution plot for Am(111), Th{lV) und U{V1)
in the inorganic system OH/CO; at a ionic strength of 0.1 M
NaClQ, and pCO;=10""%atm. No polynucleir specics have
Been taken into account Tor Thi V) and U(VI). Curves were not
drawn when species concentration was inferior to 15%.
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Table 3. Interaction constants for Am{III), Th(IV) aad
U(VI) at a donic strength of 0.t M NaClQa

Complexes Am Th U
1]

M (0H) -7.4 -3.8 -5.4
M(0H}) 2 -16.3 -7, 1 -12.3
M(0H) a -24,3 -12. 17 -20.0
M{0H) « - -16. 9 -
C0s**®

M{C0a) 6.3 - g, 2
M{COs) 2 10. [ - 15.9
M{C0s}a 11.3 - 21.8

[13] (14] [15)
£ M=t + H20 = M(OH},“=-% + j#*
¥ M** + 7C0:%" = M(COa) ‘="2%0

Results and discussion
BHEERRCODWTOITRTCOEREEBOFERIKBEDERERB A A2 HE
RAKBPTCOERRBENFTHIIELERELT. RORE (MASHE. RBIE
CEMBAER) 2ERLTCTDIAS, 0.l MO—F/44>RE 1 L pifmE 4-9
TP FEZLhTWVWS, ZIVUHBESAER 0.1-10 ng/ITELX # 3,
COMBHEIEBRER (EHERB) o FTAZRELTWS 4], BWVWEEI R
KHEDIDNSHEBEBIPLOMT AP TRLINZZEBEHELTWS [{]. EH
RICBIF 2 An(ILI), ThH{IV)BL® U(VI)DLEBERIC DWW T Table JOF
— Y EHVWTRDZEZHbD% Fig. | FLTW3, KKAEZBEOT Tk, kB L
REB#H&D An(lID)E UVDIEZ22WTEEL, —HF Th{lV) o> Tk Lieser
LM L2 THBEINTWILSERBEERIPER LBV THEZ > 0HE X H
ERKBLEDETHL pl BBTET 3,

Actinide speciation in the absence of competing cations

ZIVvE HS)oEET, An(Ill), Th{IV)& U(VI)ix Choppin EF N B LY
single site®F NV T EFNhFTh Table & 2 52 5ATWAHEEEREY 2
AWwaZillk-TeEZhE, LhRBEHRIAICHL, UV onwTRsh
EFAEZEEERBBETPHREINTVWS, LTCBETREZEGETO Anl(lll)0H
ODPOLFEAGHRRMBIAORXICASLN S [16]. ZAULOBMTIE funete
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(INkBVWTRZIVYEEERSE pl 4 & § OBTT TICBIOMSE [16)ITR
BHyBEWZIVEBEE 0] ng/HEBWTEXRENTH %,
EEEEsT I R 0.1 ng/l o LT phh 6.5% T,
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Fig. 2. Species distribution plot for the U(V]) - O —CO;-hu-
mic substances system by using Choppin's model at a ionic
strength of 0.1 M NaClO,, pCO;=10"**atm and [humic
substances)= 0.1 mgfl. A represents the organic ligand. Charpes

ol organic specics have been omitted. Curves were not drawn
when specics concentration was inferior to £5%.

single site®EF NV OBAE, HEMAERELBERABE (Table 2) DWW TR/D
BEZEWEBAICEK, 73 UBEOB/NE0. ] ng/l) CRAEBELTERLRZ Y,
Am(IIN) & U(VI) oW T O FEERMBAIIMHBR Fig, R TWD D
DIEPTWD, chbOBER2EFZ, bhbhid Table HIHEZTOhTWE LD
w5 Z5h pHipl 5-8) THRBEA2XIBEB T 37 IVYHOBINREZRET
e PAUYYDLALOSYOBAKE. Bz ZHh 10 ng/l L & 3
ng/l O7IVYBMYLTEERNELZERBICRD, FBASA-FELLTREADOHE
EEBEHRYBINOBERBSBR:2 L3O LICEL>THALEHE TDNZ. BRI
Talble 4 W5 Z B TW3, ARBERIBOTCEVWTZ I VYPEABE (An (11D
LT 0,03 mg/l, U(VI)icH LT 0.2 ng/1) EBWTERKBIERLZTH A S
 HEEMFAERCEERBRE (Teble 2) KALTRREZAVWDI I LKL 2T,
AMEERD An(lIIDIc>2WTik pf 8 ¢, & U(VDicHLTIE Fig. 3 K
RERTWR L3, Th2h73IYWE 0.1 1g/1H 50k 10 ng/l ©BWT
pH 5.8 20w T ETRIBZERIETH %,



Table 4. Minimal humic substances concentrations values to
have organic complexes as major species as a function of inter-
action constants and complexing capacities values (single site
model} for Am(III) and U(VI) in the absence or presence of
competing cation (Ca, Al}

Am (I11) U(vI)

pH 6 pll 5
log ‘Blmin(l/mo.l) 6-0 6.5
Winrol/g) 0.1 _ 0.2
(HA) win (ppm) t0~/32°/95¢°55¢ 2.6%/5%/10¢°
log B 1max{l/mol) 8.5 7.4
W{mmol/g) 0.1 0.2
H n ) B . 1) ] c ) a ] b . ]
%ﬁou‘t(pggit COmpeLing cgtggn/ﬂ L1 0.2°/0.87/1.3

® In the presence of Ca(1072 M)
° In the presence of A1{(10°° M} at pH ¢
9 In the presence of AI{10°% M) at pH 5

c
]
Mo
3

© {7 UOLOH),
~..\l/ ..

100 PR S
o UO,(CO,)5 ’,’
5 UOA .

b - . "’
= el . '
" R, UooH -
50 +— s . R
- AN .'_" ! ",:,: UO,(COy)3
K \\ ! [
- LY .t ’ o
- . b ' ] '
25 [ - . -Dl.. r

pH

Fig. 3. Species distribution plot for the U(V1}— OH — CO,-hu-
mic substances system by using the maximum values of the single
site model {logfl, =7.4 and W =1.0 mmol/g} at a ionic strength
of 0.1 M NaClO,, pCO,=10"**atm and [humic substances} =
0.1 mg/l. Charges of organic species have been omitted. Curves
were not drawn when species concentration was inferior to 15%.



Actinide speciation in the presence of competing cations
KRBRAEZEE2REZTHAEDIC, MEELEROHERIRRKPEEFEETIB A
VOBEEFHEBERIAhDI Lo TITDhE. COREGOERER., & LELER
HAL  PHChLOBAZ VY EHENBEORENEREOT S FPELTHIBEK
DHRBCHTHID:. CORFEIXRIPTERBINTBD, (OFEFSREELR
WX riRELDEZFEICEIbFIAhTWS :1)Ca 0.0IM, pH 8.2T7 3 >%HE (0.3
mg/l) W &kBD Culld-9~2-10-7 M) psE&ER [17]. 1i)EDTAIC L 2 Cu DA
FOEEICL>TEEINRD (8 EDIC7IvHEICELE CuEEROBRE. 1ii)
pH 5.5% 8.8l BIHA27IVBIELIDZTFNEDLDEER. CTHhOoDOERPLHR
BolBAZTYEL-2TRBRBRYEVA M EETAHITREDOH DI LEFETTH
TW3[17-19], RLOHETR., RAKPORUERFETCRVWESTNLEZRA A
YOREBLELTEZNE Cak ACIZ2HEGYR (ALY A FTCORERDELE)
ERET LN HEEZ, CCOBAKBIA23MaREOBRARMIE [(10)JITB~
ERTWBLEIK 0L M D Ca BEPOEIDBILBROAS, KB 7 IV
Bl Lo TRC2BILERDGSIEDICZOWETEHIT>TWR L, Ca(ll), Al
(1) —7 I YYWERCO>OWCEBRh -HEERERMEIX log 6 (Ca)=3.3% log
5 (A1)=6.8 (Appendixic EZ 6hTWAEPE) THd. TODHBE, F—FHX
BELESZOATWREVWOTETNEEILNR TR, Ca(Il) & AL(IINED
WT log B0 pHEKEMPREZIAhTWD, FEURPEETIEEILSHTL
X5, BUFEBERPV7FRkRR/ Y KRRRRIECODWTELEABTH
BLrEZLHNTWVWD, RLYOEBBPRTBVWORD Ca & Al OBEWEIZE 107
[Ca]<107® ¥ BLT [AlIKI0"° M TH b, CHhALHOBERETARLCODVWTIRRK
HTELNZENBEAEBERINERLTVW?S, 5K, RLYDILFEHEFHE B T,
bhbhit I )EEL2E (#4F&) Lo RAUEEIFIC MEBWTERT S
Sk, i) HBERNEBVWEBALT VYRETCREIDIZZOF 2L —YaYEHRES
BME2ET L I L2ERT I TH A (22,

Presence of calcium

Choppin® EF VOB AIT, 10°° M @ Ce BEET S L pH 4-4.5 (Fig. 4ail
FF LK) T UV EBERCESLCESET S, 73 VPH 0.1 ppn TR
An({IIl) & Th(V)O{hZETk 100° M T&X2d Co OFETEREI RV,

single site EFNVOBAKE. REBIA VOFETERBAERIINT IR
D7 IVBAE REINE (Table 3 RMABAAVYOFEET DI EEEMLF
My LTHBEBAR2EIBIEE BL, RCBNEVKEIALSLD LD, KL
AD DBAIRESTH B, HMOBAKCRZ7IVEEIXRRAB T KIERNSE

EERELTWS (HBRERBE)

Presence of gluminiunm
Choppin O EFNVOBAIIE. B7 I BER (0.1 ng/l)TDH pi 4-0T An
(ITI} & U(VI) (Fig. 4b) DI ¥ BERT AMEEC L 3HEIPOEEHER SN 5. Th
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Fig. 4. Species distribution plot for the Uv1)—0OH —CO;-hu-
mic substances system by using the Choppin's model in the
presence of a competing cation at a ionic strength of 0.1 M
NaClO,, pCO, =10"** atm and [humic substances]=0.1 mg/l.
4-[Ca] = 1073 M; 4b-[Al]=10"*M. Charges of organic
specics have been omitled, Curves were not drawn when specics
concentration was inferior to 15%,

OBEICE pH T UTT, E7IVEBEE(0] ng/]) THEORESEID, I
KOBLZBOAEFELEL., —A. LDODEWEE (10 ppn) T pll 6 F T EHERK
BEEMTHS (Mokwezid 1.5 K&RboT) .

single site EFNVOBEICR., CaDBEO LS. EREAHZLLTEHESE

HOEDEBREZIVHAEFBRESINE (Tadle o BNV Y T LAEHEBLT, &
heoOoBDMEBEZ ALIEODWTEHIDIVEW,. ZO0EEEIEIC n{lIJoBSICE

HINENWEEZTRT,

Conclusion
CEBERHIRCLIBHMEARROERHICIODOVWTOZ7 I VYHOBRAIIDWVWT
DRI ZIVYBIPRRAKZHECORFEZERBBIIRSEE T I PO LARN S



EETRLTWVWS, 2D0RR2EETN (FOEXEREBEVWETIHEFRHER & FRE
RFOBERBEI L) PEBRIEN AR TL2LEARBERIERK
FIZRHAZ27IVYEABE (0] ng/IBEICEWVW) KHLT i1 (BB0WiIE
Tt X)) ETCORFNEARROLEFEERE2EIR T2, O il EULETIRE
MEKDPEEXTH 2. thiikfic. By pl > COMOEMEZR DN
DNWTOEBNRIEITDLDhEIRETH 2. BIeBAI A0 FETDIE. B
MTROLEHEERIEEIh3Ld LAk, MOFELCIDZhs0L%2RE
ERIPEDH, BEBORWILEBEDLENATWSE Th ZBRVWTEW Ca #BE (40
g/lH B Wik 10°° M) TOHEBES Y pIEE (Anlc® LT 4-6B L) UV
R LT 4-5) TEEIPALNZ, MOEBIBRNMMAROILLERERIIBENT
LD BABETH B, 0.1 0g/l07 I VWHBET (A1) 107° M BV TIEH 4
fEERERIE pl 4-5 TREERZ TRV, ChHDHEICBWT, BE4ER
EHh20WHEHBEAB A yoao4 FEREIVWThIFEW pl TRREBES LW
KBELODEAHBEOERIC I TREI SR W,
cheORBEFMT AEHIC. 5L, WICERRETD pl OREEAF
VEREOEGIIOWTTZ7IVYEOHERBEHII ODOVWTOEBRENWRLITDLAD
RETH %,
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Appendix

Notations

I ionic strength

M cation

HA, FA bumic, fulvic acid

A humic or fulvie ligand {(a molecule or a site according to the

authors)
a dissociation coefTicient of humic substances
f, interaction constant related to the following equilibrium:

M+ A= MaA B) = IMAJMIA]
f2 interaction constant related (o the following equilibrium:
M +2A = MA, Bz = MA)MIA}

The unit of the constants f, und B, will be the opposite of the
unit choosen by the author for the humic or lulvic concentration.

with

with

Trivalent Lanthanides - Humic Substances

Interaction constants have been recalculuted in Ifg {(values in
brackels}).

Abbreviation of techniques

D dialysis

IE ion-exchange

LLPAS laser photoacoustic spectroscopy

SE solvent extraction

SEC size-exclusion chromatography

SP spectrophotomelry

Ti titration

TRLIS time-resolved luscr-induced spectrofluorometry

TRLFS time-resolved luser Mluorescence speclroscopy

UF ultrafltration

Ligand Tech. pH 1 W log By unit Ref
| {mmol/g)
Eu(ITT
HA (Aldrich) SEC 5 0.02 - 4.3 tig 23
. UF 5 0.1 0.28 4.5 /g 24
" D 4.5 0.05 0.22 6.2 (2.5) /mol 25
1IE 6.0 0.01 - 7.5 l/mol 7
HA (Gorleben) 1E 6.0 0.01 - 8.1 - 7
HA (clay) 1E 6.0 0.01 - 1.5 - 7
HA (ske) IE 4.5 0.1 - B:7.4 (4.9) lleqHt 10
B9:10.3
. SE 4-5.5 0.1 ogfB, =8.90+4.4 27
fogBy=3.60+11.1
4.65 3,:8.6 (5.7) Ifeq COOH
(a=0.54) By:13
FA (sediment) IE 4.5 0. - 6.5 (4.2) lieg H* 28
FA (siver) IE 4-5 0.1 i 10.3 (7.4) Umol | 29
(MW~800)
HA (x0il) IE 9 0.1 - 13.7(11.2) lleq H* 30
HA (Gorleben) IE 8.0 0.1 - 12.9 " 7
HA (clay) [E 9.0 0.1 - 13.5 ) 7
HA Aldrich) 1E 9.0 0.1 - 13.1 " 7
Th(IID
HA (Gortcbcnﬁ LITRS 8.5 0.1 0.75 6.7 (3.6} /mol 19




Trivalent Actinides - Humic Substances

Ligand Tech. pH I VY log 41 unit Ref
{immol/y)
Am(ITT)
FA (ground water) SP 4.65 0.1 0.88 6.4 (3.1) I/mol 31
FA (surface water) SP " " 1.22 6.0(3.1) " 31
FA (granitic water) SP " 0.45 6.5 (3.2) " 32
" SEC 5 0.1 - 4.2 Vg 32
HA (geanitic waler) Sp 4,65 0.1 0.3 7.0 (3.5) /ol 32
" SEC 5 0.1 - 4.6 lig 32
HA (sucface water) SP 4.65 0.1 1.20 7.0(4.1) I/mol 3]
HA (Aldrich) SP 4.65 0.1 0.96 7.0 (4.0) I/mol 31
SP 6.0 0.1 1.5 6.4 (4.1 . 33
LPAS 6.0 0.1 1.2 6.3 1/mol 9
HA (Gorlehen) SP 6.0 0.1 1.1 6.4 (4.0} 1/mol 33
HA (sediment) sp 1.03 7.0 (4.0} " 3l
" IE 4.5 0.1 B,:6.8 (4.4) lieq H* 26
£,:10.6
" SE 4-5.5 0.1 - logB,=10.60+3.
logBy=5.3a+ 104
4,65 $,:9.3 (6.6} l/eq COOH | 27
{a=0.54) By:13.3
SP,UF 5-6 0.1 0.4/1.2 6.4 (3.4/3.9) 1/mol 9
6 .0 0.9 6.4 (3.8) 9
HA (soil) IE 6.5 0.1 - B,:6.4 (3.1) /mol 34
£,:10.6 (MW= 1800)
Cm(1lD)
HA (Aldrich) LITRS 4 0.1 0.1 8.4 (4.4) 1/mol i2
5 0.1 1.2 8.5 (5.5) 12
5 0.001 I.6 8.0 (5.2) 12
FA (granitic waler) 3 C.1 0.02 7.3 72.6) 12
5 0.07 7.8(3.7) 12
HA (Gorleben) TRLFS 6.0 0.1 k.1 6.2 (3.8 /mol 35
Pu(Tl
HA SE 2.9 0.5 - 2.8(0.2) lfeq COOH | 16
5.0 ! - 3.170.7) )




Tetravalent Actinides - Humic Substances

Ligand Techn. pH 1 log By log B9 unit Ref
uavy
HA (soil) D 6 0.01 7.0° Hg 37
{strong siles:
0 Smasalfg)
4.5°
(wenk sites:
4.5 mmol/g)
FA (soll) D 6 0.01 6.6 /g 37
(strong siles:
0. Jmimolfy)
4.9
(weak sites:
I Kmmad/y)
ThilV}
HA (sediment) SE 5.00 0.1 | 13.2(10.4) 18.4 (12.8) lfeg H* | 38
(e=0.54)
FA (soil} SE 5.00 0.1 10.8 (8.2) 15.04 (9.8} lleq Ht 38
(a=0.8}
SC 4.00 G.1 9.8 ¢7.1) 13.5 (8.2) 38
(a=0.7)
HA (Aldrich) SE 4.00 0.1 11.0 (8.2} 16.4 (10.9) lleq HY 38
(a=0.40)
HA (sediment) SE 0.1 9.2+7. 10 14.2+7.60 Iteq COOH 1
HA (Aldrich) SEC 5.0 0.02 [5.6 - /g 23
Pu(In)*’
HA (sediment) SE 0.1 9.8+9%90 16.0+%¢0 l/eq COOH 1

*fonstants associated with Scatchard model (two types of sites)
L N
estimated constants [1]




Hexavalent Actinides - Huniie Substances

Ligand Tech. pH I log £ log 83 unit Ref
HA (sediment) SE 0.1 5.0+4.8¢c 8.5+4.50 lfeq COOH 1
HA (Aldrich) IE 4.0 0.1 5.1¢2.4) 8.9 (3.5) lfeg H* 39

{a=0.47)
IE 4.5 0.1 6.5-7.4 - 1Yimol 40
(W= 0.2mmol/g)
SEC 5.0 0.02 4.4 - 1/g 23
HA (soil) D 6.0 0.1 6.7° /g 37
{slrony siles:
1.0mmoldy)
4.7"
(wank sites:
(9.5mmol/g}
FA (soiD) - 6.0 0.1 7.4° /g 17
(sirony siles:
0.2mmally)
5.6°
{weak sites:
3. 8mmmallg)
HA (peay) Ti 3.5-7 0.1 7.8 - ? 4]
HA (sen) Ti 4.0 0.1 5.0 8.5 ? 42
FA (sen) . " 4.5 9.3 ? 42

* constants associated with Scatchard model (two types of sites)




Ca(ID - Humic Substances

Ligand Tech. pH ) log 81 unité Ref.
HA (Aldrich) SE 5.01 0.1 3.32 leg H? 43
(¢=0.65) (0. 9l )
3.88 2.25
{a=0.44) (-0.13)
HA (surface water) Ti 8.2 0.1 6.0° f/mol 17
(1.7)
4.1"
(0.4)
2.9°
(0.16)
HA (sediment) Ti 3.5 |0.1-0.0! 7.2%° i 44
:Lntcraclion constants assoctated to a discrete model (three types of sites)
intrinsic constant
Fe(1ID, AI{III} - Humic Substances
Ligand Tech, pH H W log 4 uit Rel
{mmal/g)
AI(IID
HA (sediment) D 3-5  [0.1-0.01 - 3.4-3.8° ? 45
(AP*)
4,4-5.680@
(AJOHZ*)
HA (Aldrich) 1E 3-5 - 0.1-0.4 6.8"° I/mol 46
(2.8-3.4)
Natural water IE " - 1-377° 46
Fe(IIl)
FA (soit) SP 1.0-2.5 0.1 - 4.2-4.5 1/mol 47
{l.2-1.6) (MW =900)

-, . .
intrinsic constants
L2 . . . -
constants associated with Scatchard and Langmuir model

W -
mmoles/y DOC {(dissolved organic carhon)




