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Distribution Coefficients of TRU-nuclides in Natural Barriers;
Influence of Size of Colloidal Species

Tadao TANAKA and Susumu MURAOKA
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Japan Atomic Energy Research Institute
Tokai-mura, Naka-gun, Ibaraki-ken

(Received February 19, 1998)

Adsorption behavior of #"Np(V), #8Pu(IV) and 2! Am(IIl) onto sedimentary materials: coastal sand,
tuffaceous sand, ando soil, yellowish soil, reddish soil, sandstone and tuff had been examined by a
batch experiment. Size distribution of the colloidal species of the radionuclides in solutions was
measured by ultrafiltration method, and valid distribution coefficient for evaluating the migration
ability of the radionuclides through the sedimentary materials was decided by taking account of
filtration effects of the colloidal species by geological formations.

As to #"Np, there is no colloidal #"Np species in the solutions equilibrated with each sadimentary
material. The distribution coefficient of 2’Np must be not affected by the filtration effects. On the
other hand, most of ?'Am in the solutions is present as coarse particles larger than 0.45 x m. Such a
particulate 2! Am can regard as a fraction trapped by geological formations.

There is no colloidal 8 Pu species in the solutions equilibrated with tuffaceous sand and reddish soil.
Various sizes of colloidal 2*8Pu species were observed in the solutions equilibrated with coastal sand,
yellowish soil, tuff and sandstone. This results point out that it is necessary to grasp colloid size

passed through geological formations in order to decide valid distribution coefficient of 23¥Pu.

Keywords: Adsorption, ¥"Np(V), 28Pu(IV), 2:Am(IIl), Colloid Size, Filtration,

Sedimentary Materials, Distribution Coefficient, Geological Formation.
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1. #

jafll

BAETHE, REBRPOARENEBROBRE, ERLELZIV =Y 20FA ",
ACBEL TOAHHERBOBFUEICE - TRAETATRUBERZELE (F) LRLVEK
HUEREEHORE PR, TRUBHEY SUREHNOREENSEERKTILDOLEERS
N3, ZOLHRIEBROTF, BART IR TIIREY 1 7 VRET¥MARKRK (NUC
EF) itk T, TRUBHE*2 SUEEDRHBFICAS T 3 R80ELFHIFEOREL
HEET AR ERLEARHELZED TS 7Y, A#HiZ, NUCEFTERBLT
WAHEEA L TRUBFEL OMEIERICEET 2MAL O/ ONIERO— WL L HId
DTH5bo

TRUBEASUREYICIE, 27V LA, AU L, TAVYYLRE, ¥EH
PREAABNOBENBOafERET 27 7F = FAGVEHATEEN TS (Table 1
2R) Y. COLXINTRUBERXAUEEYLMEFICHBLSTH5E, T7F=F
DABEE~DESEIZH U T, HEREGRED” KRNV T BET 5BTMERI
Haxnsd, HEPHRSEL ESIVERETICE T 5 BEEEEDOSITIX, T KOBR
SR L HEEA T AR TORGE I > TECHEHE NS, EROBRBEHPTEL 5Hb
Bk KM TORIGIE, B - B, A% - ol BEE, SR E ORISR S A
Fv, aoq F, R EDLEHENESFEERICEEL LIFFITHELRITH 5, FIZT
7FZ KA A Vi3, AR TMAGBCLEET S KEA A+ v EORICEBRYPBREL TR
WEh2EMaof Fickhh T, —%iz, IfiE NEOT77F = F4 4+ VaEEaoA(
FEELERLPT L, Vil hsnwExhTnwsg ", 1, 7/7F=FA44 VI, #®F
KIS T 2 HIEMAIE TR Y Dao 4 FRETFICRET S I ik - TR
o F2EET S P, 20kHk, WTAFTOans FR7 7 F = FMEEEDOERIL,
aoq Kt TFhkeE bITHBFERTTARMNTHEHET /7 F FOBTZREZESD
EIHEAT 5, —7, WERRL Y ICHEBINI£HFCH 2548, a0 FOERRBITE
MIEXE2EHITEHT 5, LEd-T, 727F = FOMBRICET 2BTEFHITOVTE
BHOE V% 1T 2 0ITiY, av a4 FOFE LR BB, T KB T O RIS HEE
FTETFNMIRBREXEDZENDETHEEEZ S,

—7%, BHEEOXN N TREED SN TWAEFHREBHD» ORBET HEL ~VBURE
BEYOBRMBBET~NDERELORLERAL L 'Y, HEOHBLS OREFMIZEH VT,
BURMERRE O RT 2 EBINCIME T 2 72, HWEEE HTKETEL 22 TORIE
H—EDOEBERDO FTTHRFICR YIS LR REL LRI, ThubbaEfRE Ttz
BRSNS TRAINTWS, Lizhi->T, SEREERAL BITHEET VH, KiE
B CEERILEHETHET ST/ F 2 FORBTIHMICRURET NV TH L0 ED R
FT3LEHIT, DECSLLVEEROBVREETVCBITETNVERRICT S ILIRE
ERHRREO—-TH b, L L, HEOKLIHEICH T 2 BAEKEOBRITER Y TE
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FEEEBOTGHEXNTWB M E, TRUBEORIT2EEMLS i 4 3 2D DO FE R
DODHBFik, BEAEEWITHILELEELURITRETH S5, Ld->T, KENLED
HXVBENLRRE - BITET)VOREXXAHMIL, KROETFNVOBAICERL THHiRS
BRI+ 0GBt 5L o2 P EFABOEROBIL Y XA L OWE A, & DER Y A H
NETHBELEZLS,

ABFZEIL, #TARIZao S FRRT 7 F = MERESTFET 2585 O BRAK O F ik
R TBHIERAMEL TS, BARHIZ RINICOHBL TWAHEE : D, BK
W, BR/7 L, #HEtL, Rt B8 BRKEEZARELT, CholBEIGHET I8
EHEBEKORIE T CXRALEFE D TH B2 'Np(V), ***Pu(N)KRU** "An( 1) DX
yFRICLDBEERBREEBEL, REPICHEET 2001 FRIEEEOR VBV HICK B35
B~ DOFEERA~ DL L bz, oo FPRIEEEEEHEL LTV TRUBEDHETRE
TR I 3 2 7o DIT R YRR ORE R R A1z,

2. £ B

2.1 YRR
AEBICHWHEEYRRE LTI, BRENICES 9L, WEEENTEORL 51,
TERUCHBEZREL oo BT, KRBEREBREN O B XET O EADL 5
POERLUI-A%ER RS ET 2R ROERE LILEA » iR O L~V kEH it BEED
RTBER BN SR L 2 @KEWD 2EETH 5, HEREHT, RBEFAHH 5B
LBHmMEEZ %< 86T 58K/ 1, BnEEFT» OBRML A BEBLRUKRELD I
BTho, #HEEIT, LABOKBEERFGLA» SRR LDERVBKED 2HEETH 5.
Ih o HEBRYAR O M2 E % Table 2127RF . WRUOTHBIRELZL 724, 1mnbl E
OB EREL THrOERITERL o BRI 1mELFOH 1 XITHEL TRHEAL 72,

2.2 BUHHEKBEK

EENIHHL B EEEILI 7 S5 VALMR I »6BA L 7222 Np02N0s (Code No.: LMRI
-NP237-ELSA45) , 2°®Pu(N0s)« (Code No.: LMRI-PU238-ELSA45) K% Uf?*'Am(N0Oa)s ( Code
No.: LMRI-AM241-ELSA45) OWBEEEMEKIBR TH D, I 6 &AM A K THIL0Bg/cn’ic
FRULDDOE B KBRERE U TERICH LU -0 FH&ED p HiZ 1 nol/dn®DNa0iT 4
BEICHEL -

2.3 R
BRI O A~ DIRERRII/ N v FHETIT- o EROBBX #Fig. 11277, ),
FEEIINFEL - HEE0.58 EBA A L Kk10en® & 250cn’ T 7 o0 VRSB IZANSTC DIE
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BHATIRE D LAas s 7 HREME ¢ TEKRMEORE, pH, Eh, fAPaod M
DEHEIZITTHEICES LT, ZOREGWICHER OB EZEBEI10°Bg/cn’ L7125
&5 Np, P*PPuE i3 AnDFR B RN L TIRERIG % Bt X € foo BERIEIT25CT
168B5fS1T VN, RICBAIEA © 3, 24, 48, 96K UN168KFMEIHD LB AHK#0. len® L, B
MR A BIE L oo

BHRPICHEET 2 BB EEDOY 4 X R TNDB 120, 168RHIE O _EEARKIC
ST, FLEO0.1, 0.45 unR U ES T8 (FHFLE) 5,000 (2nm) , 30,000 ( 6nm) ,
100,000 (20nm) , 300,000 (50nm) OMILLIPORE®IZ ( L # —TA@L, 7 1+ V7 —FERE
e’ P ORFEREBELZREL 2o £/, LEARICOVTIEIpHKUE h ZRZEL 7o

YRR L AKBEROMIC B 2 R EEDO AT, EEARKRUT V57 —&E&
BhOREEZEOEEDY 5 (VDX EHAWTEHEL 7.

. Co- Ce“ |4
K."" = — " T (1)
Ce w
IIZT, K" 3 Ce" R PHEOEMEL L THEL 7R FEK(en’/g), ColdEFRICHIT
B RGO FIRAEEE (Bg/cn®), Ce™ I3 LBAK T IX i DILEDT7 4 VF —%FB/L

1= AHrR O BRI (Bg/cn’), VIZAKBROERE (cn’), WIIABOER () TH %o,

hy, EHREMEEEOBEIX, > NpAUOP 'AnIORTECE r AR Fo X -2 —%HU
T, 2*PulIPACKARDEI&IAS v F L —> avh W v ¥ — : TRI-CARB 1600TR% AL THIZEL
to 272, pHRUEhhII, HORIBABIpH A — % — : F-22% L THRIZEL 720

3. RRRUEZ

3.1 REFEOKMHZEIL

BERIGEEY 516885/ Th @AW R D22 'Np, 2*Puk U 'AnDEBEDE{L % Figs.
2~4D(a)ITRY . LEAKTOP NpOBEEIX, BEERO TRERICHIAD 54885 T
Bh—@ichslehs, 168BMTIHIZEHEHICEZELLbOLEDLNS, **PuDFE,
R K IGEREE D & 3 B CHARICHRM L 7222 *Pudd50~85% A SRBHI IR E L 720 £ D Pu
DIREIZD - DETL, 168BHIEIZE-> THIF LA LORBTIRERIGIITRITII
B NoTro FBABPO AnDBEEIR, WIhOREHZ O VLT HIRERICHIEY S
L IBMTIHFRHBREITHAL, BRACEMLU AL A0 EA ELTHIHITH
BANLBETE NN o

Figs. 2~4 DO (b)iZ, Figs.2~4D(a)icH i) 3 LB ARERHERM Z LICHIE L 72%° "Np,
2P R U AnD BEICRIG T B R O RABEEH L SR TH 5. L/, Table 3
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12168RF 1D EEABRFOTRUKEBE* PTEHBELERL T(1)X20HEL 29
FRB R 168K IR DR DpH, EhR I EHTRLAEDDTH 5, *°Pun R AEIT,
B HEHOBEBELEOMER R R L TRIGOFMBICEZ AL 2%, RICHRPEL
BIZHE-> TIRAIZKEL 2D, 168FRIEARICEVTHHEALEIT A %2 TRT, ZD&L
HRRREMAENL, A OHEBRYRABHINT 322 PuDIRBITIZA A VRBED & 5 7L R
BT BENRERIS L RBERADERE L DG & CABNB~DILE L L OBV IRE
RIGEDHEHNBRBELTWDIEERBRTEEDTHE, 7z, > NpOoEHREIZ>  Pufk
O AT T 2HIL NS RETH 5 2 D - 120 2HIZ, —MICSoNh TV 3
Az, [0=Np=01"E D> EITEET 3 VD N RISHED/NE X2 RBL R TH
%97, —4, *AConTiE, TIlD7 2 F /4 FOkERIGHE % Kk LU CTHEBE
~NDRFEEFKE WY, IRBEOFTHRORELTEAEEE 5 X 5,

3.2 WHEPICHT B UL EREOY 1 X5

Fig. 5(a), (b)XUf(c)id, LBABREBZILEDT 4 N7 -2 BRI B -BOBPIIHELE
T 523 Np, *PPuR U ANDEEEY RLI-bDTH B,

25y, DOBRKEDEXDORELTIE, WTFho7 4 L2 —%RFEBBL-KFICE
A2 PuEICE IR Ao NT, KERTRELA-7 + V7 —OARO&EMIZao 4 PR
O Pufb O HEEIIBE SN » 2o —F, O0iREY, BO#HEL, @DOBE, A
DEKFITONTIE, DD T85,000& D KERILEDT ¢ VE —IZ & - THEFD?*°Pu
DIFEAEN Ty TEh, ThoHBWRARE FEICH TP T Pudke o k&
Soaoq FPRIEFEE L THFET I LRV N, HiIZ, @DWETIZ0.45unlh
k777 avpic, ODWREWTIZZESF& T5,000~30,000 (FfLE2~6nmm) D
750 aviil, £ O PubEENEET D I LS o oo Table 413, HIRER
UTe BB AR E A 4 VKR ERME S TRTICEBEL TS 2O 9HOR, 2°°Pu
DR RO KBEEERDa o 4 PR A5 223 p H, EREA AV, BT Puk
EL TElan S RS E20[8ENEZ 0N 2328 T 1B, KB R{cya
o4 FEULTHEETHIHERITNAIZ T LA, BEVEOBELYRLLbDTHSL, BHhE 1
mobA TSR L oA R OB ERB TIE, MR ADT A L 5 2 &b 633
FARRBENREL LD, P PUEFEEDIZLEALN0. 5 unl EOKEXTH- LEIL, &
WpHEERMA A VEELYEFETLIOT, ao4 FR®*PPulb2BIIREEEAS 5 VI3 iEE
Hr A BIIRELE oo FThabDEEDNSE, —4, FE%S T&S,000~30,000
D757y 3vDand FRPPULEBOFENRR S N ED & BKETIE, oK
e NTERBCEBEVEOBEIBEEICAOND I LD 6 (Table 4 ), RECHEHEY
HLOBKTHhLu[EEI BV LHEXN S,

—%, BMBEERETH-> L TOHEBHRAICEL T, ' NplInwTFhoo V2 —%ER
EREEPTH VEECELIIASNT, aof FIR{IEEEOHEERERINL > - 2o
VNpIIREEEBIR A S p H 7 AR TREMR P 'Np0:" & L THET 0%, BEMFEETI
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237Np0,0HX> 22 "Np0 HCOs DL A A VbR R T 5 "2 'Y, p HRUERMA A
VEBENSBOVDEICOVWTOERRTIE, KBERFPICINGIERA & b FEZB oI
HRLTWAIITTHD, LIL, KERRTEITA'NpEETIX, Zho¥k B4+ #
LD KERPCERE - 240 Taof FPRIEEEEER L, bDEEZ LN S,
% 7=, HEREWRENIRT 52 NpOIREB I /NS L, LHEPERYE L OEMRED /N
XNz Epn MY P X IR an S FOBRLIZEAER P DEEZL
s,

2 AmiT 168 D LB A WIS L LRI N5 2R, 0.45un&k DNESIILE
DT ANE—TARTHEIEIZL- THRETLOBREESN, ZOFERIT, BREEREDOK
HPICEET A AN LA LI, 204 FOEBLY KERKFTHEIEZRL T
o PANIEREOR D TN AKBtME p HEBE» SR T 5 ' £k, KA
FURHEREDEBELEWT Y LkdioT, Th kB 4 I EFEEDESR
CLAPRao S FOBRICE D, KELURTFHEEEEERLALbDEEZL OGNS,

3.3 oo FRIEFEOBITHEAXEZERL OB REDEE
REEREORHEELEL BILREETET7 NI — R ERXEAETO TR UKERE
DHED S, WEABKOBEBRER OBHEEEOERICE > TRsLuK&sDao 1 FROT
R UK L EESRERICHEET B I L0 0 - o BEFRICEVT, MTATICHEET S
a4 FREUOWEEGEEMS»rOHEEREEI T, 20 bRLEELHALIFHO—
o, WEHERICE B0 FOT7 4V L=y avTHB 'Y, aof FRICEEDI G
AT ABTTAIEREETLE, HEAXXULEOEEBIBBEPEBTT HHITHE
MicHEshsbDEEZO5ND (Fig.6) o TOLIREROWMBERTEI S0/ F
WRiEEEDO7 NV L—Y a VERENy FEBRICBEB®RZ 5L, HMBRKRICHEZNS Y
S50y aVvidEEICRET IR EARRTIENTES, £IT, ANy FERTHWY
ANT—RHEEARLL, HEIIREETHI7 4 VI —ITHEINT75 7 a @ T 40
4 —LAUIEREETAHERRICHBINIEHERS EREL THRBEEFEL o
237Np, 22PPufe O AnD D EARB O ERE R 2Fig. 7 (a), (D) KRU(e)iZENENIRT,
KRB Tao 4 FRIE¥BOFEENBEI ML - 22 O F AL, 7415 —
DHIRIEKELLEWT—EDHERL o ”
2BpUDIRE, T4 NI —DIRIVKRER TS/ v avEBHEARLTE, aoq FR
{b2pfED % { HHET AEHEDOHEIZOVTIE, 7 4 L2 —DILEDFREIZ L » THEMRRK
T1HEDEBNDBEL D LA - o
AN R AN DREEN KX W, ERRJTEALL* AnDIZ & A EHEBH
RET S LDFig. A6 RHE SN, Lisd»> T, EBAKRPICHERETSa04 FRIEE
AL THRABRSEABLEELTSH, THDET7 4 AV —2FEBXERVLEAKE(L)
RIZHIFT D Ce™ L L THRMEREHEL TH, *"NpRUEPPPPUTHNTRELFEGARZ
5232, 1, COLSCRGENEW AN HEBDRABR~OREEAE TN TIIL
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{, BIEICBEHETH a0 FEORIEHEDEL, Blaof FEERLLT WV, £/, Hid
DEITMASREZEID 'AnBHbE OO FEERT 5, Lich-» T, &EPICE
PIZEET B2 AN 20T, EDIFEALIZ0.45unl EDY A XDao 4 FR(E¥ME
(EREICIIaonSf FOKEX 1 punk AR TF2E8) ThHH (Fig. 5(c)) o LIM-T,
0.45 unlh b DH A X & EMH & AT 121 TR T1,200cn’/g, EEKE R T5,400cn’/g,
Z DD FRKTI36,900%> 510,000cn® /gl LD K E L AERE R 5 R 5 I LD o o
AERERLY T, HEWERIIEIT A TRUBKEORTHMMICH W2 SR GEE L TH
SN LI EERET LT IRBEFARMTKE & HITRITAIREL a0 - KIFOKRE X,
HOBEAIZ0. 5l EDoaof F - KFO—BOBITHERIN TS0 20 &Rith
Bkt 5 KRDH T /KICIEET BRITFDIT LA L130.45unDT7 4 VI —TRETE 5,
Lo T, 0.45undD7 4 VE =2k B A8 80 —BRNTEER B FEE L TERHASH
Tnd, *'AMCSOWTIE, 0.45unbl D a o4 F - Py REREY BT 2 ek
DHDHEEWEERKEWEIZOWTL, aof F - kTS % & THRITUMRSEEE LR
EL TR ORGBEYRET 5 L, £FNEFN330, 2500cn’/gk i b, fiDFEFHI O
TO* AN EAKIE, HEETI30.45unk h/hXiraof FERRERTTSHDER
FLT, —ALVBERETH DHBE/TIX0.lunk h/NX oo FAEREERTT S
bOLRETDH I LITEY, 10,000cn’/gEBETHIENTE S, a0 ( FOFENER
TE3 NpOHREBRBREII7 4V L= a VORREZERT AMLBRI ALV EHEEEN S,
IhogEzx L TP runiB s, #HMYABOERICL->Taof FEROFE, BT
5104 FORBEPCKE SHRALBZLDAEREROATEEEOFG W IERAREEET 5
TEIRTERL, GEHEOSVDEBREERET 2 -0ITE, EBICHBMEICERLA L KE
EDaoA F-RTE2EREEEN T LERET- TRHFE2BTI 5204 F - KFOX
EXEABL, AERERLBET A LMTIRTH S,

4. ¥ 3

HREmRAE (EEM, BKEW, BR7+, #Et, REt, 5 BKE) 2ifReL
T, 2TNp(V), 2PRPu( V)R 'An(I) DNy FHEIC L AREERYERL, WHEPIZE
T 5a04 FRIEFEODRFR~NOHELWERBRICL 2304 FRIEFEEDT « L B
L—YavEFERLTRITL 7=

LNpDIFE, 2TOHBYRB L FEich s RATICao S, FRIEEEOFERIIFEZR S
Nighr ot COERDPS, *'NpOSEFRKEEI 7V FL—v a VORREERT HLE
RN EERLE, —F, WRHEPIZHEET R 'ADIg LA LI, 0.45unk b KELKTF
ELUTHEL, HEBREBIZFS v 7ENE 757 avTHdI engh ol ** Pudif
&, BREDERELETPHEHICHAEETTIIaof PRO?PulbEEOEEIIFEEXN
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Hhoto UL, BEWTIZI2~6nm, WETII0.B5pualbrELLL, TRELE
BRKAETHOWTIE 1nn~0.45 unfA LDRRA R K& sDaof FPR{IEEFEDHEENRDON
Fro COFERNPS, EHEEOEHVPUDSEGAEERET 5 00IE, HEBRYEHREZ®
Tajfelnanf FOKXXRIBTEZENATIRTH D ERIFHL o

LLEDERD S, #HEYRBIIMT 5 TR UKBEORESE * EEMICHIRNT 5 72HIiTid,
WHPICHEET 3 a0 FRICEEORD RV R BT 2 LERNS L ZLRBRE N
KW TIX, DRI RIETHBRERICL 200/ FR{IEEEDO7 4V L —2a v D
PREROVWTHRI LA, a0 FOBMBEL Tdaof FeBEEERR & OMEBEMIC
khaof FOmBPBRSHIEI MBS ERE TS P2, Likd->T, s+
ZhiFBaoq FRICEEOBTRERINTHMT 2 FHEERILT 57D, SRORHE
ELT, AHETHEBLEWBICEE 7 VL= a VHIROFMM & T, BREBT
THNE a0, FH2T I8 RCBEDROE X RITTHILEENHDLEZX 5o

H

AREFTLDBCHVEELIHESEHE F ULREREWABRA Y THAZOR
ME-RIZECRHOEEZRL LT,
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Fig.1 Schematical flow diagram of adsorption experiment.
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Fig.2 (a) Time course of **’Np concentration in supernatant;
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Fig.3 (a) Time course of *®Pu concentration in supernatant;
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Fig.5 (a) Concentration o Np in solution passed through each filter;
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