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Hccnenos uue copbuun U(VI) mo4Boii U3 p HOH Xp HUIIUII
P AMO KTHBHBIX OTXOHOB

HUccnenoB v copbuus U(VI) mouBoii U3 p HOH Xp HWIMIL P AMO KTHBHBIX
OTXOI0B. B K uyecTBe Tp ccep MCHONB30B Jiu P auonykann 237U, momyd emblii B
dorosepuoii pe kimu 238U(y,1)23"U H  ycKopuTese 271eKTPOHOB — MUKPOTPOHE
MT-25 JISIP OUAN. ®opmel cocroguus U(VI) B p cTBope mpu p 3MUYHBIX KOH-
LEeHTP IMSAX Yp H P CCUUT HBI B Au 1 30He pH 1-7 c UCIIOIp30B HUEM HPOTP MMBI
«Speciation».

P 6or Bemonnen B JI 60p Topuu syiepHbIX pe Kuumit um. I'. H. @nepos OUSIU.
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Filippov M.F. et al. P6-2008-5
Investigation of U(VI) Sorption by Soil from the Region of
Repository for Radioactive Waste

The uranium (VI) sorption onto soil from the region of repository for radioactive
waste was investigated. The experiments were carried out with the 237U radioactive
nuclide, which was produced in the photonuclear reaction 233U(vy,n)23"U at an
electron accelerator, the MT-25 microtron of the FLNR, JINR. The forms of the
U(V]) state in the solution for various uranium concentrations in the range pH 1-7
were calculated using the programme «Speciation».

The investigation has been performed at the Flerov Laboratory of Nuclear Reac-
tions, JINR.
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AXTY JpHON TIpOGJIEMOll COBPEMEHHOI P JMOKOJIOTHHU, CB3 HHOW C p AU -
LIMOHHOM 6e30I CHOCTBIO YeNIOBEK , SBJAETCS ONpelelieHHe eCTECTBEHHBIX U HC-
KYCCTBEHHBIX P AMOHYKJIHUIOB, IMH MUKHM UX U3MEHEHHs CO BpeMeHeM, (opm co-
CTOSIHUA W IIyTeW MUIp LMH B OKPYX Iowel cpene. MCTOUHUK MU p ITUOHYKIIMA-
HBIX 3 TPS3HEHHUI MOTYT ObITh NPEINPHATHS 10 100bIYe U iepep O0TKe yp H U TO-
pus, 7100 JIbHBIE 3 TPSI3HEHHS B PE3YNIbT Te SAEPHBIX B3pbIBOB, ADC, npeanpusTus
1o nepep OOTKE SIIEPHOrO TOIUIMB M XP HWIHUIL P JIMO KTUBHBIX OTXO0B. [lo-
9TOMY Ul TEPPUTOPHIA, T€ BO3MOXHBI P JUO KTUBHBIE 3 TPA3HEHMS, IIPOBOIATC
®KCHEPUMEHTHI 110 ONpeaeeHn0 Koa(huuueHTos p cupenenenus (K ;) p AHOHY-
KJIMIOB MEXJy BOJOH M IOYBOH, KOTOPBIE MO3BOJISIOT OLIEHUTh UX MOOMIBHOCTD B
mouse [1].

P crpenenenue HyKIUIOB yp H MeEXIy NPUPOLHBIMU P CTBOP MU U II0YBOU
3 BHCHUT OT MHOTHX () KTOPOB, B TOM YKCII€ U OT COCT B MO4YBbl. B p 6ot x [2,3]
A Hbl K4 11 yp H B CUCTEMe MOYB —p CTBOP C YETHIPbMSI THIT MU IOYB: MeCY -
HBIMH, TNIMHUCTBIMH, IIIMHUCTO-NIECY HBIMU M OPI HUYECKUMU.

Lenbio H crositeit p 60Thl 6bu10 onpexnenenue p crpexpenenus U(VI) mexuy
BOJHBIMYM P CTBOP MU U IIOYBOU U3 P MOH P CIOJIOXKEHUS Xp HWIMIL P AUO K-
TUBHBIX OTXOLO0B B Boir puu.

OKCIIEPUMEHTAJIBHAS YACTb
Hccnenos uue copbuum u Bbimen ynB Hug U(VI) mpoomwm H 00p 31 X
Oypoil JiecHOW TOYBBI, OTOOP HHBIX B p HOHE Xp HWIMII P AUO KTHBHBIX OTXO-

10B. CpeHHil XUMUYECKHIA COCT B UCCJIeyeMOil TIOUBBI IPEACT BieH B T 6. 1 [4].

T 6omu 1. Xumudeckuii cocT B OyPBIX JIECHBIX II0YB

[orepu npu Conepx HHME OKCUIOB B 10uBe, %
MPOK JIUB HUH

(opr HuYeckoe SiO2 | Al2Os | Fe2Os | NazO | K20 | CaO | MgO | SOs
BemectBo+CO2), %

5,57 76,62 | 10,67 | 3,35 0,92 |2021]05 | 0,75 | 0,15

Ipo6s1 mouss! mpocens nu yepe3 curo 200 mem (p 3mep 9 crun 0,074 Mm) u
BeicymuB i npu temrnep type 100-105 °C no nocroguHoit M ccbl. Comepx Hue



yp H B HOYBE ONpPEACISIA METOIOM MHCTPYMEHT JIBHOTO I' MM - KTHUB LHOHHOIO
H JIA3 , OIIKMC HHBIM B [5, 6].

pu nzydennn copbunu U(VI) mouBoii u3 BOAHBIX p CTBOPOB WCIOJIB30B JIH
HYKJIUJL 27y (T1/2 = 6,75 cytr, Ey = 59,54 k3B (34,5 %); 208,00 k2B (21,2 %)),
KoTopblii moyd m B pe Kuuu 233U(y, n)**7U H  21eKTPOHHOM ycKopuTeie —
mukporpone MT-25 [7].

CopOuuio yp H H I0YBe NMPOBOIMWIIM B IUI CTUKOBBIX MPOOUPK X 0OBEMOM
50 mi. O6p 3en uccieayemoii mousbl M ccoit 0,2 r momer g1 B HPOOHPKY, JIO-
6 BIIM 5 MJI  30THOKHMCTIOTO p ctBop ¢ pH, ompenengemsiv pH-meTpom ¢ Tou-
socthio £0,1, u 100 Mxa p ctBOp , comepx mero 0,2 kbx 237U. CopbuuonHoe
P BHOBECHE MEXJy MOYBOH U P CTBOPOM JOCTHT JIOCh B TeUeHHe 1 CYT MpU KOM-
H THOIl Temnep type (I" = 20 £ 0,5 °C). Dro BpeMs ObUTO BHIOp HO IS TPOBe-
JieHust onbIToB 1o copbuuu 237U mous My U3 BOZHBIX P CTBOpOB [8].

AKTHBHOCTH p CTBOp M OC IK JO M HOCJe COPOLMHU ONPEAessIi C HOMOLIBIO
MHOTOK H JIbHOTO MIUIMTYIHOTO H ju3 Top umnyinbcoB ¢ HPGe-nerekropom
p spemenuem 1,5 koB u  sunuu 1,33 MaB (6°Co). Onpenenenue 237U nposo-
aumy no nuaumn E., = 208,00 xeB (21,2 %).

P cuer koappuLeHT p crpeneseHHs MeXmy HOYBOi M p CTBOPOM IPOU3-
BOJWIM MCXOfld M3 3H 4eHuit ktusHoctH 237U B p cTBOpE 10 M HOCie copOuuu
o ¢opmyre

Ao — AV
Kyj=—"7—— 1
d Az m7 ( )
e Kg — KootduLUueHT p crpeneseHus Mpu copOuMM yp H H I04Be, MII/T;
Ag — KTHUBHOCTb HYKIHA B p cTBOpe OO0 copbumu, BK; A; — KTHUBHOCTh

HYKJIMZ B p cTBOpe nocie copbiumu, bk; V' — o6bveM p cTBOp , MII; m — M cC
MOYBH, T.

CreneHb BbIIET YMB HUS Yp H M3 MOYB onpenensaid no nykmuay 237U, Hc-
ciieyemMble 0Op 31bI B BUJE MOPOLIK IIOMEI JIM B ITOJUSTHICHOBbIE LIMIMHAPH-
YecKHe K CCeThl C BHYTPEHHUM IU MeTpoM 35 MM U BBICOTOIl 12 MM, 3 KpBITbIE C
OIHOI CTOPOHBI 1 BC HOBOM IUIEHKOMW. OOp 31161 00IyY JTH H MHKPOTpPOHE B TeUe-
Hue 4 4. M KCHUM JIbH $ ®HEprus yCKOPEHHBIX JIeKTPOHOB p BHSI cb 23,5 MaB.
Tok a51eKTpOHOB ObUT p BeH 15 MKA.

IMociie 1-4 coBOro «oxiy XpeHus» oOp 3ell MOoYBBI M CCOM 1 I momenr Jid B
npobupky obvemom 50 My, m06 Bt 10 M BOZHOTO p CTBOp IIpH OIpese-
senHoM pH. BpeMmsi KOHT KT 1OYBBI C p cTBOpoM Obuto Gojiee 24 4, cMech
MEePUOIMYECKH TEPEMEIINB JIU. 3 TeM P 3ENISUIN OC JOK U P CTBOP U IPOBOIMIN
n3MepeHus: 00p 310B H [JETEKTOpE.

IIpoueHT BhIIEST YUB HUS Yyp H U3 IOYBBI ONPENENsuIU 1o dopmyse
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rme L — cremeHb BBIET YMB HUS Yp H U3 mouBbl, %; Ag, A; — yueiapH s
KTUBHOCTh HYKJIMJl B IIOYBE JO U rociie 00p GOTKH BOIHBIM P CTBOpPOM, BK/T.
@DopMBI COCTOSIHHSA Yp H B P CTBOPE OINpEEssIM C HCIIOIb30B HHEM MpO-
rp MMBI «Speciation» [9]. Hdnsg p cyeToB OBUTH B3ATHI KOHCT HTBI YCTOWYHBO-
cti rugpokcukomiuiekcos U(VI), yp HUIHUTP THOTO KOMILIEKC UOgNO;r [10]
(r 61.2) u KoHCT HTH p crtBopumoctu (IgK, = 5,6) TIUIPOKCUKOMILIEKC

UO,(OH), [11].

T 6muy 2. KoHCT HTBI yCTOWYMBOCTH KOMILIEKCOB yp HHI , Ig 3 (noHH s cun [ = 0)

Komrutekcusie ¢opmer U(VI) Ig 3 Kowmmutekcusie popmer U(VI) g8
UO»(OH)" -52 (UO2)3(OH)3™ -11,9
UO2(OH)3(aq) -11,5 (UO2)3(OH)F -15,6
UO2(OH); -20,0 (UO2)3(0H); -31,0
UO2(OH)2™ -33,0 (UO2)4(OH)F 21,9
(UO2)2(OH)** 2.8 UO3NO3 0,3
(UO2)2(OH)3 -5,6

PE3YJIIBTATBI U OBCYKIEHHUE

B wuccrenyemoit O6ypoit necnoit nmouse u3 Cocpuiickoro pervion bonr pum
coflepX HUe yp H p BHamock (2,6 +0,1) - 1076 r/r.

Koaddunnents! p cnpeneneHns yp H B cUCTEMe ITOYB —p CTBOP U HX 3 BH-
cumoct or pH p crBOopoB npu oOwiell KOHUEHTp UMM yp H B P CTBOpE
1-10~2 Monb/1 npencT BieHbl B T O11. 3.

T 6aun 3. Copoumsa U(VI) mouBoii n3 BOTHBIX P CTBOPOB

AJncopOIMOHHBIE pH p ctBOp

X P KTE€PUCTUKH

U(VD) B mouse 1 2 3 4 5 6 7
Kg4, mn/r * -4 | 1,7 ] 14 | 28 | 58 14 | 24
Ig Kq, Ma/T <0102 (1,1 |14 | 1,8 11|14

* CpejtHee OTKJIOHEHHE IIpU OIpesiesieHuH 3H YyeHuil K4 p BHO 2 %.

H puc. 1 mpencr BreH 3 BHCHMOCTh copbumu yp H H mouse oT pH p c-
TBOD .



lg K, ma/r
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2 3 4 5 6 7
pH pacrBopa

Puc. 1. 3 Bucumocts copbumu U(VI) B nouse or pH p ctBop , Cy = 1 - 1072 Mons/n

P ccuuT HHBle (OPMBI COCTOSHHMS Yp H B P CTBOPE MpHM KOHIEHTp LMAX
ypu Cy=1-10"2wu1-10"7 mons/;1 NpeiacT BleHbl H puc.2, ,6.
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Puc. 2. Ocnosusle ¢opmel coctostaus U(VI) B 3otHOKHCIOM p cTtBOpe: @ — Cy = 1 X
1072 Monw/n; 6 — Cy = 1-1077 moms/m; 1 — UO2™, 2 — U02NOT, 3 — (UO2)2(OH)3 ™,
4 — (UO2)3(OH)F, 5 — UO2(OH)2(18), 6 — UO2(OH)*, 7 — UO2(OH)3(aq)

W3z 1 611.3 u puc. | BUIHO, 4TO KOB(PPUIKUEHT P CIPEAEIEHUs] Yp H YBEJTHUUYH-
BerciorpH2mopHS5835p 3, orpH610pH 7 —B2p 3 .3T0 00BsICHSIETCS
p 3IM4YMeM COPOLMOHHBIX CBOMCTB P 3JIMYHBIX TMIPOIM30B HHBIX (POPM yp HMII
B CHCTEMe II0YB —p CTBOP.

H puc. 2, ,6 oK 3 HO COOTHOILIEHHE MEXTy TUAPOIU3HBIMUA (POPM MH Yp -
HUJI , KOTOPBIE M3MEHSIOTCS B 3 BUCHMOCTHU OT COIEPX HUS Yp H TIPH P 3IMIHBIX
3H yenusx pH p crBop .

Mpu Cy = 11072 monw/n opm UO%Jr cymectByer ot pH 1 mo pH 5,
UO,NO7 — npu pH 1-2. Conepx Hue B p crBope hopmel UO3 " yMeHbIn ercs
1o 0 npu pH 5.



Dopmbl (UOQ)Q(OH)SJr u (U02)3(OH);_ cyuiecTByioT B 11 1 3oHe pH 3-5 ¢
M kcumymoM mipu pH 4. Yeenmuenune cop6mmu yp H ot pH 1 mo pH 4,5 moxHO
o6psacHuTh copbumeit 1 nouse UO3 T, UOoNOT, (UO3)o(OH)3 ™, (UO2)3(OH):
u H 9 oM oc xaeHns UO2(OH)o(tB) Boimie pH 4. B mu 1 30He pH 5-7 H Omio-
A eTCsl HEKOTOPOE YMEHbILEHHE COPOLMHU B Pe3YJbT T€ IOSBICHUS P CTBOPUMBIX
rupporusnbix popm UO2(OH) T, UO2(OH)J(aq), cymiecTByommx Npy MEHbIIUX
xonuentp muax yp H (Cy < 1-1077 mons/n). Koathuuuent p crnpenenenus
K4 mexny uccnegyeMoii MouBoil U p CTBOPOM yBenuuuB etcst oT pH 7 u Beime 3
CYeT IOJIHOrO TMApoiu3 yp Hul (puc. 1).

ITpu 06p GoTKe HccienyeMoil mouBbl BoAHbBIM p ctBopoM mipu pH 7 u T =
20 £ 0,5 °C uszBnex ercst 25 % yp H , YTO COOTBETCTBYET JIUTEP TYPHBIM 1 H-
HbIM [12]. KoHueHTp s yp H B p CTBOpe IpPU BTOM HE IPEBBILI €T
1-1077 momp/n. W3 1 HHBIX 1O POPM M COCTOAHMS Yp H , TPEICT BIEHHBIX
H puc.2,6, MOXHO CIell Tb BBIBOJ, YTO B P CTBOp IEpPEXOOUT yp H B BuUJE
UO2(OH)Y(aq) u UO(OH)*.

3AKJIIOYEHHUE

Onpenenensl KoahuIMEeHTsl p cnpefeneHus Ky yp H B CUCTeMe IIOYB —
P CTBOp M3 p OH P CHOJOXEHHI Xp HWIHMII P IO KTHBHBIX OTXOJIOB.

IIpenct Bnensl opmsl H xoxaeHus U(VI) B p ctBope B au 1 30He pH 1-
7, ollpefeleHHbIE C MCIOIB30B HUEM IpPOrp MMbI «Speciation» MpU P 3IMYHBIX
KOHIIEHTP LHIX yp H .

Ompenenien  copOuust p 3MYHBIX (DOPM Yp H HCCIIEAyeMOii TIOYBOH.

Ompenenennsie copobuuonnsie X p krepuctiuku U(VI) B cucreme nous —p cr1-
BOP IO3BOJISIIOT IIPOTHO3UPOB Th MUTP LIMOHHOE IOBEJIeHHE Yp H B Oypoii JieCHOM
MOYBE NMPU B PUHHBIX CHTY LUSX U KHUCJIOTHBIX JOXKHSX.
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