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Llenpio HacTosIIEl pabOTHI SIBSIETCS TTOKa3aTh HA OCHOBE pacueTa U CpaBHEHMS BEJTUUUH Ko3hhuumeH-
ToB 1uddy3nn amepuiiusa-241 1 ypaHa Ha IpuMepe UX COpOLIMU U3 MOAEIBHOTO PaCTBOPA KUIKUX PAINO-
aKTUBHBIX OTXOOOB C MCIOJb30BAaHMEM Pa3INIHBLIX ONbITHBEIX 00pa3noB TBOKC TOIAI'A Bo3MOXKXHOCTD
ornpenesieHUs1 oopasiia ¢ Hanbojee BHICOKUMM KUHETUUECKMMHU XapaKTepucTukaMmu. PaccuntaHbl Koad-
dunueHTs muddy3un amepunusa-241 m ypaHa B IIpoliecce MX COpOIMU OIS TPeX OIBITHBIX O0Opa3lioB
TBOKC TO/TA. IIpoBeneHa olieHKa 3aBUCUMOCTH CKOPOCTH IIPOTEKAHUS PEAKIIMU OT BEJIMYMHBI KO-
dunueHToB nruddy3un. OCHOBBIBASICH HA 3aBUCUMOCTH BEJIMIYMHBI KO3(pGuLeHToB ¢ y3Un OT XapaK-
TepucTUK onbITHBIX 00pa3iioB TBOKC TOJ/T'A, pacueTHBIM ITyTeM OIpelesieHa YBeJInYeHHasi CKOPOCTh
MpOTEeKaHUS COpPOLIMHU TSI amepuLnsi-241 mo cpaBHEHMIO ¢ ypaHoM. Ha ocHoBe pacuera KoapuiimeHTOB
nuddy3un amepunsi-241 u ypaHa orpenesieH onbITHbIN o6pazel; TBOKC TOAT'A ¢ HanboJjiee BHICOKUMU
KMHETUYECKUMU XapakTepuctukamu — Ne 2. [TokazaHa BO3MOXXHOCTb COKpaIlleHUsI 00beMa U 3aTpat Mpu
NPOBEIECHUN 3KCIEPUMEHTOB I10 COPOLIMY NPU MpeaBapUTEILHOM ONpeaeaeHUn Ko3DPUuIueHToB 1ud-
dy3un.
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OnHoit u3 3aga4 ISl CO30aHUsI HUTPUIHOTO ypaH-
TUTyTOHUEBOTO TOIUIMBA SIBJISIETCSI BO3BpallleHUE
IUTyTOHMSI 1 ypaHa B SACPHBIN TOIUIMBHBIM LIMKIT 13
OOJIYYEHHOTO TOIIMBA. DTO TOIUIMBO IUIAHUPYETCS
HCIIOJIb30BaTh B peaKTOpax Ha OBICTPHIX HEHTPOHAX C
LICJIBbIO 3aMBIKAHMUS SIIEPHOIO TOIUIMBHOIO IMKIA [1,
2]. Tak kak 1oydeHHasT aKTUBHOCTb OOJIY4EeHHOTO
TOILIMBA JOJKHA OBITh CTPOro HOpMHUpOBaHa [3], He-
00XOIMMO BBIACISITh HanboJiee BBICOKOAKTUBHEIC
JT03000pa3yiolnre akTHHouIbl. OTHUM M3 TaKNX aK-
TUHOUIOB SIBJIsieTCsl amepulinii [4]. B TexHomorusx
OYMCTKU XUJIKUX PaIOaKTUBHBIX OTXOA0B HU3KOTO
U CPEOHEr0 YPOBHS aKTUBHOCTU IIMPOKO MPUMEHSI-
IOTCSI METOIbI COPOLIMY 1 MOHHOTO OOMeHa. DTU Me-
TOIIBI 001a1aI0T BBICOKOIT CEJIEKTUBHOCTHIO, YTO 03~
BOJISIET MCIIOJIL30BaTh MX B 3aJavyax BBIICICHMS 3a-
MaHHBIX paguoHyKIuaoB [5—7]. Heobxommmblil
BBICOKUIT yPOBEHD CEJICKTUBHOCTU U M30MpaTEIbHO-
CTH, IPHU IKCTPEMaJIbHBIX BHEIIHUX YCJIOBMSIX Cpe-
Ibl, MIPUCYLI TBepAo(ha3HbIM 3KCTpareHTaM, MOJy-
YEeHHBIM C ITOMOIIbI0 JInranaoB [8—11]. Panee Obu10
MpPOBEIEHO MCCIIeAOBaHMEe COPOIIMM aMepunns-241 n

ypaHa 13 MOJIEJbHBIX PAaCTBOPOB XUIKUX PaaIuOaK-
TUBHBIX OTXOJ0B C UCITOJIb30BaHMEM TBEPAO(DA3ZHOTO
sKcTpareHTa Ha ocHoBe N, N, N', N' — TeTpaoKTui-
murnukoiabamuna (TBOKC TOAT'A) [12]. B xone uc-
cJiegoBaHUs ompeleaeHbl Ko3dGUIMEHTH paclipe-
JIeJieHUST aMmepulnsi-241 u ypaHa Ha OIIBITHBIX 00pa3-
ax SKCTpareHTa M pacCYMTaHBl KO3(DGUIINESHTHI
pasneneHus mapbl amepuiuii-241/ypan. B pabore
OBUIM ONpOOOBaHbBI CEMb OIIBITHBIX O0Opa3loB
TBOKC TOATI'A. JIng yMeHBIIEHUST 00beMa U CO-
KpallleHUsI 3aTpaT MOAOOHBIX MCCIEOOBAaHUI OBLIO
pelIeHO MoKa3aTh BO3MOXHOCTh IPEABAPUTEIILHOIO
oTOOpa 00pas3loB FKCTpareHTa Ha OCHOBE pacueTa u
cpaBHEHUS WX KoapduimeHToB nuddy3un B Mpo-
Hecce copouuu. s 3Toro HeOOXOAUMO PACCMOT-
peTb KMHETHKY IIpOliecca, UTO IIPeaIiojiaracT omnpe-
JieJieHre CKopocTu peakuuu. O cCKOpocTu copOoumru
CYISIT IO KPUBBIM M3MEHEHUSI KOHIEHTPALIUM 3KC-
TparupyeMoro 3jJeMeHTa U3 00beMa IIPU KOHTAKTe C
9KCTPAreHTOM OT BPEMEHU, KOTOpasl 3aBUCHUT OT Be-
JIMYUHEL Koadduumenta nuddysuu. Llensio HacTo-
SIeit paOOTHI SIBJISIETCS TI0KA3aTh HA OCHOBE pacyeTa
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CABEJIBEB u np.

Tab6auna 1. Xapakrepuctuku uccienyeMbix oopasiios TBOKC TOAT'A

O6pas3erl DdyHKIIMOHAI [Mopucrocts, % | VaenbHas miowans 3epHa, M2/r |CpenHuil iuaMeTp 3epHa, MM
KaTUOHUT 33.8 87.0 1.0
2 KAaTUOHUT 57.7 11.8 1.25
3 HeUTpaJIbHBI 54.3 83.2 0.7

¥ CpaBHEHMS BeIMYMH KO3(pGUeHTOB mrudy3un
amepuusa-241 u ypaHa Ha mpuMepe UX COpOoLIUr U3
MOJIeJILHOTO PacTBOpa XUIKUX PaIMOAKTUBHBIX OT-
XOIIOB C UCITOTb30BAaHMUEM Pa3IMIHBIX OMBITHBIX 00-
pasoB TBOKC TOJ/I'A BO3MOXKHOCTBH OIpenese-
HUS oOpaslia ¢ HauboJiee BBICOKUMU KUHETUYECKU -
MM XapaKTepPUCTUKAMH.

[TOCTAHOBKA 3AJAYN UCCIIEJOBAHHWA

UccnengoBanne BIMSHNS BEIWMIMHBI KO3(PDUIIM-
eHTOB TN (Py31UM Ha CKOPOCTh MPOTEKAHUSI COPOLINU
amepunusa-241 m ypaHa HOpPOBONWIMCH [JISI TpPeX
onbITHEIX 00pa3tioB TBOKC TOAI'A n3 padortsr [12],
XapaKTEepUCTUKU KOTOPBIX ITPEICTaBJIEHHI B Ta0I. 1.

ITockonbKy copOLUS SIBISIETCSI CJIOKHBIM M MHO-
TOCTAAMIHBIM IIPOIIECCOM BO BpEMEHM, HEOOXOAUMO
ONpele/INTh JIMMUTUPYIOLIYIO CTaauio, KOTopas
omnpenesieT OOIIyI0 CKOPOCTh IIpollecca MHpHU MC-
MOJIL30BAHUM OIMBITHBIX 00pa3oB TBOKC TO/TA.
CKOpOoCTh MOHHOTO OOMEHa OoIIpeaeasercss Jnbo
CKopocThio nu(p¢Gy3un HEIOCPEICTBEHHO B 3€pHE
(reneBast nugdy3us), IM00 CKOpOoCThio nnuhdy3un B
HETIOABMXXHOM IIeHKe (TuieHouHast auddy3ust). Ta-
KM 00pa3zoM, I OMNpelelIeHUSI JIMMUTHUPYIOLIEeH
CTaguy OoOMeHa M pacueTa KoaddunmeHnra nuddy-
311, HEOOXOIMMO YMEHBIIUTh BIUSIHUE OJHOIO U3
A9THUX MEXaHM3MOB Ha KMHETUKY copouuu. [Toatomy,
IUIST OLIEHKU K03 duiineHToB 1uddy3un B KUHETH -
YeCKOM 3KCIIEpUMEHTE, UCITOJIb30BajICSI METO, OTpa-
HUYEHHOI'0 00beMa — OOMEHHBII IIPOILIeCC IIPOMUCXO-
JIUT B HEKOTOPOM PEaKTOpPe C IIOCTOSTHHBIM 00BEMOM
repeMeInruBaeMoro pacrsopa. McXomHBIN pacTBOp:
100 r/n NaNOs, 1235 mr/n U u 0.043 mr/n Am-241,
pH 3.4. OObeMHOE COOTHOIIIEHHWE pacTBopa W
TBBKC cocransuio 50:1.

JaHHBII MeTOH IToApa3yMeBaeT JOCTATOUHO BHI-
COKYIO CKOpPOCTb MepeHOoca BellleCTBa U3 pacTBopa K
IIOBEPXHOCTU COpOEHTAa M OTCYTCTBHME, WJIM claboe
BIustHue UG GY3MOHHOTO ITOrPAaHUYHOIO CJIOSl Ha
nuddysuto. s ycTpaHeHUS BHEITHUX TU(DDY3MOH-
HBIX OTpaHUYCHUIi, CBSI3aHHBIX C TIEPEHOCOM COpO-
THBa U3 00beMa pacTBOPa K ITOBEPXHOCTHOM IIJIEHKE
KUIKOCTU, TIOKPBIBAIOIIIEH 36pHO COPOEHTa, KCIIe-
PUMEHT IIPOBOAMJICS MPU TOCTOSTHHOM TIepeMeIln-
BaHuu pactBopa (V.. ~ 200 06/MUH.) U TeMmIepary-
pe okpyxaroieit cpensl (~23°C). Mcxons 3 3amaH-
HBIX TapaMeTpOB IKCIEPUMEHTa, Mpearojaraercs,
YTO KOHILIEHTpalus amepuiusg-241 1 ypaHa BO Bcex
TOYKaX 00beMa MOACIBHOIO pacTBOpa PaarOaKTUB-

BECTHUK HALIMOHAJIbBHOT'O UCCIENJOBATEJIbCKOI'O SAEPHOI'O YHUBEPCUTETA “MUON”

HBIX 0TX0moB M y moBepxHoctu TBOKC TOT'A
ITOCTOSTHHASI.

OLLEHKA KOODODOUITMEHTOB JUPDY3NN

Ha ocHoBaHMM BBIOpAaHHOTO MeETOHA, MAIOIIETO
BO3MOXHOCTb ONPEASINTh JUMUTUPYIOIIYIO CTaaWIO
rmpoliecca CopOlMM, pacCMOTpeHa KWHETHUKa IIpO-
1ecca copoumnu amepuliusi-241 v ypaHa Ha OIBITHBIX
oopasuax TBOKC TOATI'A. dxsa pacyera Koahdu-
LHUEHTOB AN Py31Hn OblJIa UCITOJIB30BaHA MOALIIH T'e-
JieBoli nudy3nr U3 orpaHMYEHHOTo 00beMa B ce-
puyecKoe TeJlo, OCHOBaHHAasI Ha CBSI3U JMHAMUKM 3a-
MOJIHEHUSI EMKOCTH COpOeHTa M BPEMEHU COPOIINN.
st pacuyeTa KO3 PULIUESHTOB TU(PDY3UU UCTIONb30-
Baju ypaBHeHue [13]:

Fty=1- %Zizexp(—pn%zt/rj), (1)

n=1 N
roe F — nonsa IIpeBpallleH1A BEeIEeCTBA, KOTOpasd sIB-

o 2
nsetcs dyHkuuei mapamerpa Dt/r, ; t — BpeMsl, B Te-
YEHUU KOTOPOIO NOCTUTraeTcsl JaHHAasl BeIW4YuH F,
n — gucno ciaraemeix (1, 2, 3, ...). OTHoOIIeHUEe —

Dr’ /r02 = B KOHCTaHTa CKOPOCTU TejieBoii nuddy-
sum (¢7'); D — xosdduuneHT reneBoit nuddys3uu,
cm?/c. Moncrasus B B ypaBHeHwue (1), moayuum:

o
Fiy=1-53" Lexp(-Bin®), 2)
T = n

rne Bt — Ge3pa3MepHbIii MapaMeTp, ONmpeaess IOt
mnddysuro B TBEpAOM cHEPUYECKOM TEJIE panuyca 7.
Pacuet koappurmmentoB nuddy3um amepunnsa-241 n
ypaHa B 3aBUCMMOCTU OT XapaKTePUCTUK OTBITHBIX
oopasuoB TBOKC TOJ/IT'A mpoBomumJIcst Ajist SKCIIe-
PUMEHTAIbHBIX JAHHBIX KUHETUKU COPOLIMU aMepHr-
uusi-241 u ypana [12]. Ucnonab3ysds KMHETMYECKUE
JlaHHbIEe COPOLIMHU, ObLJIa TTOCTPOEHA 3aBUCUMOCTD 3a-
MOJIHEHUSI €MKOCTU BKCTpareHTa OT BPEMEHM LIS
amepunusi-241 (puc. 1) u ypana (puc. 2) njs Bcex 0o6-
pasioB. M3 MOCTPOEHHBIX 3aBUCUMOCTEH CIIEIyeT,
YTO BpeMsl BbIXOJAa Ha paBHOBECHUE IpU CcOpOLUU
24 Am y Bcex MCCIeNOBaHHBIX 00Pa310B MOYTH OIM-
HAKOBOE U cocTaBiisieT ~240 MUH, paBHOBeCHAasI KOH-
LIEHTpallus ypaHa JOCTUTraeTcsl B o0pasliax ~ uyepes
1500 MuH.

JIuHelHBIN BUI 3aBUCYUMOCTU MOATBEPKIACT JIU-
MUTHUPYIOIIYIO cTamuio nuddy3un B da3e copoeHTa
JUIST 000OMX PamMOHYKIMIOB. TaHTeHC yria HaKJIOHA
Ne 4
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Puc. 1. 3aBrCcMMOCTb 3aMOJTHEHUSI eMKOCTH DKCTpareHTa
aMmepuimeM-241 ¢ oopasuamu 1 (o), 2 (), 3 ((J) ot Bpe-
MEHH.

STUX MPSAMBIX K OCU aOCIIMCC PaBeH BEJIUUYMHE KOH-
CTaHTHI resieBoit nuddy3un. OCHOBBIBAsICh HA MOTY-
YEHHBIX 3HAYEHHMSIX KOHCTAHTHI rejieBoi nuddy3uu,
ObLIM paccuuTaHbl KO3PPULUMEHTH TUuddy3umn st
Tpex oopasiioB TBOKC TOAT'A u3 MoaeabHOTo pac-
TBOpa. Pe3ynbTarhl pacueTa npeacTaBieHbl B Ta0. 2.

OBCYXJIEHWE PE3VJIbTATOB

IMonyyeHHBIe pe3yabTaThl pacuyeTa KoahhUulMeH-
TOoB MU Py3nn amepunsa-241 n ypaHa s Tpex o0-
pasuoB TBOKC TOT A B mpoliecce COpOLIMU U3 MO-
JIeJIbHOTO pacTBOpa KUIKUX PaavOaKTUBHBIX OTXO-
JIOB COBIIAAlOT C pe3yJbTaTaMu KMHETUYECKOTO
sKcnepuMeHTa [ 12] mo BpeMeHHU BbIXOla Ha paBHOBE-
cue. Takum o6pa3oM, MEXaHU3M KWHETUKH COPOLIUU
Ha TBOKC TOIATI'A ymoBiIeTBOPUTEIBHO ONMUCHIBA-
€TCsl MOJIeJIbIO TejieBoit nuddy3un, rae onpeaeasio-
IIIUMU CKOPOCTb TIpoliecca sIBasieTcsl Kod(h ULIMEeHT
mddy3nn 0OMEeHUBAIOIINXCSI MOHOB BHYTPH OITHIT-
HbIX 00pa3oB. Koaddbunmentsl nuddysun amepu-
nus-241 m ypana Ha oOpasumax TBODKC TOITA
GoJble 1y oopasia Ne 2 ¢ 60JbIIMM CPETHUM I1a-
METPOM M OOJIbIIIEH MOPUCTOCTHIO 3KCTpareHTa. Cie-
JIyeT OTMETUTh, YTO 3HAYeHUS KoadduienTa nud-

Ta6auna 2. PacuerHble 3HaUYeHUST KO3(MOULIMEHTOB TeJie-
Boii nudpdy3um Ha odpasiax TBOKC TOIATA
Koadpdument nud-
O6pasew | dy3nn amepnnus-241,
nx 1078 em?/c

Koadbduiment

nubdysnu ypaHa,
n x 1072 em?/c

2.3 1.3
1.6 1.2
3 0.4 0.1
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Puc. 2. 3aBUCHMMOCTD 3aIIOJIHEHUSI €MKOCTU SKCTpareHTa
ypaHoM ¢ obpasiamu 1 (o), 2 (0), 3 ((J) ot BpeMeHU.

dy3nn i amepuing-241 Ha MOpSIIOK BHEINIE, 9EM
i ypaHa st Tpex oopasnoB TBOKC TOAT'A. Bto
corjlacyeTcs ¢ JaHHBIMM O 0oJiee OBICTPOM 3aIlOJIHE -
HUYM eMKOCTH dKCTpareHTa amepunueM-241 B cucre-
Me 1 0oJiee BEICOKUMMU 3HAaYCHUSIMU KO3(PPULIIEH-
TOB 1uddy3un ajs Hero. [1poaHann3npoBaB pe3yiib-
TaThl pacdyera KoadduimeHToB auddy3um i
coponmm amepuins-241 m ypaHa M3 MOIEIBHOTO
pacTBOpa KUIKUX PagMOaKTUBHBIX OTXOIOB C MC-
MoJib30BaHMeM ONBITHBIX 00pa3ioB TBOKC TO/TA,
OBLT omnpenesieH odpasell ¢ HauboJjiee BBICOKOU CKO-
POCTBIO M3BJIEUCHMS I10 000MM paguoHyKaaM — Ne 2,
YTO ITOJTHOCTBIO COINIACYETCSI C pe3yJbTaTaMU KUHE-
TUYECKOIo 3KCIepuMeHTa [12].

BbIBOJbI

PaccunTansl koadounmeHTH 1nd@y3un aMmepu-
ns-241 n ypaHa B Ipoliecce MX cOponnm I Tpex
onbITHEIX oOpa3noB TBOKC TOHAI'A. Ilposenena
OlleHKa 3aBUCUMOCTH CKOPOCTM IPOTEKaHUs peak-
LIUY OT BeJIMYUHBI KO3dduumeHToB n1uddy3un. Oc-
HOBBIBAasICh Ha 3aBUCUMOCTH BEJIMYMHBI KO3DPUIIM-
eHTOB OUu(PdY3UU OT XapaKTEPUCTUK OIIBITHHIX
o6paszuoB TBOKC TO/II'A, pacyeTHBIM IyTEeM OITpe-
JIleJIeHa yBeJIWYEeHHas CKOPOCTb IIPOTEKaHUSI COpO-
WA 1J1 aMepuins-241 mo cpaBHeHMIO ¢ ypaHoM. Ha
OCHOBe pacueTa KoahPuirmeHToB 1uddy3un aMepu -
uus-241 u ypaHa omnpenesieH OMNbITHBII oOpaselr
TBOBKC TO/T'A ¢ HauboJiee BBICOKUMU KUHETUYE-
CKMMM xapakTtepuctukamMu — Ne 2. [TokazaHa BO3MOX-
HOCTbH COKpaIIleHNsI 00beMa U 3aTpaT IIpU IIPOBEACHNN
SKCIIEPUMEHTOB 110 COPOLMM MPHU IIPeaBaAPUTEIHFHOM
onpeneseHN Ko3dpPUIImeHToB T Py3nn.
Ne 4
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Determination of the Diffusion Coefficients of Americium and Uranium in the Process
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of Their Sorption on a Solid-Phase Extractant Based on TODGA

A. A. Savelev~*#, N. V. Klochkova“, and V. 1. Rachkov’
¢ All-Russia Research Institute of Chemical Technology, Moscow, 115409 Russia
b National Research Nuclear University MEPhI (Moscow Engineering Physics Institute), Moscow, 115409 Russia

#e-mail: AASavelev@mephi.ru
Received May 20, 2020; revised July 8, 2020; accepted September 9, 2020

Abstract—It has been shown that the sample with the highest kinetic characteristics can be determined from
the calculation and comparison of the values of the diffusion coefficients of americium-241 and uranium on
the example of their sorption from a model solution of liquid radioactive waste using various experimental
samples of solid-phase extractant based on TODGA. The diffusion coefficients of americium-241 and ura-
nium during their sorption have been calculated for three experimental samples of solid-phase extractant
based on TODGA. The dependence of the reaction rate on the diffusion coefficients has been estimated. An
increased sorption rate for americium-241 in comparison with uranium has been calculated from the depen-
dence of the diffusion coefficients on the characteristics of the experimental samples of solid-phase extractant
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based on TODGA. Prototype no. 2 of solid-phase extractant based on TODGA with the highest kinetic char-
acteristics has been determined from the calculation of the diffusion coefficients of americium-241 and ura-
nium. The possibility of reducing the volume and costs of sorption experiments with preliminary determina-

tion of diffusion coefficients has been shown.

Keywords: sorption, sorption kinetics, diffusion coefficient, americium, liquid radioactive waste, TODGA
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