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BBeneHue

Ha pa3nmuunpix 5Tanax sJepHOro TOIUIMBHOTO IIMKIA, MPU TMPOU3BOACTBE U
WCIIBITAHUAX SJIEPHOTO OPYXKHS, TPU TepepaboTKe M 3aXOpPOHEHUU PaTUOAKTUBHBIX
OTXOJIOB MOTYT BO3HUKATh OOIIUPHBIE O00JIACTH 3arps3HEHUs] TMOYBBI M TPYHTOB,
MpEACTABIISAIONIUE OOJIBIIYIO OMACHOCTD JUISl YeJI0BEKa U MPUPOIHBIX cooldIecTB. Ocobo
OMACHO 3arps3HEHUE JOJITOXKUBYIIMMHU HM30TOIMAMM AKTUHUIOB (IIPEXKJE BCETO 238py,
239Pu, 240Pu, 237Np, 241Am), MOCTYNAIOIMMMU C MHIIEH U Yepe3 JAbIXaTelbHbIE ITyTH U

BBI3bIBalOIIIMMH HCO6paTI/IMBIe MyTalli B OpraHru3ME JXUBOTHBIX M YCJIOBCKA.

OnacHOCTh pPaJMOAKTUBHOTO 3arpsi3HEHUs BOJHBIX JKOCHCTEM U MOCTYILICHUS
AKTUHUJIOB B TpO(UYECKHUE 1IETIH CBA3aHA C TEM, YTO 3TU DJIEMEHTHI B BHICHINX CTETIEHAX
okucinenus (VI, V) NoABMKHBI M MOTYT MUIPHUPOBATH KaK MO TOYBEHHOMY CJIOKO

(BepTI/IKaHBHa}I MI/IFpaI_II/ISI), TaK 1 € IIOJ3CMHBIMU BOJaMHU (FOpI/ISOHTaJ'IBHaSI MI/IFpaLII/IH).

B Hacrosiiee Bpemsi caMbIM paclpOCTPAaHEHHBIM CIMOCOOOM KyHMHpPOBaHUS
PaJIMOaKTUBHOTO 3arpsI3HEHISI TIOYB SIBIISICTCS YAAJICHHE BEPXHETO CIIOS C TIOCIIE Y IOIIM
3aXOPOHEHHWEM €ro B MOTWIBHUKAaX. OCHOBHBIM TEXHOJOTUYECKUM pEIICHUEM IMpH
PEKyJIbTUBAIIMUA  3arpS3HEHHBIX BOJIOHOCHBIX TOPHU3OHTOB SIBJISIETCS BBIKAUMBAHUE
MOJI3EMHBIX BOJI, WX 00pabOoTKa MOHOOOMEHHBIMU CMOJIAMU WJIM DKCTpareHTamu JijIst
yaJeHUus] MaKpOKOJIMYECTB PAJAUOHYKIIUIOB U MOCIIEIYIONIas 3aKauyKa OUMINEHHBIX BOJ] B
BOJIOHOCHBIE TOpU3OHTHI [1]. O6a crocoba mpeacTaBiasioT coOoi JOporocrosiue u

Maj03QGHEeKTUBHBIE TEXHOJIOTUYECKHIE PEIICHUS.

B nacrosimee BpeMs 00JIbIIOE KOJIMYECTBO UCCIENOBAaHUIl MOCBALICHO pa3paboTKe
QJIbTEPHATUBHBIX TEXHOJOTMI J1€3aKTUBAllMU, W OJHON M3 Hambojee MepCreKTUBHBIX
ABIISIIOTCSL TIpoHUIaeMble peakimonHbeie Oapbepbl (IIPB). IIPb mpeacraisier coOoii
COpOEHT (peaKIMOHHBI MaTepuai), IMOMELICHHBI B CIEHUAIbHO I1OATOTOBJIECHHBIE
VH)KEHEPHBIE COOpYKeHUs (YKpEIUIEHHbIE TPAHLIEH), HAIIPABICHHbBIE NEPIIEHAUKYIIPHO
JIBIDKEHUIO 3arpsi3HEHHBIX IOA3€MHBIX BoJ [2]. Hambomee mmpoko HCHOIB3yeMBIMU
PEAaKIMOHHBIMU MaTEpUAIAMU  SIBIIAIOTCS CTPY)KKUM METaJUIMYECKOro JKele3a (Fe"),
AKTUBHMPOBAHHBIA yroyib, 1eoauTel U Topd. bonpmmHcTBO M3 cymectByromux [IPb
IIPEIHA3HAYEHO JUI BOCCTAHOBJICHUS XJIOPUPOBAHHBIX YIVIEBOJOPOIOB C IIOMOIUIBIO
METAJUIMYECKOro Kele3a. Jlnmb Manas J10Js NPOHUIIAEMBIX PEKIMOHHBIX OapbepoB

HaripaBiieHa Ha BocctaHoBiieHue Cr(VI), HUTpaToB ¥ Ha COpOIUIO PAIMOHYKINUJIOB [3].

HepCHeKTI/IBHBIMI/I pearcHraMu, KOTOpPBIC MOKHO HUCIIOJIB30BaThH B I[IPb s

BOCCTAHOBJICHUSA H HOCJ'ICI[YIOIJ_ICIL/’I I/IMMO6I/IJ'II/138.I_II/II/I Pa3JIMYHBIX 3KOTOKCUKAHTOB, B TOM
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YHCJI€ U AKTUHUJIOB B BBICOKUX CTENEHSX OKUCIIEHMUSI, IBJISIOTCS TYMUHOBBIE BEIIECTBA U
UX Mpou3BOjHbIE. ['YMUHOBBIE BelECTBA - MOJUIUCIEPCHBIE BEIECTBA NEPEMEHHOIO
cocTaBa, 00pa3ylollue OpraHUYecKylo 4acTh Mo4YBbl. C XMMUYECKOW TOYKHU 3pEHHUS OHU
MPEACTABISAIOT CO00M apoMaTUUYECKUE THAPOKCOIIOIMKUACIOTHL. B CTpyKType r'yMHUHOBBIX
BEIIIECTB MPUCYTCTBYIOT THIPOXUHOHHBIE M MUPOKATEXMHOBBIE ()PArMEHThI, KOTOPHIE

O6YCJ'I&BJ'II/IB€1IOT UX BOCCTAHOBUTEJIbHBIC CBOMCTBA.

B Hacrosieil pabote ucciaeqoBaHbl penaparbl TyMyCOBBIX KUCIIOT JIEOHApAUTa
(BepXHETro OKHUCIECHHOIO CJIOSl YIJisA) U MX MPOU3BOJHBIC, B CTPYKTYPY KOTOPBIX OBLIH
BBEJICHBI JIOMOJHUTEIbHBIE THAPOXMHOHHBIC (parMeHThl. Hanuune Takux CTPYKTYp
MOXET OO€CIEeUUTh BO3MOXXHOCTh KCIOJb30BaHUS JIAHHBIX PEAreHTOB YISl IPSIMOTO
BOCCTAHOBJICHUSI aKTUHUAOB. BpiOOp naHHOro THHAa MOAW(UKAIUUA OO0YCIOBIEH
JIOCTATOYHO  HU3KUM  OKHUCIUTEIbHO-BOCCTAHOBUTEJIbHBIM  MOTEHIMAJIOM  Tapbl
XUHOH-TUJIPOXHUHOH (+0.7 B) [4]. BoccranoBiieHHBIE AKTUHU B MOTYT
MMMOOWIN30BHIBAThCSI HA MAaTpHUIlE TYMUHOBBIX BEIIECTB, KOTOpas OJHOBPEMEHHO
SIBJISIETCS. XOPOIIMM KOMIUIEKCOOOP33YIOIIMM ar€HTOM JJIsi TPEeX- W YEThIPEXBaJECHTHBIX
AKTUHUIOB. [ MIpOXMHOHHBIE TPOU3BOHBIE TYMUHOBBIX BEIIECTB MOTYT TaK¥K€ CIIYKUTh
U XOpPOILIMMHU PEJIOKC-MEIMaTopamMu JUIsl MPOLECCOB OMOTUYECKOIO BOCCTAHOBIICHUS

aKTUHUJIOB.

B cBiI3M ¢ WM3I0KEHHBIM 1IEJBIO HACTOAINIEH AUIUIOMHOW paOoOThl SIBHJIOCH
UCCJICIOBAHUE OKHUCIUTEIBHO-BOCCTAHOBUTEIBHBIX U KOMIUIEKCOOOPA3YIOIUX CBOMNCTB
TYMUHOBBIX BEIIECTB U MX MPOU3BOJHBIX MO OTHONIEHWIO K HMOHAM IUIyTOHUS B

PA3JINYHBIX CTCTICHAX OKUCJICHUS.



1 O6G30p nutepartypbl

1.1 O6wan xapakTepucTuka ryMMHOBbLIX BeLleCTB.

I'ymunoBeie BemectBa (I'B) - 3TOo cioxHBIE CcMecu YCTOWYMBBIX K
OMOJIECTPYKIIUU BHICOKOMOJIEKYISIPHBIX TEMHO-OKPAIIIEHHBIX OPTaHUYECKUX COEUHEHUN
MPUPOJHOTO TPOUCXOXKACHHUS, OOpa3yIOMMXCS TPU Pa3JOKEHUH PACTUTEIBHBIX U
JKUBOTHBIX OCTaTKOB TOJ JICCTBHEM MHUKPOOPTaHU3MOB U aOMOTHYECKUX (PaKTOpOB
cpensl [S]. I'B mpeacraBisioT coboif MakpOKOMIIOHEHTY OpPraHUUYECKOIo BEIeCTBa
MOYBEHHBIX M BOJHBIX JKOCHCTEM, a TaKXK€ TBEPJIBIX TOPIOUMX HCKOMmaeMbIx. Mx
cojJiep>)kaHue B MmouBax U Bogax cocraBisieT 60-80 % or oOiiero opraHu4eckoro

BelIeCTBa, B TOpdax U yrisx oHo kojebdiercs ot 20 1o 90 % [6].

O6menpunstas wiaccupukarus [B[7, 8] ocHoBaHa Ha pa3iuuuu B
pacTBOpUMOCTH B KucioTtax u 1menodax. CormacHo »toit kinaccudukanuu ['B
MOAPA3ICIA0T HAa TPHU COCTABISIOIIME: TyMHUH - HEU3BIEKAEMBIH OCTATOK,
HEpPAaCTBOPUMBIM HM B IIejoyYax, HU B Kucjiorax; rymuHoBble kuciotel (['K) -
¢bpakuust I'B, pacTBoprmas B 1menodax M HepacTBopuMas B kuciortax (mpu pH < 2);
dbynbBokuciotel (PK) -dpaxmus I'B, pactBopumas u B mienodax, U B Kucjorax. B
KauecTBe O0OOOIIAIOMIEr0 Ha3BaHUs, OO0O3HAYAIOMIET0 KAaK T[yMUHOBBIE, TakK WU
(GyJIbBOKUCIOTHI, TPUMEHSIOT TEPMUH "TYMYCOBBIE KUCIOTHI". 'yMyCOBBIE KHCIOTHI
SABJISIIOTCSI HauboJiee MOABMKHON M peaKIIMOHHOCTIOCOOHOM KommoHeHTo I'B, akTuBHO
YYacCTBYIOIIEH B XUMUYECKUX IpOIeccax, MPOTEKAIUX B 3Kocucrtemax [7, 8, 9].

I'B mpencraBisitor co0o0il 00BEKTHI CTOXAaCTUYECKOTO XapakTepa, CJIO0KHOCTh
CTPOEHMSI KOTOPBIX XOPOIIO MJUTIOCTPUPYET MPUBEACHHAS HUKE MOJIEIb CTPYKTYPHOTO

¢dbparmenTa rymycoBbix Kuciot nous [ 10] (puc. 1).
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Puc. 1. 'unoretnueckuit cTpyKTypHBIH parMeHT I'yMyCOBBIX KUCJIOT 1ouB [10].

CroxacTuyeckuii xapakTep T'YMUHOBBIX BEIIECTB SIBISETCS CIEICTBUEM TOTO,
YTO TMpollecc UX 00pa3oBaHUs, B OTIMYUE OT OUOXMMHUYECKOIO CHHTE3a JKHUBOIO
BENIECTBA, HE MMeEET reHeTuyeckoro koxa. CuHre3 ['B mpoucxoaut mo NpUHIHAILY
€CTECTBEHHOTo 0TOOpa HanboJiee YCTOWUUBBIX K OMOJIerpaaliui CTPYKTYp: UX BpeMs
KU3HU B OKpYXKaroleil cpejie Mcuyucisercss COTHAMHU U Teicsiyamu JieT [7, 8]. Kak
BUJHO U3 TPUBEJCHHOIO CTPYKTYpHOro ¢parMeHTa, IO CBOEH XUMHUUECKOMU
NpUPOJIE OHU TMPEJCTABISIOT COOON HEpEerysipHble COMOJIUMEPHI apOMATUUECKUX
OKCHUITOJIMKAPOOHOBBIX KHCJIOT € BKIIOYEHHSIMH a30TCOJACpPKAIMX U YIJIEBOJIHBIX
(¢parMeHTOB. YKa3aHHOE CTPOEHUE - HAJUUYKUe KapKacHOU yacTu, T.e. apoMaTH4YECKOTO
YIJIEPOJAHOTO CKEJNEeTa, 3aMEIIEHHOr0 AJKWIbHBIMU U (PYHKIIMOHAJIBHBIMU TPYIIIAMHU,
Cper  KOTOphIX IpeolsiafaloT  KapOOKCHJIbHBIE W THIPOKCHJIbHBIE, U
nepudepudeckoit yacTu, oOOrameHHOW NOJIUCAXAPUIHBIMU W TMOJUNEHTUIHBIMU
dbparmenTamu, - siBisieTcst ooumM st ['B Beex uctounukoB npoucxoxaeHus. [lo aroit
npuurHe ctpoeHue I'B ciokHee cTpoeHUs Ipyrux MNPUPOIHBIX coeuHeHuil (Hedtu,

JUTHUHBI U YTIIN).

B cuminy ci10XHOCTH CTpOEHHS, CHEKTp B3aMMOJICHCTBUN, B KOTOPBIE MOTYT
BcTtynath ['B u, B ocoO0eHHOCTH, UX Haumbojee peakKIMOHHOCIIOCOOHAs 4acTh -
TYMyCOBBIE  KHCJIOTHl YHHKaIbHO IMUPOK. Hanwume Takux  rpymm, — Kak
KapOOKCUJIbHBIC, THAPOKCUIbHBIE M KapOOHWJIbHBIE B COUETAHUU C MPUCYTCTBUEM
apOMAaTHUYECKUX CTPYKTYp 0O€CIeunuBaeT CrOCOOHOCTh TYMYCOBBIX KUCJIOT BCTYIAaTh B
WOHHBIE U JIOHOPHO-aKIIENTOPHbIE B3aUMOJEUCTBUS, 00pPa30BBIBATh BOJOPOJHbBIC

CBA3HU, aKTUBHO Y4aCTBOBAThH B C0p6I_II/IOHHBIX nmponeccax. TaK, I'YMYCOBBEIC KUCJIOTBI



XOPOIIO CBA3BIBAIOT BOJY, CIOCOOHBI K MOHHOMY OOMEHY, 00pa3ylOT KOMILJIEKCHI C
MeTaJIaMU ¥ aJJIyKThI C pa3INYHBIMU KJIACCAMU OPTraHUYECKUX COEIMHEHUH.

O6nanast yka3aHHBIMM CBOMCTBaMM, T'YMYCOBBIE KHUCIOTHI BBINOJHSIOT IIEJIBINA
HaOOp BaxHBIX OuochepHbx QyHKIMA. K HUX 4YMCIy OTHOCSATCS CTPYKTYpHUpOBaHUE
nouBkl [11, 12], HakomjeHWE MNHUTATEIBHBIX DSJIEMEHTOB W MHUKPOIJIEMEHTOB B
JTOCTYymHO#M st pacteHuid Qopme [13], peryinpoBaHue TIE€OXMMUUYECKHUX TOTOKOB
METAJUIOB B BOJIHBIX M ITOYBEHHBIX 3Kocuctemax [14, 15, 16, 7]. K kxoHiy
JIBQ/IIIATOTO BEKa, OJHOH W3 OCHOBHBIX MPOOJEM KOTOPOro SBISETCS XHMHUYECKOE
3arpsi3HEHUE OKpYyXkarolel cpejbl, Jo0aBuiIach emie u nporekropHas Qynkuus. [Tox
MPOTEKTOPHBIM JEHCTBUEM TYMYCOBBIX KHUCJIOT IMOJpa3yMeBalOT UX CHOCOOHOCTH
CBSI3BIBATh B IPOYHBIE KOMIIJIEKCHl KAaK HMOHBI METAJJOB, TaK M OpraHUYECKUe
SKOTOKCUKAHTHl B 3arpsi3HEHHBIX BOJIHBIX U IMOYBEHHBIX cpenax [8]. Dkonormyeckue
MOCJECTBUSI TaKOro CBS3BIBAaHUS - H3MEHeHHe ¢GopM  CYIIECTBOBAHUSA
DKOTOKCMKAHTOB U  MX  MWUIpPAIMOHHON  cmocobHocTH [17],  yMmMeHbleHUe
ouonoctynHoctu [18, 19] u Tokcuunoctu [20]. [locaennee oOGCcTOSATENBCTBO BeCchMa
BaXKHO U CBSI3aHO C T€M, UTO MAaKCUMaJIbHOI aKTMBHOCTBIO 00JagaeT cBoOo Has hopma
TOKCUKaHTa. CBsi3aHHOE BEIECTBO TEPSAET CBOIO TOKCUYHOCTH. Ha 3TOM ocHOBaHWU

T'YMYCOBBIC KHCJIOTBI MOKHO paCCMAaTpUBATh KaK IIPUPOAHBIC JCTOKCUKAHTHI.

Oco0oe 3HaueHHWE HMEET MPOTEKTOpHAs (YHKIUS TYMYCOBBIX KHCIOT TIO
OTHOIIIEHUIO K aKTHUHUJaM. byaydum >»KeCTKUMU KHUCIOTaMH, aKTHMHHUJIBI 00JaJaioT
BBICOKUM CPOJICTBOM K CBSI3BIBAHHIO C KHUCJIOPOACOJEpKAMMMMHU (DYHKIIMOHATBHBIMU
rpynnamMy TyMYCOBBIX KHCJIOT. DTO OIpeJessieT BaKHYIO POJIb TYMYCOBBIX KHCIOT B
MIOBEJICHUM aKTUHHUJOB B OKpYXKaloIE cpejie, pacCCMOTPEHUIO KOTOPOIl MOCBSIIEHA

ccayromas riiaBa.

1.2 BnnsitHue ryMmmHOBLIX BelecTB Ha NoBeAeHue akTUHUAOB
B OKpYy>XXarolien cpepe.

1.2.1 O6wan xapakTepucTuKka XMMU4YeCKMX CBOMCTB aKTUHUOOB

CeMeiicTBO aKTUHUJOB COCTOUT U3 14 paamoakTUBHBIX 3i1eMeHTOB III rpymmer 7-
ro nepuoja Nepuojndeckoil cuctemsl, cieayronmx 3a aktuauem (Th, Pa, U, Np, Pu,
Am, Cm, Bk, Cf, Es, Fm, Md, No, Lr). Kak u 1aAaTaauapl, akTiHUAB 00bEIUHSIIOTCS B
OT/ICJIBHYIO TpyIlTy OJjiarojiapsi CXOJACTBY BHEIIHUX DJEKTPOHHBIX 00O0JIOYEK aTOMOB,

yeM 06}7CJ'IOBJ'I€Ha OJM30CTh MHOTMX XMMHYCCKUX CBOWCTB.



IIpu mocienoBaTeabHOM Iepexoje OoT Ac K Lr HOBBIE SJIEKTPOHBI 3aMOJHSIOT
MecCTa He Ha BHEITHUX 000JI0UKax — IIECTON U celbMOH, a Ha Oosee OnuM3KoH K sSapy Jf
obOonouke. BcneacTBue 5TOro CTpoeHHE JBYX BHEIIHMX O00JOYEK OKa3bIBaeTcs
OJIMHAKOBBIM. Y TIEPBBIX aKTUHUOB (JI0 aMEPUIIUsi) SHEPTUH CBS3H Jf U 6d dJIEKTPOHOB C
AIpOM Majo pa3jinuyaloTCs, NMPUYEM HHOI/IAa SHEPrusi CBA3U S5f DJIEKTPOHOB OOJbIIE
SHEPruu CBSI3U 6d HIIEKTPOHOB, MOATOMY Y ATOMOB M HMOHOB RJIEMEHTOB, CJEIYIOIINX

HEIOCPEJCTBEHHO 32 aKTMHUEM, MOTYT 3aIOJIHATHCSA Jf U (WIK) 6d 000I0UKH.

CreneHu OKHMCIEHMS, XapaKTepHbIE /I aKTUHUI0B, YpE3BbIYaliHO pa3HOOOPA3HBI.
IlepBbie wieHBI ceMelicTBa UMEIOT HECKOJIBKO YCTOMUMBBIX cTeneHei okuciaenus. s U
u Np Hambonee xapakrepHsl +4, +5, +6, y Pu nossisercs creneHbp OKuciaeHus +3,
KOTOpas A1 Am siisiercss HauOosee ycroitunBoil. Cm u Bk B BOJHBIX pacTBOpax MOryT
MMETh OTHOCHUTEJIbHO YCTOWUMBYIO cTereHb okuciaenus +4, a Cf, Es, Fm, Md u No —
TaKKe +2.

ITo xumuyeckoMy MoBeIeHUIO Haubosiee cxoxu mexay coborr U, Np, Pu u Am.
Onementsl Bk, Fm, Md, No n Lr no XuMudeckuM cBOICTBaM IOJOOHBI JJaHTAHHUIAM.
AKTUHUIBI CKIIOHHBI K OOpa30BaHMIO KOMIUIEKCHBIX COEAMHEHHH, OCOOEHHO ¢
KUCTIOPOJICOACPKAIIMMH ~ JIMTAHJIaMU, TIPU OTOM JUIsl HHUX XapaKTepPHBI BBICOKUE

KOOPpAWHAIIMOHHLBIC YKMCJIa, BIUIOTh 0 12.

BaxkHoe mnpakTMyeckoe 3HaueHHME B CBA3M ¢ IMpolieMaMu  IepepaboTKu
OOJIy4EHHOIr'0 SIIEPHOTO TOIUIMBA W pas3AeieHUs] aKTUHHJIOB MMEET XUMHS BOJHBIX
pacTBOpoB. B KHCIBIX BOJHBIX pacTBOpax CYIIECTBYIOT CJEIYIOIIUE BUJbl KaTHOHOB:
M3+, M4+, MO, ", M022+. Jlnst Np u3BectHO, juis Pu [26] npennonaraercs CylecTBOBAaHUE
katrona MO;". Karnonsr MO," 1 MO,*" o6nanator poyHOil cBs3bt0 M-O. DHeprun
I'nb6ca oOpa3oBaHUsI MOHOB aKTUHUOB B PA3HBIX CTENEHSAX OKHUCIEHUS ONM3KUA MEKIY

CO6OI>1, IO3TOMY B paCcTBOPC MOTYT OAHOBPECMCHHO IIPUCYTCTBOBATHL PA3JIMYHBIC NOHBI.

Jns coenuHeHMid aKTMHUAOB B BOAHBIX pacTBOpax XapakTEpHBbI THUIPOJIN3,
MOJIMMEPU3aLIUs, KOMIUIEKCOOOpa30BaHUE, a TaKKe TUCIPONOpIIMOHpoBanue [21].

Hau6omsinee mpakrideckoe 3Hadenue umeror U, Pu, Th u Np. Hyxmasr U u
%Py —TOMINBO B SIAEPHOI YHEPreTHKE, HCTOUHNKH SHEPTHH B SACPHOM OPYKHIL; = Pu 1
*YCm MCcmonB3yIoT B MPOM3BOACTBE SACPHBIX HCTOYHHMKOB ICKTPUYECKOTO TOKA B
OOPTOBBIX KOCMUYECKUX cucTeMax. Topuit — MepcrneKTUBHOE TOILIMBO B YPaH-TOPUEBBIX
peakTopax. HekoTopbie HYKIUIbl aKTUHUIOB HCIIONB3YIOT B MEIUITUHE, Je(PEKTOCKOMHH,
AKTUBAIIMOHHOM aHAJIU3€ U B JPYTUX 00JIaCTAX.

1.2.2 ACTOYHUKM NOCTYNNEeHUA aKTUHUAOB B OKpYyXaloLyLo cpeay

TpancypaHnoBbie 2jieMeHTHI (IUTyTOHUM, HENTYHUH, aMEpUIlid, KIOpuil) Hadalu

MOCTYTIaTh B OKPYKAIOIIYIO Cpeay B cepeanHe XX BeKa C HAdyalioM pa3pabdOTKUA U
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UCTIBITAHUN  AIepHOrO Opykusi [22]. OCHOBHbIE HWCTOYHHUKU 3arps3HEHUS OTO -
WCIIBITAHUS SJIEPHOTO OpPY>KHSl, HEKOTOPBIE 3TAIbl AJIEPHOTO TOIUIMBHOTO IUKJIA, aBapUU
HA AaTOMHBIX DJIGKTPOCTAHIIMSX W JIeTaTeNIbHBIX arfmaparax, MpudeM Haubosee

S3HAYUMBIMHU ABJIAFOTCS UCHBITAHUA AACPHOI'0 OPYIKHUS.

N30Tombl  TpaHCYpaHOBBIX DJIEMEHTOB O00pa3yloTcs B pe3ysbTare SAEpHBIX
MpeBpanieHuit 1oy JeicTBUEM HEHTPOHOB P pabOTe aTOMHBIX PEAKTOPOB M SIEPHBIX
B3pbIBaX. bDOJBIIMHCTBO W3 HHUX SBIIIOTCA  OTHOCHUTEIBHO  JOJIOKHABYUIUMU

M3JIydaTes MU U 00J1a/1al0T BEICOKOU paliOTOKCUIHOCTHIO.

HpI/ICYTCTBI/Ie PAa3IMYHBIX PACTBOPCHHBIX OPTaHUYCCKHUX W HCOTPAaHUYCCKUX
BCHICCTB CO3ACT YCJIOBUA, KOTOPBIC o0ecIeunBaoT IMPOTCKAHUC B BOJIHOM (1)336 KakK
OKHUCIUTCIIBHO-BOCCTAHOBUTCIIBHBIX peaKuHﬁ, TaKk " peaKI_II/Iﬁ KOMHJ’ICKCOO6paSOBaHI/I}I.
KOJ'IJ'IOPII[HBI@ N B3BCHICHHBIC 4YaCTHIBI, TaKHC KaK JOHHBIC OCaAKHM, a TaKKC
MHHCPAJIbHBIC 1 ITOUBCHHELIC ITIOBCPXHOCTHU BCTYIIAIOT B COp6HI/IOHHBIe B3aMMO/JICUCTBUS C
AKTUHHUIaMKU, Ha KOTOPLIC BJIHAIKOT, KaK CTCIICHb OKHCIICHHUA aKTHMHHW/A, TaK H

XUMUYECKHE U PU3NUECKue CBONCTB KUJIKOW U TBepoit da3 [23].

HOBCI[GHI/IG IUIYTOHUA B Opr}KaIOI_HCﬁ cpeac ABIACTCA XapaKTCPHBIM ITOBCJACHUCM
PACCCAHHOTO 3JICMCHTA. B ocHOBHOM 3TO MoApPa3yMEBACT BKIIFOUCHUC PA/ITMOHYKIIMIOB B
COCAMHCHUA IOPYIUX XUMHUYCCKHUX 3JICMCHTOB, B 4YaCTHOCTU THHOMOp(l)HBIX QJICMCHTOB

MIPUPOIHBIX 30H [24].

Tak xak pganHas pabota OblJa TIOCBAIEHA W3YUYEHUIO B3aUMOJCHCTBUS
COCIMHEHUN IUTyTOHUS C TYMUHOBBIMU BeEIIECTBaMU, TO Oojiee MOJPOOHO MBI

OCTaHOBHMMCS Ha MOBEJICHUU U CBOMCTBAX IITYTOHMHA.

239 . .

B npupone Py o0Opa3yeTcsi B ypaHOBBIX pyAax MOJ JAEHCTBUEM HEUTPOHOB HA
2 . 12 .
#u. [Ipuponnoe copepxkanue ero B pyaax coctapisieT 0.4-15 vacreit Ha 10~ yacreit

ypana [25], cornacHo [29] copaepkaHue 239

Pu B CMOJSHBIX ¥ MOHAIIUTOBBIX pyaax
KoJe0JsieTcsl B HEOOJIBIINX TMpejieax: 29pu:U = (0.7 - 2)- 10", Llensrit psan daxTopos
OKa3bIBAET CYIIECTBEHHOE BIIMSHUE HA MUTPALMIO ILUTYTOHUS B OKpY>Karollei cpene. 1o
CTeNeHb OKHcieHus, pH, NpucyTcTBUE HEOPraHMUYECKUX AHMOHOB (B MEPBYIO OYEPE/lb,
KapOOHATOB) W OPraHUYECKMX KOMIUICKCYIOIIUX areHToB (TyMYCOBBIX KHCJIOT),

COpOIIMOHHBIE CBOMCTBA MUHEPAJIBHBIX (a3.

OCHOBHBIE CBOICTBA ILUTYTOHUS U €T0 MIOBEJICHUE B OKpYIKaroIIei cpese

[ImyTOHMST MMEeT M30TOIBl C MACCOBBIMHM yuciIaMHu oT 236 1o 244 u Bce OHU

ABJISIIOTCA paaArOAaKTHBHBIMH.
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Tabnuna 1. SnepHo-¢puznueckre cBOHCTBA U30TOIMOB TUTyTOHUS [26]

Tun pacnaz[a n 3Hepr 156, I/I3J'Iy‘—IeHI/ISI
H3oTon Ty, C
o (MaB) B (x2B) Y (x3B)
Zopy 9.10’ 5.768
>¥py 2.77-10° 5.499
>7py 7.61-107 5.157 129
“Opy 2.07-107 5.168
“py 45310 4.896 20.8 149
“py 1.1810° 4.901
Py 1.78-10° 490 84
“py 3.16-107 4.589

1.2.3 DopMbI cyLecTBOBaHUA NNYTOHUA U Nepexoabl MeXxay HUMN.

B Ttabnumax 2-4 npuBeneHsl (QopMaigbHbIE IMOTEHIHMAIBI  OKHCIUTEIbHO-
BOCCTAHOBUTEJIBHBIX CUCTEM C YYAaCTHEM ILUTYTOHMS MPU pa3inuHbiX 3HadeHusx pH. [Ipu
OTpeJIEIIEHHBIX YCIIOBUSAX BO3MOYKHBI peakuuu JUCTIPONIOPIIMOHUPOBAHUS
YETHIPEXBAJIEHTHOTO 3Pu(IV) — 2Pu(IIl) + Pu(VI) u MATUBAJICHTHOTO
2Pu(V) — Pu(IV)+Pu(VIl) mnyronusa. B pe3syapraTe »THUX MponeccoB oOpasyercs
CJIOXHAsI CMECh COEJMHEHHI TUTyTOHUS B Pa3HBIX CTeneHsx okucieHus. [loTeHImanbl
nap KOMIUIEKCHBIX MOHOB IUTYTOHUSI OTJIMYAIOTCS OT TMOTEHIIUAJIOB ISl aKBAaTUPOBAHHBIX
noHOB (cymectBytomux, Hampumep, B HCIO,). IloaTomy B 3aBUCMMOCTH OT
KOHIEHTPAIlUd MOHOB BOJIOPOJA, TUIA AaHUOHOB M UX KOHIIEHTPALIMA MOYKET U3MEHSTHCS
HampaBJieHHE (a TaKKe CKOPOCTh) peakuil JUCIPONOPIUOHUPOBAHUS U, CJIE€I0BATENBHO,

BaJICHTHBIN COCTaB B pAaBHOBECHOU CUCTEME.

IIpeBpanieHus Pu** < Pu*" 1 PuO," <> PuO,”" ne cesisansl ¢ pa3pylLIEHUEM WU
BO3HUKHOBeHMEM CBs3u Pu-O u modTomMy SBISIFOTCS oOpatuMbiMu. Hampotus,
MIpeBpalieHus Putt > PuO22+, Put - PuO2", Pu > Pu022+, Pu** = Pu02** wu
0o0paTHO, MPOTEKAIOIINE C OTPHIBOM WU MPUCOETIUHEHUEM KUCIOPOAa, OCYIIECTBIISIFOTCS
C TPYJOM.

[Ipn BBICOKHUX KOHIEHTpaLUAX TUTY TOHMSI BEJIMKA BEPOSITHOCTh
nuctiporiopiinonupoBanus Pu(IV) u Pu(V). B cuapHOKHCIBIX cpeax U B MPUCYTCTBUU

KOMILIEKCYIOIUX aHUOHOB, HAIlpUMeEp, HUTPATOB, Mpoucxoaut cradbminusamnus Pu(IV) u,
Hao00poT, MoHWkKaercs ycrounBocts Pu(V) [29].

11



Tabmuma 2. ®opmaibHble OKHCIUTEIBHO-BOCCTAHOBUTEIbHBIE —ITOTEHIIAAIIBI
IUTyTOHMS B KUCIbIX pacTBopax (pH=0) B 1 M HCIO,

E", B
YpaBHeHHe nojypeakuuu
[27] [28] [29 [30]
PuO;" +2H" + & > PuO,” +H,0 - - - 2.338
PuO,” +& — PuO," 0.916 0.9164 0.93 0.915
PuO,” +4H + & — Pu*" + 2H,0 1.170 1.161 1.15 1.122
Put+e - Pu’’ 0.982 0.9819 0.97 0.979
Pu’’ + 3¢ — Pu’ - - -2.03 -2.027
PuO," +4H" + 2& — Pu’" +2H,0 - - - 1.050
PuO,” +4H" + 26 — Pu*" + 2H,0 1.043 1.043 1.04 1.018
PuO,”" +4H" + 38 — Pu’>" +2H,0 1.013 1.0228 - 1.005

Tabmuua 3. @opManbHbBIE OKUCIMTEIbHO-BOCCTAHOBUTEIBHBIE ITOTEHIUAIBI
IUTyTOHHUS B IIENOYHBIX pacTBopax (pH=14)

E",B
YpaBHeHHE 0Ty peaKIuH

[27] [28] [29]
PuO,(OH), + € — PuO,(OH) + OH’ 0.16 0.26 0.26
PuO,(OH) + 2H,0 + &€ — Pu(OH), + OH" 0.52 0.76 0.76
Pu(OH), + & — Pu(OH);+OH" -1.04 -0.95 -0.95
Pu(OH); + 38 — Pu’ + 30H -2.42 - -2.42
PuO,(OH), +2H,0 + 2& — Pu(OH), + 20H" 0.34 0.4 0.51
PuO,(OH), + 2H,0 + 38 — Pu(OH); + 30H" - - -

Tabmuma 4. ®opmaibHble OKHCIUTEIBHO-BOCCTAHOBUTEIbHBIE —TTOTEHIIAAIIBI
TUTYTOHUSI B HEUTpaJIbHBIX (c1abolineaouHbIx) pactBopax pH=8

YpaBHeHHe MoJypeakuun Eo’, B[27]
PuO,(OH), + & — PuO,(OH) + OH" 0.60
PuO,(OH) + 2H,0 + & — Pu(OH), + OH" 0.70
Pu(OH), + & — Pu(OH);+OH" -0.39
Pu(OH); + 3¢ — Pu’ + 30H -
PuO,(OH), +2H,0 + 2& — Pu(OH)4 + 20H. 0.65

1.2.4 lnarpammebl E-pH (Myp6e) ana nnytoHus

['papuueckoe  oTOOpakeHWE  3aBHUCUMOCTA  OKHCIUTEIHHO-BOCCTAHOBHUTEIHHBIX
MOTEHIIMAJIOB cucTeMbl OT pH mpuHsTO Ha3piBaTh jauarpammamu [lypOe. Jluarpammbr
[Typ6e cTposT Ha ocHOBaHUM ypaBHeHMsI HepHeTa. B ciydae eciii B 2J€KTpOXUMHUYECKOH
peakiuy y4acTBYIOT MOHBI BOJIOPOJia, TO €€ MOTEHIMAI 3aBUCUT OT pH, U 3aBUCUMOCTH
E(pH) umeeT HeHy€BOM YroJl HaKJIOHA.
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B pa6ote Butopxxa [31] npuBenena quarpamma [lypOe jist miyTOHUS, TOCTPOEHHAS HA
MOTEHIIMAJIaX B XJIOPHOW KHUCIOTE ISl KUCIBIX CPEeJl U B pacTBOpaxX THMAPOKCUIA HATPUS
- U1 menouHbX. Ha J1aHHOM muarpaMme OTCYTCTBYeT 06IacTh cymecTBoBaHms Pu',
9TO COOTBETCTBYeT JaHHBIM [29] O TOM, YTO gake B KHCIBIX cpexax moH Pu'’
HEO0OXOMMO CTaOUIN3UPOBATH KOMILUIEKCOOOpa30BaHUEM, HAIPUMEP, C HUTPAT MOHAMMU.
Won PuO," cymecrByer B muanazone pH ot 1 1o 9, npu pH ot 4 10 9 u noteHmuane
okosio 0.6 B BoccranapimBaercsi B Pu(OH),, a ipu pH Gosibinie 9 nucriponopiiuoHUpyeT
Ha Pu(OH); u PuO,(OH);".

} T Pu(VIl)
1.2 T~ Q
1 - ®
1 >~ 5 PUO,(OH)y
1 1. Pu0,?t ~~, L] ‘ ’
] S PuO2(QH)2(s) .
) \ =
] NS Qu303(s)? =
08 1 \ PUO,* \\ 2
- PU409(S)? Ugo?(S)? g
0.6 . : o
: 3+
047 Pu
m ] ~
T 0.2 -
S i Pu(OH)4(s)
L PU(OH)4aq)
02 ] RN ;
0.4 ] IR 1
06 4 0.01mM Pu, 25°C, =0
1 -—-. Water Pu(OH);(s)
08 1—Aq.species
] PuO2+x (s)? Pu(OH)," |
, —"Solids U(OH)3(aq)

0 2 4 6 pH 8 10 12 14

Puc. 2 Jluarpamma IlypGe mist turytonus [31].

Ha nuarpamme IlypGe, mpuBenenHoit B pabore Jlaiipza u Kuma [28], mpucyrcrByer

4+
00JacTh CYILIECTBOBAHUA B BOJHBIX PAacTBOpax MOHAa Pu’, HO OHa OYCHb HEBEJIMKA U
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HaxoauTcs B y3koM auanaszone pH ot -1 mo 1. Ha Heli Takke ImpHUCYTCTBYIOT 00JacTH
Pu(OH);" u PuO,(OH), koTopsix HeT B paGoTe Butopska, M OTCYTCTBYIOT IO,
otHocsimuecss kK Pu(VII). B ocraibHOM JaHHas quarpaMma HE CUJIBHO OTJIMYAETCS OT
[pEeabLIYLIEN.

CTouT OTMETHUTH, YTO HA JJAHHOW Juarpamme MPUCYTCTBYET OIIMOKA, CBS3aHHAS, BUJIUMO
C HETOYHOCTHIO TIOCTPOCHUS: TpaHUWIA, pasJeisdiomas o0JacTh CyIECTBOBAHUS
PuO,(OH) u Pu(OH),;, uMeeT MOJOXKUTEIbHBIA YroJl HaKJIOHA, a 3TO JJIS JAaHHOTO

PaBHOBECHUA HCBO3MOKHO.

+ 1.8 7 I i ] ] ] I
+ —
PUOz(OH)Z o
=
S _|
A§. \RJ
>
a

Pu(QH)
i} \ 4 I
N
- 0.6 [T pu3t I
o™ —
-0 & |z
= S -
el a
- 1.4 r— —
- 1.8 [~ \\ I
oo Lt [Py 1 L 1 1
: 0 2 4 6 8 10 12 14
pH

Puc. 3. Jluarpamma IlypGe jyist urytonust [28]

Ha ocHoBaHuUM 3THX JMarpaMM MOXHO CjellaTh BBIBOJ O TOM, YTO IMOTEHIHAI
napsl Pu(V)/Pu(IV) B quanazone pH ot 5 10 9 coctaiset ~ 0.4-0.6 B, uyto conocraBumMo
C TIOTEHIIMAJIOM TMapbl XUHOH-TUJAPOXUHOH. Cle0BaTeIbHO, €CIU  OKUCIUTEIHHO-
BOCCTAaHOBUTEJbHBIE CBOHCTBA T'yYMHUHOBBIX BeEIIECTB  OOYCIOBJICHBI  HAJIUYUEM
THJPOXWHOHHBIX (parMeHTOB, TO MOXHO TIpeanojarat, 4YTo TIOJ JefCTBHEM

TYMUHOBBIX BEIIECTB OyJIeT MpoucxoauTh BoccTtanorienue Pu(V) no Pu(IV).
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1.2.5 Ponb ryMMHOBbIX BeleCcTB B MUIrpaLum akTUHUAOB

MurpainmoHHO€e TOBEJIEHNE AKTUHUIOB B 3HAYUTEIHLHON Mepe KOHTPOJIMPYETCS UX
B3aUMOJICIICTBUEM C HAan0O0JIee BHICOKOUCIIEPCHBIMU COCTABJISIOMIUMHU OCAJIKOB U TIOUB —
[NIMHUCTBIMU ~ MUHepasiamu [32].  JIpyrum  BakHbIM  (GaKTOpOM, BIMSIONIAM  Ha
MOJIBJKHOCTh aKTUHUJIOB B OKpYXKAIOIIEH cpeje, SBIAETCS HajJu4he B IMOYBEHHBIX
pacTBOpax  pa3lIMYHBIX MPHUPOJHBIX OPraHUYECKUX BEIIECTB, KOTOPHIE MOTYT
00pa30BbIBaTh ¢ METAJUIaMH JIETKOPACTBOPUMBIE KOMIUIEKCHI, MPeoOIadaloluMK Cpeind
KOTOPBIX SIBJISIFOTCS KOMILJIEKCHI C TYMUHOBBIMU BEIIIECTBAMMU.

B paGote [33] u3yuanoch pacnpeieieHue paJuoOHYKINIOB B CUIbHO3arpsI3HEHHBIX 30HAX
B IOYBax M JOHHBIX ocaakax B pailone HIIO «MASK», 3aBoga mo mnepepaboTke
paaroakTUBHBIX OTX0/I0B B T. O3epcke u KpacHOApPCKOro TropHO-XMMHYECKOIO

KOMOMHATA.
1000
« Pu-239 0O Am-241

100
=
=
[mm]
o

10

1 T T T
] a 10 15 20

Ch

Puc. 4. 3aBucumocth cojepkaHus "Am u *Pu or o6uero coAepKaHUs
OpPraHMYECKOro YIVIEPOJIa B JOHHBIX OCAJIKax, B3SATHIX M3 pe3epByapa B-10 HIIO
«Masix» [33].

Kak BHIHO U3 pucyHKa , Ha0JtO/1aeTCs 3aBUCUMOCTh MEX]Y cojiep:kaHueM Pu u
Am U1 001IUM coiepKaHUEM OPraHMYECKOro yIiepoja B JOHHBIX O0CaJlKax U3 pe3epByapa
B - 10 HITIO «Masik». bonee kpyToii HaKJIOH KpUBOH ISl TUTyTOHUSI OOBsICHsSIeTCs Ooiee
BBICOKUMH 3HAUYEHUSIMUA KOHCTAHT CBSI3bIBAHUS /I AKTUHHUJIOB B CTENIEHU OKHUCIICHUS
YETBIPE 110 CPABHEHUIO C TPEXBAJIECHTHBIMU aKTUHUIAMMU.

Ha pucynke mpejcraBieHa 3aBUCUMOCTh  MUTPAIMOHHOM  COCOOHOCTH
pasInuHBIX pagnoHyKmuaoB (2 Pu, *°Sr u °’Cs), BEIpaeHHOI depe3 Xu(Qy3HOHHOS
conpotuBiieHue 1oy (1/D) oT conep:kaHus ryMUHOBBIX BEIIECTB, ISl PA3JIMUYHBIX TUIIOB
INIMHUCTHIX 10YB [34]. beuto oOHapykeHo, 4TO 4yeM OoJibllle cojiepKaHue T'YMHHOBBIX

BCUICCTB, TCM MCHbBLIIIC MUI'pALIMOHHAA CIIOCOOHOCTD IIJTYTOHHA. O6paTHa51 3aBUCUMOCTD
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Habmonanach ams - Cs, a I ST 3aBECHMOCTH OT COJEPYKAHHS 'YMHHOBBIX BEIIIECTB
00OHapy>KeHO HEe ObLIO.

1.4
15 mCs-137 o
& Sr-a0
= & Pu-239
2
@ 08 4
%
T 06
a
= 04
02
I:I T T _I_ T T ._ # ._
0 10 20 0 40 &0 B0
HA, %

Puc. 5. 3aBucumocts au¢EGy3UOHHOTO COMPOTUBICHUS PA3TUYHBIX IMO0YB K
BEPTUKAIBHOU MUTpaIun B7¢s, *°Sr u 2°Pu ot coJIEp KaHUs TYMUHOBBIX BEIIECTB [34].

B pa6ote [33] uccienoBanoch cofepxkanue - Pu u ' Am B pasimuuHbIX GpaKIusx
OpraHNYECKOro BEIIECTBA, BBIJIEJICHHBIX U3 JOHHBIX ocajkoB peku Enuceid. [IporientHoe
cojiepkanrie Pu m Am B 3TuX (hpakiusx npeicTaBIeHO Ha PUCYHKE.

90
80
70
60
50
40

30
20 b

e = e 2

thyNnsBOKMCNOTLI

N—_—

%

] |

% Am
Pu

PynLBOKMUCNOTLI
NYMUHOBLIE

KUCNOThbI ryM WH

Puc. 6. Pacnpenenenue MmiyTOHUS W aMEPHUIUs MEXIY (GpakiUsIMU TYMUHOBBIX
BEIIECTB.
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MOXHO YBHJIETh, UYTO IUIYyTOHUH B OCHOBHOM CBSI3aH C MAaJOINOABMKHBIMU
bpakusIMd TYMHUHOBBIX KHCIOT U TYMHUHOM, B TO BpeMsl KaK aMepulluil CBSI3aH C
MOJIBIKHBIMU  (pakiusMu. [loslydeHHbIe pe3yibTaThl OOBSCHSIOT PE3KOE CHIDKEHUE
coJiep)KaHMsl TUIYTOHUS MO Mepe yhaieHus oT KpacHOSpPCKOro ropHO-XUMHUYECKOTO
KOMOMHATa. DTU JaHHbIE TakKXke JEMOHCTPUPYIOT TO, YTO pa3jUYHble aKTUHUIBI I10-
pa3HOMY B3aUMOJICHCTBYIOT C Pa3INYHBIMU (GPAKIUSIMU TYMUHOBBIX BEIIECTB.

[lepeitnem Temepp K OoJjiee JI€TAIBHOMY PpPAacCMOTPEHUIO OKHCIUTEIBHO-
BOCCTAHOBUTEJIBHBIX U KOMILIEKCOOOPA3yIONINX B3aUMOICHCTBHUI TYMUHOBBIX BEUIECTB C

AKTUHHUAaMU.

1.3 KomnnekcooGpa3yrowme u OKUCNUTESNIbHO-
BOCCTAaHOBUTESIbHbIEe B3aUMOAENCTBUA TYMUHOBbIX BeLLeCcTB
C aKTUHUOaMM

Poxab T'YMHUHOBEIX BCUICCTB B KOMHHCKCOO6p3.30BaHI/II/I 141 MO6I/IJ'II/138HI/II/I AKTUHHI0B

COTJIacHO [23] 3aKiII04aeTcs B CIEAYIOIIEM:

L4 OpFaHI/IquKI/Ie MAaKpOMOJICKYJIbI JaK€ B HH3KHUX KOHHOCHTpAIUAX MOIYT
OKa3bIBATh OIPCACIIAIONICE BO3JICICTBME HaA IIOBEICHUE TPEXBAJICHTHLIX

AKTUHHU 0B, B TOM YHCJIC U B IIPUCYTCTBUU Kap60HaTOB.

e OpraHuyeckue MaKpOMOJIEKYJIbI HE MOTYT OKa3bIBaTh PEIIAIONIETO BIUSHUS Ha
MOBEJICHUE YETHIPEXBAJIIEHTHBIX AKTUHUJOB B TMPUPOJHBIX BOAAX, TaK Kak

JOMUHUPYIOIINUM ABJISICTCA IMPOLECC TUAPOIIN3A.

e IlaTuBaseHTHBIE AKTUHUJIBI MOTYT OOPa30BbIBATh KOMILIEKCHl C T'YMUHOBBIMU
BEILIECTBAMH, HO B3aMMOJIEHCTBUE ¢ KapOOHAT MOHOM B HEKOTOPBIX Cpelax
MOKET OBITh OoJiee 3HaUYUMBIM. [IpuCyTCTBHE I'YMUHOBBIX BEUIECTB MPUBOIUT

K MeJIJIEHHOMY BoccTaHoBIIeHHIO An(V).

L4 KOMHJ’IGKCOO(SpaSOBaHI/IC T'YMHHOBBIX BCIICCTB C MECTUBAJICHTHBIMU
AKTUHHIaMU TMPUBOIUT K HUX BOCCTAaHOBJICHUIO (B cjiydyac IUTYTOHHA, OO

Pu(IV)), uto MOkeT crmocoOCTBOBATh YAAJICHUIO aKTHHKIA U3 BOJHOMU (ha3bl.

Heo06xoauMo OTMETUTh, YTO TYMHUHOBBIE BEIECTBa CIOCOOHBI BOCCTaHABIMBATH
Pu(VI) no Pu(IV), Np(VI) mo Np(V), ogHako He CIOCOOHBI BOCCTaHABIWBAThH
U(VI) [23, 36].
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Puc. 7. CxeMa BO3MOKHBIX PEAKIUii ILTyTOHUS B OKPYXKalOUIEH cpeie [35].

B pabore [36] uccnenoBanack copOuusi pactBopeHHbIX ¢opMm U(VI) mimHUCTBIM
MUHEPAJIOM MOHTMOPWIJIOHMTOM W BIMSHME Ha OTU [POLECCHl PACTBOPEHHBIX
TYMUHOBBIX BellecTB — QynbBokuciaoT. Konmentpauus conmu ypana UQO,SO4*3H,0

cocramsuta 1¥10™ M, a xonuerTparms ®K - 100 mr/i.
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Puc. 8. Bnusuue pH nHa cop6uuto U(VI) MoHTMOpmiLioHuTOM B otcyTcTBUM (1) U B
npucytcrsuu (2) ®K (C (OK) = 100 mr/mm3) [36]

Bgenenue B cucremy @K B 3HAUUTENBHON MEpEe M3MEHUIIO XapaKTep 3aBUCUMOCTU
BennuuHbl copOumu ot pH. I1pu Huzkux pH kpuBbie copOumm B 00enx cucreMax OJU3KU
apyr K apyry. OmHako mnpu moBbiieHUd pH pe3koe CHIKEHHE BETUYMH COpOIUU
Habmoanock B cucteme ¢ K yxe npu 3Hauenusx pH, 6au3kux K 3, 4TO CBS3aHO C
oOpa3zoBaHMeM B CIIA0OKHUCIBIX W HEUTpaldbHBIX cpefax JJAOCTAaTOYHO MPOYHBIX
komiuiekcoB U(VI) ¢ ®K. KoHcTaHThI yCTORYMBOCTU 3TUX KOMILIEKCOB BEChMa BBICOKHU,
a BCJIEJICTBUE HEHTPAIBbHOIO UM OTPUIATENLHOTO 3apsijia 3T KOMILIEKCHI PAKTUYECKU
He a/IcopOUpYIOTCS Ha OTPUIIATENBHO 3apsAKEHHBIX YacTUIIAX MUHEpaa.

Jlist ApyruX aKTUHUIHBIX 3JIEMEHTOB TAK)KE XapaKTEPHbI MPOYHbIE KOMIUIEKCHI €
I'YMYCOBBIMH KHCIIOTaMH, XOTS YCTOHYMBOCTh UX 3aBUCUT OT CTENIEHU OKUCICHUSI.

Tabaumna 6. KoHCTaHThl yCTOMUMBOCTH KOMILIEKCOB I'B ¢ akTuHM1aMu.

DJIeMEeHT logP, logf, HcTounnk
Am(III) 89+0.2 129+0.2 [23]
Th(IV) 11.8£0.1 173+0.2 [23]
Pu(IV) 9.6 18.3 [23]
Np(V)?* 2.34 £0.01 - [37]
U(VI) 6.7 11.5 [23]

1.3.1 OKMcnMtTenbHO-BOCCTAHOBUTENIbHOE B3auMoaencreme
NYMUHOBbIX BELUECTB U NSyTOHUA

B 1988 Yonmnux [38] OKHCJIUTEJIbHO-BOCCTAHOBUTEIIHLHBIE

B3aMMOJICHCTBUS TYMMHOBBIX BEIIECTB C aKTHMHUAAMH, yKazai, 4to ['B crocoOHbI

19

XapaKTepusys



BOCCTAHABJIMBATh OKHCIIEHHbIE (OPMBI OKUCIHMTEIHbHO-BOCCTAHOBUTENbHBIX TIap C
noreHuaiom > 0.5-0.7 B. CinoxxHOCTh U3MEpPEHUs OKUCIUTEIbHO-BOCCTAHOBUTEIHLHOTO
MOTEHIIMAJa JUIsi TYMUHOBBIX BEIECTB 3aKiIiOYaeTcs B TOM, 4YTO OHHM aKTUBHO
COpOMpYIOTCSL Ha JJIEKTpOJE, BBI3bIBas ero «otrpamieHue». [lo mHenuto Yommwuua,
BOCCTAHOBUTEJIbHBIE CBOMCTBA TYMUHOBBIX BEUIECTB OMPEIEIISIIOTCS THAPOXUHOUIHBIMU
CTPYKTYpamH B COCTaBE I'YMUHOBBIX BellecTB. KpoMe Toro, B mOBEpXHOCTHBIX BOJIaX MO/
Bo3jielicTBueM Y@ Wu3IydeHHs] MPOUCXOAUT (POTONM3 TYMUHOBBIX BEHIECTB, YTO
IPUBOJUT K OOpa30BaHUIO HAANEPEKUCHBIX COEJAMHEHUN W, BIOCIEACTBUM, MEPEKUCU
Bojiopojia. Takum oOpa3oMm, MpsIMO WIM KOCBEHHO, TYMHHOBBIE BEIleCTBA MOTYT
BBI3bIBATh OKUCIIMTEIHLHO-BOCCTAHOBUTEIIBHBIE pEeaKIIMN aKkTUHUAO0B. B pabote [38] aBTOp
npuBoAUT AaHHble O BoccraHoBiennn Pu(VI) u Pu(IV) dyneBokucinoramu. Pu(IV)
BocctanaBiuBaetcsi B Pu(Ill), omnako toipko npu 3HaueHusx pH He mpeBbImmaronmx 3.
Taxxke npuBojsATCa JaHHble 0 ToM, uro I'B BoccranaBnuBaror Pu(VI) mo Pu(IV). B
HCKYCCTBEHHYIO MOPCKYIO BOJY, COJIEPKAIIYyI0 TOJbKO HEOTPAaHUYECKHE COJIU, OBLI
nomerieH Pu(VI), kotopeiit 6eicTpo BocctaHoBwics A0 Pu(V) u paneiie ocraBaliics B
TaKOM COCTOSSHUM B TEUYEHHWM MHOTMX Henenb HaOmoaeHuit. Korga B cocraB
UCKYCCTBEHHON MOPCKO# BOJBI ObUIM BKIIOUEHBI TYMHHOBBIE KHCIOTBHI, TOJBKO YacCTh
ucxoanoro Pu(VI) Obuta obnapyxena B Buje Pu(V), ocranbHas yacTb BOCCTaHOBUJIACh
cpa3zy a0 Pu(IV) u ocranace B BojiHo# da3ze B Bujge Pu(OH),. Jlna konnentparnuu I'B 0.1
mr/n gosst Pu(V) cocrasuia 40 %, a nis koHuentpanuu 1 mr/i - 20 %. B HaTypaibHBIX
Mopckux Bojax 40 % ot obmero cojaepxaHus IuryToHus coctapiser Pu(V), a 60 %
Pu(IV).

Tewm ke aBTopom B pabote [39] uzyuanochk BocctaHoBieHue Pu(V) ryMuHoBbIMU
kuciaoramu. MccneaoBanoch BIMSHUE KOHIGHTpAIlMM TYMHHOBBIX BemecTB, pH,
npucyrcTBuss noHoB Ca’” m Mg®’, a Take BIMSHHE CBETa: YacTh SKCICPHMEHTOB
MIPOBOJINJIACH B TEMHOTE, a YAaCTh HA CBETY, IPUUYEM OTIUYAIUCH BpEMEHA SKCIIO3UITUH J10
cmemuBanus I'B ¢ Pu(V) u nocie. KoHuenrpanus 238py cocrasimsia 107" M, TB — ot 0
10 10 mr/i1. DxcriepuMeHT MpoBoawIcs 1pu 3HaueHusx pH 6 u 8.

IIpu BBIEp)KMBAaHUKM B TeMHOTE mpu KoHmeHTpammu ['B ot 0 go 1 wmr/m,
BocctaHoBinenusas Pu(V) go Pu(IV) ne wnabmopanocs. B mnpucyrctBuu [I'B B
KoHIeHTpauuu 10 mr/a nponentHoe cogepxanue Pu(V) mocrurano miaro B 60 £ 6% -
nociie JIByX Hejiellb. BBenenue B pactBop, cojepsxkamuit 10 mr/n I'B, kaneius u Maraus
NPUBOJIMIO K YCKOpeHHIO BoccTaHoBieHus Pu(V), 4ro, mo-BManMMOMYy, OOBSICHSETCS
KaTaJIUTUYECKUM JIEHCTBUEM 3THUX KaTMOHOB. B ombITax, MpOBOJAMMBIX Ha CBETY, JlaXe
npu coaepkanuu I'B 1 mr/in, Habmopanock 3HaunTelIbHOE BoccTaHoBieHue Pu(V): yepes
Mecall dkcno3unuu cojaepxkanue Pu(V) ymensmanock g0 50 £ 10% u mociie 3TOrO
MpakTUYECKN He HW3MEHsIoch. B pactBopax, comepxkammx 10 mr/nm I'B, ymensineHue
coaepxanust Pu(V) no 25 £ 6% nocruraiock yxe moclie IByX Hejelb. BelaepkuBaHue

pactBopoB I'B Ha cBery 1m0 BBeaeHuss Pu(V) npuBOAMT K YBEIUYEHUIO CKOPOCTU
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BOCCTAHOBJICHUS WM CHWXEHUIO KOHEYHOW KoHieHTpanuu Pu(V) mo cpaBHeHHIO C

npernaparaMmu, KOTOpPbIC BCC BPEMS BBIIACPKUBAJINCHL B TCMHOTC.

100 N -
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80 1 -
60 % ?é § X 5
S ’ P S 4 A
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X o no HA
40 - AnoHA
¢ 1.09 ppm HA
A 1.10 ppm HA
20 o 10.83 ppm HA
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Puc. 9. Boccranopienune Pu(V) ryMUHOBBIMU KUCIOTaMH ¢ KOHIIEHTpanusamu 0,

1.1 1 10.9 mr/n, B Temuote B 5 M NaCl npu pH 8.
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Puc. 10. Boccranosnenue Pu(V) ryMMHOBBIMU KUCIOTaMU € KOHIEHTpanusMu 0,
1.1 m 10.2 mr/n, Ha ceety B 5 M NaCl ipu pH 8 [39].
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Puc. 11. Boccranosienue Pu(V) ryMUHOBBIMU KUCIOTaMU ¢ KOHUEHTpanuei 10
mr/n, B 5 M NaCl npu pH 8 ¢ pa3HsiMu BpemeHaMu BbIIep>)KUBaHUs Ha cBeTy [39].

[IpuBesieHHBIC BHINIE JaHHBIE TOJTBEPHKIAIOT CBEJEHUS O BO3MOXKHOCTHU
BoccTaHoBeHus Pu(V) ryMUHOBBIMU BeIlleCTBaMHU.

B mnpupomHbix Bojax, cojepkamux rymuHoBbIe BemectBa, Pu(VI) u Pu(V)
BocctaHaBimBarotes 10 Pu(IV). Ckopocts BocctanoBienus: Pu(VI) 3HauutenbHO BBIIIE,
yeM Pu(V). DT0 MOXHO OOBSICHUTH TEM, UYTO CKOPOCTh BOCCTAHOBJICHUSI HMOHOB
IUTyTOHUS, CBSI3aHHBIX B KOMILJIEKCHI, 3HAUUTEIHHO BBIIIE, YEM HE3aKOMILIEKCOBAHHBIX
dopMm 1uryToHMsI. CKIOHHOCTh K KOMIUIeKcooOpazoBanuio y Pu(VI) 3HaunTenbHO BHIIIE,
yem y Pu(V) (PuO,’). Ilpomykr Bocctanoienus — Pu(IV) — rujgponmsyercs c

o0pa3oBaHUEM KOJIIOUJIOB.

1.4 OnpepeneHne MOHOB NNYTOHUSA B Pa3fINYHbIX CTEMNEHsX

OKUCIeHusA
1.4.1 CnektpocoTtomeTpus

CHexkTpbl MOHOB MHOTUX AKTHHHJIHBIX JJIEMEHTOB XapaKTepU3YIOTCS HaIMUUEM
HECKOJIbKUX Y3KHMX I0JIOC IMOTJIOIIEHUs, OOBIYHO HE OYEHb MHTEHCUBHBIX. JTHU IOJIOCHI,
BEPOSTHO, 00YCIIOBJIEHBI 3JIEKTPOHHBIMU TlepexojaMu BHyTpu Sf-o0omouku. Tak kak atu
NepeXO0/Ibl MPOUCXOAT BO BHYTPEHHEH 000JI0UKE MOHA, UX MOYKHO paccMaTpUBaTh Kak
3amuiieHHbie. CrieJoBaTebHO, XUMUYECKOE OKPY’KEHHE CaMOro MOHA OKa3bIBAET JIMIIb
HE3HAYUTEJIbHOE BIUSHUE HA ATU TEPEeXObl, B pe3yJibTaTe Yero HaOJI0al0TCs Y3KUe

ITOJIOCHI MOTJIOIMICHUA, MAJIOYYBCTBUTCIILHBIC K U3SMCHCHUAM COCTaBa paCcTBOpa.
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CHexkTppl MOIVIONIEHUST WOHOB IUIYTOHMSI 3HAYUTENBHO OTIMYAOTCA APyl OT
Jpyra, 4ro JlaeéT BO3MOXXHOCTb UCIIOJIb30BaThb WX [IJIsl OIpPEACIICHUS Pa3IuYHBIX
OKHUCJIUTEILHO-BOCCTAHOBUTENBHBIX (opM. {7151 3TOro He0OX0AMMO, YTOOKI MOTJIONIEHUE
JIPYTUX BAJIEHTHBIX COCTOSIHUI TP JJIMHE BOJHBI, COOTBETCTBYIOIIEH OIpeAeICHHON
aHAJUTUYECKON ToJioce ObuTo HeOosbuM. [IpousBens cepuro U3MEpEeHH ONTUYECKOH
IUIOTHOCTH TIpU BBIOpAHHBIX [UIMHAX BOJH, MOKHO COCTaBUTh CUCTEMY JIMHEHHBIX
YPABHEHU, pEIICHHE KOTOPOH TO3BOJIMT  ONPEACIUTHh  COOTHOIICHUE  MEKIY
pa3JIMUHBIMUA BAJICHTHBIMU (POpMaMu, MPUCYTCTBYIOIMMU B pacTBope [40]. B Tabiuie
MIPUBEJICHbl AHAJIUTUYECKA BAaXKHBIE IIOJIOCHI TOTJIOMICHUS IS YEThIPEX OCHOBHBIX
CTeNeHe OKUCIIeHMs TUTyTOHUS U KOA((UIIMEHTHI MOTJIOMEHUs Kaxaoi u3 GhopMm Ha

3TOM JIJIMHE BOJIHBLI.

Tabauma 7. AHaIWTAYECKH BaXKHBIE II0JIOCHI  TIOTJIOMIEHHUS  HOHOB
rytonus [40].
Crenenb OcHoBHbIE Moasipabie k03¢ puIIHeHTHI MOTI0IEeHHSI
OKHCJICHHS MOJI0CHI
norjiomeHust, Pu(III) Pu(lV) Pu(V) Pu(VI)
HM
900° 19.30 4.00 5.16 0.52
665 14.65 30.9 0.43 0.55
Pu(lll) 603 35.40 0.96 0.60 1.20
600 35.30 0.91 0.50 1.35
560 36.10 11.64 3.62 2.50
815° 14.63 19.61 1.55 2.30
730 1.35 14.60 1.03 0.50
Putv) 700 0.75 10.88 0.44 0.25
655 3.10 34.4 1.15 0.90
470 3.46 49.6 1.82 11.25
Pu(V) 775° 12.40 11.90 9.87 2.90
569 34.30 5.60 17.10 1.75
983" 3.15 1.76 1.18 8.90
Pu(VI) 953 1.20 0.40 1.76 19.10
833 5.25 15.5 4.00 ~300

(*-B 0.1 MHCIO,, °~B 0.5 M HCI)
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Ta6muma 8. Ilomocwl moromenus Pu(IV) [29]. Momspabeie kK03hQUITHEHTHI
MOTJIOMIEHUS YKa3aHbl TOJIBKO IS OCHOBHBIX MOJIOC.

B 1 M HCIO4 B2 M HNO3
OcHoBHbIE Kosdduument OcHoBHbIE Ko>pdpunment
M0JI0ChI MOJISIPHOTO M0JI0CHI MOJISIPHOTO
NOIJIONIeHHsl, HM NOTJIOIIeHHSI MOTJIOIIEeHHsl, HM MOTJIOIeHHsI

426 ~27 420 ~25
470 ~53 476 79.4
508 501
557 544
656 ~33 660 ~30
730 703
815 795

OJHaKO HU3Kasg YyBCTBUTEIBLHOCTH CHEKTPOGOTOMETPUUECKUX METOIOB (Ipejen
obHapyxenns ~10” M) sBIseTcss cepbe3HBIM OTpPaHHYCHHEM Ui NPUMCHCHHS HX B
U3YYEHUU XUMHUM IUTYTOHUS B NPUPOJHBIX BOJAX W UX MOJENSAX, TaK KakK s 3THX
CHACTEM XapaKTEPHBbl KOHIIEHTpaIlUH 108 M u Hmxe. [TosToMy B MOJIEIBHBIX
UCCIIEIOBAHUSIX  CIIEKTPO(GOTOMETPUUECKHE METOJIbl  MPUMEHSIOT JUId  aHajiusa
KOHIIEHTPUPOBAHHBIX PACTBOPOB, KOTOPHIE BIIOCIEICTBUM pa30aBisSIOT. DTOT MyTh UMEET
CYIIIECTBEHHBI HEIOCTAaTOK, 3aKIIOYAIOIIMUICS B TOM, YTO MPU CTOJIb CUJIBHOM
pa30aBieHUU pacrpejiejieHue BaJIGHTHBIX (OpPM B PACTBOpPE MOXKET 3HAUYUTETHHO

U3MEHUTHCS [26].
1.4.2 SKCTpaKUMOHHbIEe MeToAbl pa3aeneHus

[lmyToHMII M3 BOJHOTO pacTBOpa MOXKHO JIETKO OSKCTparupoBaTh MHOTUMU
OpraHUYECKUMH PACTBOPUTENISIMH, HE CMEIIMBAIOIIUMUCA € BOJOH. DKCTPaKIMIO
PACTBOPUTEIISIMU UCTOJIB3YIOT B OCHOBHOM B HUTPATHBIX Cpe/iaX, MOCKOJIbKY CUJIbHBIC
KOMIUIEKCOOOpa3ylolue aHUOHBI, Harmpumep, cyiabbhar-, ¢ocdar-, dropua-, wim
OKCaJIaT-uOHBI, CIIOCOOCTBYIOT yJIEPKaHUIO TUTYTOHUS U JIPYTHX aKTUHHUIHBIX 2JIEMEHTOB
B BOJHOI (haze, mpenarcTBys, TakuM o00pa3oM OdKcTpakuuu. Jlns u3BlieyeHus
AKTUHUJHBIX JJIEMEHTOB B OpraHUYEcKyr0 @a3dy MpU OKCTPAKIIMU HEKOTOPHIMU
pPacTBOpPUTENSIMHU, HANIPUMEp, TAKUMH KakK AUOYTUIIOBBIA >PUp U METUIN300yTUIKETOH,
HE00X0MMO, 4TOOBI BOJHAs (pa3a MMelsia BBICOKYIO KOHIIEHTpAIMI0O HUTpAaT-uOHOB. J[is
ATOM IEJIM YacTO MCMONB3YIOT HUTpAT amomunus. [Ipu skcrpakimu tpulytuidocdaTom
(Th®) posb BeicauBaTE sl MOXKET BBIIMOIHITH cCaMa a30THAsl KUCIOTa, YTO OYEHb BaXKHO,
TaKk Kak 3TO CHUMAaeT MpoOJeMy YTUIW3allUd PaTUOAKTHBHBIX cosieil. MIMeHHO Ha
rcnoib3oBannu Th® ocHOBaH MUPOKO pacnpocTpaHeHHbId [lypekc-nipoiiecc, B KOTOpoM

JTAHHBII peareHT CIIy>KUT Ui OT/AEJEeHUs IULyTOHUS OT ypaHa U NPOAYKTOB JeJICHUSI.
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Jlia paszzneneHus pasinyHbIX (OPM IUTYTOHMS 4acTO NMPUMEHSIOT SKCTPAKLUIO B
BUJIE BHYTPUKOMIUIEKCHBIX coequHeHUil. HoHBI, KOTOpple W3 BOJHOIO pacTBOpa
OpraHNYECKUMHU pacTBOpUTENSIMU ~ HE  DKCTpPArupyrorcs,  HEPEBOJAT  BO
BHYTPUKOMIUIEKCHBIE COEJIMHEHHUS, PACTBOPUMBIE Ja)KE€ B HEIOJIAPHBIX OPraHUYECKHX
pacTBOpUTENSIX, Hampumep, B OeHzojie W Xiopodopme. Jluranmamu, oOpasyrolmuMu
BHYTPUKOMIUIEKCHBIE ~ COCIMHEHMsI MOTYT OBITh IPOM3BOJHBIE  8-OKCHXMHOJIMHA,
JUTU30HA CAJIMIMIOBON KHCIOTHI, CATULWIANBIEIUJA U MHOTUE JPYyTrue COEIUHEHMS.
JIns ToTyTOHUMS yale BCero MCHoJib3yloT 1,3-auKeToHbI (-TUKETOHBI), B OCOOCHHOCTU
JMKETOHBI, cojepxamue ¢rTopmerwibHyto rpynny  R-CO-CH,-CO-CF;. Haubonee
U3BECTHBIM U3 HuUX sBisercss TeHowntpugpropaneron (TTA). Ilomo6no Beem 1,3-

JUKCTOHAM €T0 MOKHO pacCMaTpruBaTh KaK OJJTHOOCHOBHYIO KHUCJIOTY.

\\ 5 F F

Puc. 12 Tenountpudroparneron (TTA).

KoHcTaHThl yCTOWYUBOCTH KOMILIEKCHBIX coenuHeHuit TTA ¢ monamMmu MetaioB
U3MEHSIOTCS. B OYEHb IMUPOKUX Mpejenax. B oOiem, yeM Bbilie 3apsij] KaTUOHA, TEM
npoudee komiuiekc. B psagy Th(IV) UIV) Pu(IV) KoHCTaHTHI ycTOHYMBOCTH
YBEJIMUMBAIOTCS. TI0 MEPE YMEHBINEHUS MOHHOTO pajauyca. TakuM oOpa3oM, ILTYyTOHMIA
(IV) obpazyer ¢ TTA naubosee ycroituuBsie komiuiekchl [40]. Ha sTom ocHoBaHO
otaenenue Pu(IV) ot npyrux BajieHTHBIX QopM, B ocodbeHHoctu oT Pu(V), xoTopsrit

BOOOIIE HE HKCTParupyeTcsi B BUJE BHYTPUKOMIUIEKCHBIX COEAMHEHUIA.

[IpeumyniecTBaMu  KUJKOCTHOM OSKCTPAKIMM JUIA  pa3/ielieHUus aKTUHHUIOB
SBJISIETCS BBICOKAsI CEJIEKTUBHOCTh, OTHOCUTENIbHAS IIPOCTOTA SKCIIEPUMEHTA, OBICTPOE U
NPaKTUYECKH TIOJHOE pa3JiefieHue BaleHTHBIX (opM. [J1aBHBIM  HEJOCTAaTKOM
KUJKOCTHOM SKCTPAaKIMM SABJISETCA TO, YTO pa3/ieJ€HUE AaKTMHHUIOB B Pa3IMYHBIX
CTEIEHSX OKHCJICHHS B OOJIBIIMHCTBE CiyuyaeB TpeOyeT m3meHeHus pH BoaHoi ¢assbl,
YTO MOXKET HM3MEHWTh IIEpPBOHAYAIBHOE pacIlpe/ieieHue AaKTHHHJIOB I10 CTEIEHAM
okucinenus. Taxke cymiecTByeT NHpoOjeMa BOCCTAaHOBHUTEIBHBIX CBOMCTB HEKOTOPBIX
OpraHUYECKUX COCAMHEHUN U MTPOIYKTOB UX (POTOJUTUYECKOTO BOCCTaHOBIEHUS [41].

Moprenmreps 1 Yommuu [42] i onpenesieHus: BaJeHTHBIX (OpM ILTyTOHUS
NapajulelIbHO  UCHOJB30BaIM  pacTBopel  2-treHomnTtpugropaneroHa (TTA) B
UKJIOreKcane U Ju-2-3twirekcuindocpopnoii kucnotsl (JI291'OK) B renrane. PactBop
TTA skerparupyetr Pu(IV) uz 0,5 M HNOs, B To Bpems kak Pu(V) u Pu(VI) ocraercs B
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BojHOM ¢aze. Pactop J2DI'®K wuszpiekan Pu(lV) u Pu(VI) uz 1 M HCI, a Pu(V)
0CTaeTCcsB BOJHOM (asze.
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2 JKkcnepumMeHTanbHas 4YacTb

2.1 PeaktnBbl n o6opyaoBaHue.

I'ymunoBble mpenmapatbl. [ 1poBeleHuss HcCIeNOBaHU B pabore
UCMOJb30BaIM  Tpu Tnpenapata ['B, mnoiaydyeHHbIX B Jiaboparopuu (u3nYecKon
oprannueckoi xumuu: HeMmoauduimpoBanHele ['K jneoHapauta (BBICOKOOKHCIEHHBIN
cioit yrusg, couepxkammit g0 90 % I['B), BoccranoBinennoie ['K u  okucieHHO-
BoccranoBieHHble ['K. Ilpenmapar nemomuduiupoBanueix 'K Obul momydeH myTem
obecconuBanus rymara kamus (Powhumus), npowusBogumoro ¢upmoit Humintech
(I'epmanus). Jlns  ero obo3HayeHus  ucnonb3oBaaum — ab0OpeBuarypy CHA-P.
Boccranopiiennsie 'K Obutn mosydyeHsl IyTeM o0OpaOOTKHM MCXOJHOTO Mperapara
cyiburom Hatpusa. OxucieHHo-BoccTaHHOBIeHHBIe ['K  Oblin  mosyueHsl myTeMm
MocJieIoBaTeNIbHONM  00paboOTKM HCXOJHOro Tipenaparta coibio dpemu u cynbdura
HaTpusi. O6paboTKy conbio dpeMu mpoBOIUIHN JUIsl KOHBepcUr (EHOIBHBIX (PparMeHToB,
npucyTcTBytomux B crpykrype 1K, B XuHOHHBIE, a mocieayouyw o0paboTKy
CyIb(UTOM HATpUsi MPOBOAWIM JJISi BOCCTAHOBJIEHUS OOpa30BABIIMXCS XWHOHHBIX
CTPYKTYp B TUIPOXHMHOHHBIE. J[1s1 00O3HaueHus yKa3aHHBIX IMpenapaToB B palote
ucrnoib3oBau cieayronryto abopesuatypy: CHA-P — oGecconennbie 'K neonapaura,
CHA-PR - BoccranoBinennsle [I'K neonmapauta, u CHA-POR — okuciaeHHo-

BocctaHoBJeHHbIe [ 'K sieonapaura.

PeakTHBBI U MPHUIOTOBJIEHHE PACTBOPOB 1Jisi 0APUTOBOro TUTpOBaHUA. J[4
onpejeseHus o0Ield KUCIOTHOCTH mpenaparoB I'B ¢ momompio O0apuToBOro meroja
ucnonb3zoBanu BaO (x.u, Peaxum, Poccust). Pabounii pactsop 0.03 M Ba(OH), roroBunu
pazbasienuem HacwiiieHHoro 0.2 M Ba(OH), OeckapOoHaTHON IUCTUIUIMPOBAHHOM
Bozoi. Haceiennslii pacteop Ba(OH)2 rotoBunu nmyrem pactBopeHus HaBecku BaO B
JUCTWUIMPOBAHHOM BOJE, BHICTAMBAHUS B TEYEHUE JIBYX JHEH [UIS OCaXICHUs
KapOoHaTa Oapus W JIeKaHTAIlMU IOJYYEHHOTO pacTBOpa ¢ ocajaka. beckapOoHaTHYIO
BOJy TOTOBWJIM KHIISITYEHHEM JUCTUUIMPOBAHHOW BOJBI B TEYEHHE 2 YacoB, JUOO
MOJIKIIFOUEHHEM K BaKyyMHOMY Hacocy KosiObl broxHepa ¢ TUCTWILITMPOBaHHON BOJION Ha
HECKOJIbKO 4acoB. Ilociie nerazupoBaHMsl BOAY INOMEIIAIM B TE€PMETUYHO 3aKPBITHIN

CoCyl 1A N30JISIIUU OT aTMOC(l)epHOFO YIJICKHUCIIOTO ra3a.

I[J'IH MIPOBCACHUA 06paTHOF O TUTPOBAHUA MCIIOJIB30BAIN CTaHI[apTHHﬁ pacTBOp

0,100 M consiHO# KMCIIOTBI, KOTOPBI TOTOBWIIM U3 (PUKCaHAA.

Jlnst coznanmst B cucteme pH 8 ucnonbzoBanu 0.1 M pactBop TPUC-Oydepa. s

storo HaBecky TPUCa (o,o,o-Tpuc-(rupoKCuMeTns)-MeTHIAMUH CTENEHbh YUCTOTHI
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99.9+%, Aldrich) pacTBopsiiu B MepHOI K0JIO€ B TUCTUIIUPOBaHHOM Bojie. [yt Kaxkioi
CepUM IKCIIEPUMEHTOB TOTOBUIIU CBEXKUIT pacTBOp Oydepa.

N3mepenne 3HaueHnii pH npoBoauiam ¢ nomousto pH—MeTpa-nonomepa « JKCnepr-
001»  (Poccus), cHaOxkeHHOro  KOMOMHUpPOBaHHBIM  3nekrpogoMm  (Poccus),
CTaHJIapTU30BAaHUE KOTOPOrO MPOBOJWIN €XKEIHEBHO, UCHOJIB3Yysd Oy(epHbIE pacTBOPHI
oudranara kanusa (pH 4,0) u Na,B40; (pH 9,18).

O160p 1po6 npousBoAIM Jo3aTopamu Biohit (200 mki) u Jlennunet (1 u 5 M) ¢
UCIIOJIb30BAHUEM  OJHOPA30BbIX HAKOHEYHUKOB. TOUHOCTH J103aTOPOB PETYJISIPHO
MIPOBEPSUIN B Ipoliecce padoThl, omudKa He npeBbimaia 1.5 %.

PaguoakTuBHbIe BemecTBa. B pa0oTe UCHOIB30BAIU PaCTBOPHI 239Pu(IV) u
238Pu(IV) (ITHHUAP, r. IumutpoBrpan) B koHueHTpupoBaHHoil HNO; ¢ koHUEeHTpanuei
~10*-10° M. CornacHO IaHHBIM o- U Y- CHEKTPOMETPHH, JIaHHBIE PAaCTBOPHI HE
cojiepaiau 3HauuTeabHBIX (Oosee 0,5 % 10 akTUBHOCTH) TIpUMeced Apyrux

PaTuOHYKIIHJIOB.

KuaKoCTHO-CUMHTH/ISINHOHHAS crnieKTpoMeTpus. OrpeiesieHNe IUIyTOHHS B
BOJHBIX  PAacTBOpPax  MPOBOJWIM  METOJOM  JKUAKOCTHO-CHUHTHIIISIIMOHHOM
0L CHEKTpOMETpHuH ¢ mnomomuibto paauoctexkrpomerpa TriCarb 2700TR (Canberra Ind.,
CIIA).

B kauecTBe CHMHTWUISIIMOHHON KUJAKOCTU WCHOJIB30BaIn pacTtBop «bpeit»
comepkamuit  0.06 %  wadrammHa, 0.004 %  CUMHTWUIALUOHHOW  J10OAaBKU
2,5-mudennnkapOazona (PPO) B cmecu ataHon : quokcan = 0.15 : 1.

[Ipenen oOHapyKeHUS AAHHOTO METOJa ONpEeNsieTcs] MPUPOAOH paaoOHYKINIA
U JUIsl pa3HBIX U3JIyyaTesieil cocTaBisieT pa3jiMuHble BelnuuHbl. HanexHble pe3yinbTaThl

29%py s10

MOKHO TIOJYYUTH JIJIsi 00pa3IoB ¢ aKTUBHOCTHIO He MeHee 100 umm/muH. [ljis
-12 2 -14

COOTBETCTBYET KoJMuecTBy BemiectBa 3-107° momb, a aud *pu - 1-10™ mons.

VYKa3aHHBIMU 3HAUEHUSIMU PYKOBOJICTBOBAJIHNCH MPHU BHIOOpE KOHIEHTpAIUN U aTUKBOT

pabounx pacTBOPOB.

Bce paboTel ¢ pagnoakTHUBHBIMU PacTBOPaMHU MPOU3BOJWINCH B ILIACTUKOBBIX

(bakoHax AJis MpeI0TBpallleHUs COpOIUU TUTYTOHHUSI HA CTEHKAX COCY/IOB.

JIns  KUAKOCTHOWM  BKCTpakiuu — ucnojb3oBamd 0.5 M pactBOp
teHomnTpudTopanerona (TTA) (Lancaster, ['epmanus) B Tosyosie. Tak Kak pacTBOpPHI
TTA cwibHO MOABEpKEHBI (OTOIU3Y, UCIOJIB30BAIA TOJBKO CBEKETPUTOTOBICHHBIN
TTA. 3T0 0cOOEHHO BaXKHO NP U3YUEHUU OKUCITUTEIBHO-BOCCTAHOBUTEIHHBIX CBOMCTR:
npoaykThl Goronnza TTA 006sanaroT 3HaYUTENbHON BOCCTAHOBUTENIBHOM CIIOCOOHOCTHIO

1 MOTYT BoccTaHaBiauBath Pu(V).
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Bce paboThl ¢ paiu0aKTUBHBIMU BEIIECTBAMU MPOBOIAMINCH C COOJIIOJIEHUEM BCEX
Mep 0€30MacHOCTH B CHENUAIbHO OOOPYJOBAHHBIX IOMEHICHUSIX Ha Kadeape

Pannoxumuu Xumudeckoro dgaxyiaprera MI'Y.

2.2 MeToaukm npoBeaeHUs1 3IKCNepPUMEHTOB

2.2.1 MeTtoauka onpeageneHuns obwen KUCIIOTHOCTU NYMUHOBbIX
BellecTB

baputoBbiif MeTon HMCHOJB3YIOT Ui ONpeJesieHus: OOIIero Ccojep:KaHus

KHUCJIOTHBIX (KapOOKCHIIBHBIX U TMJIPOKCWIBHBIX) IpyIIl B cocTase [ B.

Jns mpoBenieHust onpezesieHnii anukBoty pactBopa I'B (20 mn), cogepxkaiiyto 20

MI' TBEpJAOro BCIICCTBA, INMOMCIIAOT B IOJJUIIPOIINIICHOBLIC I_IeHTpI/I(l)y)KHBIe HpO6I/IpI(I/I

€MKOCTBI0O ~42 MJI, PacTBOPSAIOT B YJIBTPa3ByKOBOW OaHe B TEUEHWE JBYX YacOB,
nobasisitor 20 M pabouero pactBopa Ba(OH), ¢ konuentpanueid okono ~0,03 M,
repMETUYHO 3aKpbIBAIOT, IMEPEMEIIUBAIOT B TEYeHHWE 2 4YacoB B AaBTOMATHUYECKOM
mielikepe W OCTaBISIOT IS TIOJMHOTO OCaXKJIEHWS TymMaToB Oapusi Ha 24 dvaca mpu
KOMHATHO TeMIeparype. 3arem o0pa3oBaBIIHICS 0casioK OTEISIOT
HEHTpU(YTUPOBAaHUEM B TE€UEHHUE 5 MHMHYT IpH 5 ThIC. 00./MUH. OTOMpAIOT ATUKBOTY
cynepHaranta (10 mu1) U TUTPYIOT U3OBITOK HemnpopearupoBapmero Ba(OH)2 c
nomouipto 0,1 M cranmaptHoro pacrsopa HCl no pH 7. IlapamnensHo mnpoBOIsT
X0JIOCTOE OMNpejeseHre JUIsl aJuKBOTHl JAUCTWIMPOBAHHON BOJIbI, B KOTOPYIO BHECIH

Takoe xe konnuectBo Ba(OH),. OOmmee conepkaHne KUCIOTHBIX TPYIIT PACCUUTHIBAIOT

o ¢opmyie:

onzz B V)CHCZ
C

2yM ~ anuKe

-1000

C06u; (H+) — (

re:
Cog (H) -061mas KUCI0THOCTD, [MMOJIB/T];

Vion 1 'V -00pem HCI, uzpacxogoBaHHbIl Ha TUTPOBAHKUE XOJOCTOI'O pacTBOpa U

o0pas1a, COOTBETCTBEHHO, [MII];
V ks — O0BEM ATUKBOTHI [MII];

Cyar n C,,, — xonnentpanus HCI, [mons/a], u I'K [r/mi], cooTBeTCTBEHHO.
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2.2.2 NMpurotoBneHue pacrtsopoB Pu(V).

PactBop Pu(V) roroBunu cornacHo meroauke [43]. s 3Toro cHavajia OKCUIJISUIA
Pu(IV) no Pu(VI) kunsiueHueM B XJIOPHOW KucjOTe, mocjie 4ero nonydeHHsiii Pu(VI)

BOCCTaHaBJIMBAJIN IIEPCKUCBIO BOJOPO/Ia IO CXCMCE!:

HCIO, 1 H,0
Pu(IV) > puv) T Pu(V)

Jlns npoBenenus okucienus: Pu(IV) — Pu(VI) ucxouelit a30THOKHUCIIBIN pacTBOP
Pu(IV), uncrora kotoporo Obljia MOJATBEPAKACHA CIEKTPOPOTOMETPUUECKU, YITapUBAIIU B
KOHIEHTPUPOBAHHOW XJIOPHO#M KHCIIOTE 10 TNOSIBJIEHUs OelbIX mapoB. BiiaxkHeie conu
pactBopsiiu B 0.01 M HCIO,. ChekrpodoTromMeTpuueckuii aHaau3 IOKa3ajl, 4YTO
MOJIyYeHHBI pacTBOp mpeactaBisi coboit cmech Pu(VI) u Pu(IV) (60 u 40 %,
cooTBeTCTBEHHO). OtcyrcTBUe mnojoc noromeHuss Pu(Ill) cBuuperenbcTBOBao 0 TOM,

4TO B paCTBOPC NPOUCXOAMNIIO OKHUCJIICHUC, @ HC JUCIIPOTTIOPITUOHNPOBAHNUC PU(IV)

Hanee mis Boccranosienus Pu(VI) — Pu(V) nonayuennyo cMech oOpabaThIBaIn
30 % pactBopom H,0,. ns ynmanenus Pu(IV) m Pu(VI) u3 peaximonHoit cmecu
WCIIOJIB30BAIIA  OKCTPAKIUIO  JTU-2-3TUiarekcuidochopHoit  kuimoroid  (JI2O1T'OK) B
rexkcane. Boanyio ¢azy, conepxkairyro Pu(V), otnensuim nentpudyrupoBanueMm. Berxon
Pu (V) coctaBun 35 %. Konuenrpanusa Pu(IV) cocraBuna ~10”° M. Jlaee pactBop Pu(V)
paz6asisui 2M HNO; B 10 (100 mx 1o 1 mit), a motom B 100 pa3 (50 Mkt 10 5 mi).
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CnekTp nornoweHusa Pu(lV)

0,05

0,04 -
0,03 -
0,02 -
0,01 -

onTun4yeckas NNOTHOCTb

-0,01

'0,02 T T T T

400 500 600 700 800 900
ANVHA BOSHbI, HM

Puc. 13. Criektp norionieHust UCX0AHOro a30THOKUCIOro pactsopa Pu(IV)

Cnektp Pu nocne kunsavyeHusi B HCIO4 ouy

0,18
0,16 - Pu(VI)
0,14
0,12
0,1 1
0,08 ~
0,06 +

0,04 1 ; Pu(lV)
0 T T T T MM

400 500 600 700 800 900
AJIMHA BOJIHbI, HM

onTuyeckKkasi Nf1IOTHOCTb

Puc. 14. CHGKTp noriaomeHusas CMECHM HOHOB Pu B PA3IMYHBIX CTCIICHAX

okucieHus, noxyyeHHoi B pesynprare kurstuenus Pu(IV) B HC1Oy .
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2.2.3 MeToauKa NOCTaHOBKMU 3KCNEPUMEHTOB MO BOCCTAHOBMEHUIO
Pu(V) npenapatamun ryMMHOBbIX BelwecTB

Boccranopienne Pu(V) paznuunsiMu npenapatamMmu ['B usydanu cieayrommm
obpazom. PactBopsl I'B u Pu(V) cmemmBanu B cpene TRIS 6ydepa npu pH 8 u yepes
ONpEJICJICHHbIE TMPOMEXYTKM BpPEMEHM OTOMpalId alUMKBOTHI JUISL  OIpEAeTICHUs
cogepxkanuss Pu(V) B BogHoil ¢aze. Ha ocHOBe NOJNyYeHHBIX JAHHBIX CTPOUIU
3aBUCUMOCTh KoHIleHTpaimu Pu(V) ot Bpemenu. Ilo yObuim konuenrpauuu Pu(V) B

BOJIHOH (haze cyIuiIu O IpOTeKaHuu mporiecca BoccranosiaeHus: Pu(V)—Pu(IV).

PacTBOphl U1 MpOBeJeHHS BOCCTAHOBIIEHUS! TOTOBWIIM CIEIYIOIIUM 00pa3oM: K
pacteopy 0.1 M TPUC-Oydepa n00aBiasiam alMKBOTHBIE KOJMYECTBA PacTBOPOB
ryMUHOBBIX BemectB M Pu(V) c¢ Takum pacueroMm, yToObl KoHieHTpauus Pu(V) B
paGodem pacrBope C (Pu) cocramsuia (5+3)-10° M, a KOHIEHTpArms T'yMHHOBBIX
npenapatoB C (I'B) - 100£10 mr/a. Beauunna pH npuroToBiieHHBIX pacTBOPOB JieKalia

B nuamna3one 8,5 + 0.4.

Jlns onpenenenust kouueHtpanuu Pu(V) B HavanbHbld MOMeHT BpemeHu (Cp)
oTOMpalid aJUKBOTHYIO YacTh pabouero pacTBopa cpasy IOclie ero MPUTOTOBJICHUS U
U3MEPSIN aKTUBHOCTh BOJHON (a3bl 10 3kcTpakimu TTA. 3areM u3 mpUroTOBIECHHBIX
pacTBOpPOB uepe3 ompejieleHHbIe poMexyTku Bpemenu (5, 10, 20, 30 u manee no 300

MUHYT) OTOMpaId aTUKBOTHBIC YacTu (1 M) i1t KoHTpouis coaepxkanust Pu(V).

Paznenenune Pu(V) u Pu(IV) npoBoamwnu myrem skctpakiuu Pu(IV) B Tomyon B
BUJIE BHYTPUKOMIUIEKCHBIX  coeauHeHudt ¢  TeHowirrpudropaneronom (TTA).
DKCTpaKIMIO MPOU3BOJWINA CIAEAYIOUIMM 00pa3oM: aluKBOTY 3 Mil pabodero pacTBopa
NOJKUCIIIM paBHBIM 10 00beMmy KommuectBoM 0.5 M HNOj;, nepememmBanu u
nob6asisiu pactBop 0.5 M TTA B Tomyone B oObeme, paBHOM 00bEMY MOJTYYEHHOM
BOHOM ¢a3bl (6 mut). [lomyueHHbIH pacTBOp nepememiuBain B TedyeHue 20 MUHYT B
aBTOMAaTUYECKOM INeiKepe, 3aTeM LeHTpudyrupoBanu B Teuenue 25-30 muayT rpu 2000
00/MUH, OTOMpANIA AJIMKBOTHYIO YacTh BOJHOMU ¢a3bl (He Oosiee 2 Mil) U BHocuiIu ee B 10
MJI CUMHTWIISIIMOHHOHK kujikoctu «bpeity. O0beM alMKBOTHON YacTyh HE MpEeBbIIIal 2
MJI JUIS TIPeAOTBpAIICHHsS] CWJIBHOTO TyIIEHUs (IyopeclieHIIMd TpU IPOBEIECHUUN
KUJAKOCTHO-CIMHTWUISIHMOHHBIX M3MepeHnil. Kpome Toro, ucnonb3oBaHHas B pabote
CUMHTWUILIMOHHAS KUAKOCTh “Bpeil” Xopolmo cmemwMBaeTcs C BOJOW Ipu
cooTHoleHusAX “bpeir”:Bona He MeHee, yeM 3:1. AKTMBHOCTH IOJIyYEHHOTO oOpasua
u3Mepsiam B TedeHue 60 muHyT. Ha OCHOBaHMM TOJIYYEHHBIX JAHHBIX CTPOWIIU

3aBUCUMOCTDH KoHIeHTparuu Pu(V) B BojiHOH (haze oT BpeMeHH.
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2.2.4 NpoBeneHue aKCNepuMeHTOB No oueHke 3P heKTUBHOCTHU
akcTpakuum Pu(lV) TTA B npucyTcTBUU T'YMUHOBbBIX BeL,eCTB.

Okcrpakunto Pu(IV) B pactBop TTA B Tosyose B NPHUCYTCTBUM T'yMHUHOBBIX
BELIECTB IPOBOJWIM IPU CIEAYIOIUX YycaoBUsAX: KoHueHTpauus Pu(IV) cocrasisna
102 M st Z*Pum 10° M — MIPY UCIIOJIb30BaHUH 2py; KoHIleHTpauus ['B cocrasisiia
100£10 Mr/n. DKCTpakiuio MPOBOAWIN cilaeAyomuM odpasom: k pactopy 0.1 M TPUC-
Oydepa 100aBIsAIN ATUKBOTHOE KOJIMUYECTBO pacTBopa I'yMHHOBBIX BeriecTB u Pu(IV)
(pH BappupoBanm B mnpexaenax & +0.3). Jlamee orOupanum 2 aJUKBOTHBIE 4YacTH
MOJ[yYEHHOTO pacTBOpa JUIsl M3MEPEHUS] AaKTUBHOCTH JI0 M T1IOCJIE€ SKCTPaKIIUU.
AKTHUBHOCTH B MEPBOii IpoOe U3MepsiIn HEMOCPEICTBEHHO ociie 0T0opa, a BO BTOPOitl —
nociie 3kcrpakuuu TTA B Tomyoste. DKCTpaKIUIO MPOBOJNIIM 110 CXEME, ONMCAHHOMN B II.
3.2.2.

DddexTuBHOCTH IKCcTpakimK (K) paccunuThIBaIU 10 ClIeayroleit hopmyie:
k — ] ucx ] KOH
1 :

ucx

rne I, u Ly — akTuBHOCTHM BOJHON (a3bl 10 U TOCIE DKCTPaKIIHH,

COOTBCTCTBCHHO.

2.2.5 O6paboTka AaHHbIX XXMAKOCTHO-CLUMHTUIINIALUOHHON
CNeKTpomMeTpuu.

[ImyToHuii B BOJHOM (a3e ompenesiiii METOIOM >KHIKOCTHO-CIIMHTHIIISIIIMOHHON
cnextpomerpun (OKCC). [Insg 3TOl 1enum perucTpupoBalv CHEKTp alb(a-yacTull B
sHepreTudeckoii obmactu 500-600 k3B, koTopswlit mpeacTaBisii co0oit Cyneprno3uIuio
HKCMOHEHIMAIIBHO YOBIBAIOLIEr0o (OHAa W CUMMETPUYHOrO aib¢a-nuka. TUIUYHBINA

CIIEKTp IUTYTOHHUS TTOKa3aH Ha Puc. 15.
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anbda-cnekTp 238Pu

1000 - AKTUBHOCTb

900 - =950 umn/muH
800 -

700 -
600 -
500 -
400 -
300 -
200 -

100 fE
0 _

N, yucno umnynbcoB

HOMep KaHana

Puic. 15. Anbha-criektp > Pu

Jlns  ompenenieHnss akTUBHOCTM Pu W3  CyMMapHOro CHEKTpa BBIUMTAIU
HKCIIOHEHIIUAIBHYIO alMpPOKCUMAIMIO (OHA Y BBIYUCISUIN IUIOMIAb MO alb(a-IIUKOM.
BenuuuHy HaliileHHOI MIIOIa Ay JeJIUIu Ha BpeMsi U3MepeHus oOpas3lia B MUHYTax Jis
pacueta aktuBHOCTU oOpasma (I), u3mepsiemoit B uMyJsibcax B MUHYTY (cpm - count per
minute) (1 cpm — 1 ummnynsc B Munyty, 1bk — 1 ummynbsc B cekynay, 60 cpm = 1 bk). U3
MOJIyYE€HHOUW BEJIUYMHEI 110 MPUBEJECHHON HIDKE (OpMYJie pacCUMTHIBAIN KOHIIEHTPAIIUIO
Pu:

-
C= s
In2-N,-V-60°

rje
C — xonnenTpaius Pu [Mosb/i]
I — aKTUBHOCTH [MMIT/MUH],
71, - IEPUOJ MOJTypacmaja [c|,
V — o6beM almKBOTHI [11].

HanpumMep, s criekTpa > Pu, mpuBeaeHHOro Ha Puc. 16, 06beM 0ToOpaHHoil Ha
u3MepeHue npoosl coctapisit 20 MKIL; T/, = 2.77-10° ¢, Np = 6.02-1023, I =950 nmi/muH,
950/60=15.833 bx. CnenoBaTeIbHO
C(**Pu)=(950-2.77-10°)/(601n2-6.02:10%-2-10°) = 5.26:10 moub/1.

O6paboTka TaHHBIX TPOU3BOMIACK B IporpaMmmMHoM Ttakete MS Excel.
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3 Pe3ynbTaTtbl n ux oocyxpneHue
3.1 XapakTepucTuka ryMMHOBbIX NpenapaToB

OIHUM HW3 OCHOBHBIX METOJIOB OIPEJEJIEHUs] COCTaBa T'YMHHOBBIX BEIIECTB
ABIIAETCA dJEMEHTHBINA aHamu3. C MOMOUIbIO ATOTO METOJ[a MOYKHO CYAUTHh HE TOJBKO O
MPOLIEHTHOM COJIEP)KAHUM PA3IMUHBIX 3JIEMEHTOB, HO M PacCUMTaTh TaKhe MapaMeTphl,
KaK CTENeHb OKUCICHHOCTU W HeHachiieHHOoCcTH ['B. B Hamem ciiydae ocoOblii uHTEpec
npeacTaBisio cootHoueHue O/C, KOTOpoe MO3BOJSET KOCBEHHO CYIUTh O pe3ysbTraTax
MOIU(UKAIIIU TYMUHOBBIX MPENapaToB. DJIEMEHTHBIM COCTaB MOJYYEHHBIX TYMUHOBBIX

npernaparoB npusejieH B Tadu. 9.

Tabmuma. 9. Coxnepxanue snemeHTOB* (%, Macc) U aTOMHBIE COOTHOILIEHHUS B

HCITIOJIb30BAHHBIX T'YMHWHOBEIX IIpCIiaparax.

IIpenapatr | 3oabHocTh, % | C,% | H, % N, % 0O, % H/C O/C

CHA-P 8.95 62.67 4.43 1.00 22.94 0.86 | 0.38
CHA-PR 7.98 62.94 4.53 1.06 23.49 0.86 | 0.38
CHA-POR 6.29 60.78 4.12 0.89 27.92 0.81 | 0.42

*CoJepkaHus 3JIEMEHTOB JIaHBI B pacueTe Ha 0e330JbHYI0 POOY

YBenuyeHrne OTHOCUTEIBHOrO cojiepxkanus kuciaopoaa B mpernapare CHA-POR
CBUJIETENILCTBYET O TOM, YTO BHIOpAHHBIA TUN MOJAU(DUKAIMU ITyTEM OKHUCIEHUS COJIbIO
®peMu NPUBOJIUT K YBEIMUEHHUIO KOJIMYECTBA KUCIOPOACOAEpKAIIUX TPy (KOHBEPCUS
denonoB B xuHOHBI). [Ipenmapar CHA-PR mnoaBepraium TOJbKO BOCCTAHOBIICHUIO U

OTHOCHUTCJIbHAA J0JISI KUCJIOPOAa IO OTHOMICHUIO K YIjIiepoay HEC U3SMCHUJIACH.

OO01mee cojepkaHue KHUCIOTHBIX rpynn B mpenapatax ['B g0 u mocre
MoU(UKAIUU OTpeIesui 0apUTOBBIM MeTo/10M. [loydeHHbIe pe3ybTaThl PUBEICHbI
B Tao0u. 10.

Tabnauua. 10. O6Guiast KUCIOTHOCTh T'YMUHOBBIX IIPENIapaToB

IIpenapar O0masi KHCJIOHTOCTh, MMOJIb/T
CHA-P 5.3440.15
CHA-PR 5.93+0.20
CHA-POR 5.45+0.21

CoracHO TOJYYEHHBIM JIaHHBIM, HaWOOJBINEH KHUCIOTHOCTBIO  O0ajaeT

npenapat CHA-PR, BoccTtanoBieHHBIH cynbhuTroM HaTpus, 3a HUM cieayer CHA-POR,
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IOJYYECHHBI  OKUCIIEHWEM coibl0  ®PpeMH ¢  MOCIHEAYIOIIMM  BOCCTAHOBICHHEM
CYJIb(QUTOM U caMOil HU3KOI KHUCIOTHOCTHIO 00J1a/1aeT HEMOIU(PUIIMPOBAHHbIIN Mpenapar
CHA-P.

HpI/IBeI[eHHBIe PE3YJIbTAThI IIOKa3bIBAlOT, qTo HUCHOJIb30BAHHBIM THII

MOI[I/I(l)I/IKaHI/II/I MMO3BOJISICT BBCCTH BECbMa OIpaHMYCHHOC KOJHMYCCTBO THUAPOKCHUIIBHBIX

rpy1i B cTpykrypy I'K.

3.2 N3yyeHue BOoCCTaHOBUTESIbHbIX CBOMCTB npenapatoB B
no oTHoweHuo K Pu(V).

BoccranoButenbHylo crnocoObHocTh TmpenapatoB ['B u3ydain 10 KUHETUKE
BocctanoBieHusa Pu(V) mo Pu(IV), mpeamonaras cieayrollyl0 IOCIEI0BAaTEIbHOCTh
peaxuuit: I'B o6pa3syior komiuiekcsl ¢ HoHaMu PuO,” 1 3aTeM BOCCTaHABIMBAIOT MX JIO
Pu'". CooTBercrBylomme KHHETHYECKHE OKCICPHMEHTHl BKIOYATH B  ceOs
JIOJITOBPEMEHHOE DJKCIIOHHMpOBaHUE pacTBOpoB Pu(V) B MpuCYTCTBUU HCCIETyEMBIX
npenapatoB I'B. O Hanuuuum U CKOPOCTHU MPOIECCa BOCCTAHOBJICHUS CYIWIN 1O YOBLIU
coaepxkanust Pu(V) B pactBope. CpaBHUTENbHBIM aHalW3 KUHETUYECKUX KPUBBIX,
MOJIyYEHHBIX B MPUCYTCTBUU PA3IUYHBIX IpernapaTtoB ['B, ucrnonb3oBanu s OLIEHKU
s dextuBHOCTU HAaTUBHBIX ['K JleoHapauTa ¥ WX TUAPOKCUIMPOBAHHBIX MPOU3BOJIHBIX

Jutst BocctaHoBiaeHust Pu(V).

Jlisi TIOCTpOEHUS COOTBETCTBYIOIIMX KHWHETUYECKUX KPHUBBIX 4Yepe3 3aJaHHbIe
NPOMEXYTKH BpeMEHU onpenensuin  coaepxkanne Pu(V) B skcneprMeHTaIbHBIX
pacTBopax B OTCYTCTBHE€ W NPUCYTCTBUM TpernaparoB ['B. McxonHas KOHIEHTpanus
Pu(V) cocrasmsuia 10® M, xonuentpaumst npenaparos I'B — 100 Mr/i1. DKCIepHMEHTHI
nposogwiu 1ipu pH 8 B cpene TPUC-Oydepa.

Jns onpenenenus cojepxkanusi Pu(V) B sKCliepUMEHTAIBHONW CMECU MPOBOIUIN
skcTpakimonHoe paszneneHue Pu(IV) u Pu(V) c¢ ucnons3oBanuem TTA mo meroauke
Moprenmrepaa u Yormuua [42] . Ilpeanonaranoch, 4YTO MOHBI BOCCTAHOBJIEHHOIO
Pu(IV) u3 xommuiekcoB ¢ I'B mepeiiyT BO BHYTPUKOMIUIEKCHBIE COCIUHEHUS C
TEHOWJITPUPTOPALIETOHOM U MPOIKCTpArupyeTcsi B opraHudeckyro ¢azy. B stom ciyudae
TocyIe SKCTPAKINM B PAcTBOpE OCTaHeTcs Hempopearuposasmmii PuO,’. TTo yGeiBaHMIO
AKTUBHOCTU BOJHON a3kl MOXHO CYIAUTh 00 WHTEHCUBHOCTH BOCCTAHOBJICHUS

wrytonus (V).

IIpenBapurenbHble SKCIEPUMEHTHI IMOKa3aiu, yTo nobOamienue I'B mpuBogut k
pe3koMy cHIKeHUI0 akTuBHOcTH Pu(V) yke B mepBble MHHYTBHI JKCIIEPUMEHTA:
KUHETUYECKUME KpUBBIE BBIXOJWIM Ha Iulato dyepe3 4ac. [loatomy or6op 1pob
MIPOU3BOJININ, B OCHOBHOM, B TE€UEHHUE MEPBBIX TPEX YACOB HKCIO3UIIUU. DKCIEPUMEHTHI

npoBoauin nipu pH 8+0.3, 4TO COOTBETCTBYET KHUCIOTHOCTA MHOTHUX HMPUPOIHBIX BOJI.
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[Ipu anamornunom 3HadeHuu pH msydanu BocctaHorienue Pu(V) B mpucyrcreum I'B B
pabotre Yommuua [39]. IlosydyeHHble KUHETHUUECKUE KpuBble BoccTaHoBieHUs Pu(V) B
MPUCYTCTBUM pa3nnUHbIX mpenaparoB I'B npusenensl Ha Puc. 16. [To ocsiM 0TiI0XKEHbI
BpeMs B MHMHYTax M KOHIEHTpalusi (aKTUBHOCTb), JEJIEHHass Ha MCXOJHYIO

KOHIIEHTPAIIUIO (aKTUBHOCTH) B PaCTBOPE.

KuHeTunyeckue SKCNepuMeHTbI

1,20
1,00

KOHTpoJIb (0e3 I'B)

_ 080 CHA-PR
5 0601 CHA-POR A
0,40 1 . _ CHA-P _
0,20 -
0,00 ‘ ‘ ‘ )
0 50 100 150 200

BpemMA, MUH

Puc. 16. Boccranornenue Pu(V) paznuuneimu npenaparamu ['B.

Kak BUIHO W3 TPHUBEJCHHBIX JIAaHHBIX, MOJyUYEHHbIE KUHETHUYECKHE KpPUBBIC
XapaKTepU30BAUCh PE3KUM yMeHbIleHueM cojiepkanus Pu(V) B mpucyrcTBumn
npernapatoB ['B, Torga kak B Xoil0ocToM pacTBope — B orcyTcTBue ['B — KOHIIEHTpaIus
Pu(V) npaktundeckn He uzMeHsioch. ClielyeT OTMETUTh, UTO MaKCUMajibHas YOBLIb
coaepxkanust Pu(V) — 10 30% oT ero ucXoiHOTo cojepKaHusl B pacTBOpE - HaOJII01a1ach
B MPUCYTCTBUU Ipenapara HemoauduimpoBanusix 'K neonapaura (CHA-P), Torna kak
TUJIPOKCWIIMPOBAHHbIE — IIpernapaThl  OKa3blBAJM CYUIECTBEHHO MEHbUIMH  ddPexT:
okucneHHo-BoccTtaHoBiieHHble ['K (CHA-POR) npuBoawin K CHUXKEHHUIO COJEPIKAHUS
Pu(V) no 45%, a Boccranosiennsie 'K (CHA-PR) — Tonbko 10 70%.

[TosydeHHble pe3yabTaThl OKa3aJUCh JAJEKU OT OXujaaeMbiX. Moaudukaius
npenapaToB ObUla HAMpaBjieHa Ha TOBBIIIEHME MX BOCCTAHOBHUTEIHHON CIOCOOHOCTH
IyTE€M BBEJCHUS JOMOJHUTEIBHBIX TMAPOKCWIBHBIX TPYIII, MO3TOMY IPEANOIaraioch,
yto mnpenaparsl CHA-PR u CHA-POR nomxHbl Obui ObITH Oosiee 3¢ (HEKTUBHBIMU
BoccraHoBurensimu, dyemM CHA-P. Ha mnpakrtuke Boccra”HoBieHHbI mnpenapar ['K
okazajcsi Oosee ciaObIM BOCCTaHOBHUTENEM, 4YeM HaTuBHBIM mnpenapar ['K. Jlns
BBISICHEHUS! MPUYMH TOJyYEHHOTO MPOTUBOpeUrs HeoO0XoauMo ObUIo ropasjio Oolee
MoJIpOOHO PacCMOTPETh MPOIECChl, 00yCIOBIMBarOIME YObUIh KOHIeHTparuu Pu(V) B
NPUCYTCTBUM TpenaparoB I'B, Tak kak mosydeHHblE KHHETHUECKHE KPUBBIE MOTJIU OBITh

OTpaKE€HUEM He TOJIbKO BoccTaHoBeHUs1 Pu(V), HO U pyrux mpoIeccos.
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IIpexxne  Bcero, HeoOXoaMMO  OBUIO  y4ecTh, 4YTO  A(OPEKTUBHOCTH
BOCCTAHOBUTEILHON CIIOCOOHOCTU MPENApaToB OLEHUBAIACH HE IIyTEM MPSIMOTO
u3mepenus coaepxkanus Pu(IV) — npoaykra peakiuu Boccranosienust Pu(V), a o ero
KOCBEHHOH OIIeHKE Ha OCHOBAaHUM YOuLiu akmueHocmu BOJIHOWU (a3l pactBopa. llpu
ATOM HYXKHO 0CO00 OTMETUTh, UTO i omnpeneneHus Pu(V) B pacTBope HCMOIB30BAIN
METOJl >KMJIKOCTHOW CHMHTWIUISALIMYA, OCHOBAaHHBIM Ha perucrpaluu pajioaKTUBHOCTH,
KOTOpBI  ONpeNeNnsieT CyMMapHOE COJepKaHue sjep IUIyTOHHsT B oOpaslie BHE

3aBUCHUMOCTH OT CTCIICHU UX OKHCIICHHA.

KpOMC TOro, CJICOYIOIHUC (baKTOpBI MOITIM BJIMATb Ha XOJ IIOJIYUYCHHBIX

KHMHCTHYCCKUX KPUBLIX:

® UETHIPEXBAJICHTHBIN IUTyTOHUM, 0Opa30BaBIIMIICS B PE3yJIbTATE BOCCTAHOBIICHUS
Pu(V), npu pH & MrHoBeHHO THAPOJIM30BAJCA W HE OIKCTPArupoBalCi B

opraHuyeckyro (hazy;

e Tak xak TeHounTpudTopaieTon odpaszyer komiuiekchl ¢ Pu(IV) Tonbko B KUCITBIX
cpezax, TO Ha IEPBOM 3Talle SKCTPAKIMK PEAaKIIMOHHYIO CMeCh, coepxkalyto ['B,
MOJKUCIISUIN a30THOM KuciIoToi 10 pH 1, mocne yero u npoBOAWIN pa3ciicHue
¢a3. ['yMuHOBBIE KHMCIOTHI HE pPAacTBOPUMBI B KHcioTax W npu pH MeHbine 2
HAYMHAIOT BBINAAaTh B 0CAJJ0K. DTOT MPOIIECC MPOUCXOJUT HE MTHOBEHHO, HO MpHU
koHueHtpauuu ['B 100 mr/n yxe depes 20-30 MUHYT 1OC/I€ MOIKUCICHUS MOMKHO
HaOmonaTh oOpa3oBaHue ocajka. CregoBarenbHO, yAajJeHUE IUIyTOHUS W3
BOJIHOM ¢a3bl Moriio ObITh 00yciioBieHo copOuueit Pu(IV) Ha ocagke I'B. Onnako
B O9TOM CjIy4ae BpsJ JII MOXXHO ObUIO Obl HaOJI0O/IaTh MOCTENEHHOE CHIKEHUE
oOuieil KoHIleHTpauuu B pactBope. Cxopee, Habmogancs Obl pa3Opoc 3HauUeHUit

KaK B ITOJIOKUTCIIBHYIO, TdK U B OTPULATCIIbHYTO 00J1aCTb.

e FEme oguuMm dakropoMm, mpensaTcTByrommM dkcTpakiuu Pu(lV) B Bume
BHYTPUKOMIUIEKCHBIX —coeauHeHuidt ¢ TTA, Morimo ObITh KOHKYpPEHTHOE
koMIuiekcooOpazoBanue I'B ¢ Pu(IV). Ono moxer ObITh 0OyciiOBII€eHO Oosiee
BBICOKUM cpoAcTBOM Pu k cBsaspiBanuto ¢ ['B, uem ¢ TTA.

I[J'[?[ BBIICHCHUSA BKJIa/la YKa3aHHBIX TIPOHCCCOB B IIOJYUCHHBIC PE3YJIBTATHI 110

BOCCTAHOBJICHUIO PU(V) OBLT MPOBCJCH pAJl COOTBCTCTBYIOIINUX SKCIICPUMCHTOB.

3.3 N3yyeHne BO3MOXHOCTU U3MEPEHUSA aKTUBHOCTU
opraHuyeckom cpasbl.

KC onpenenenue konmeHtpamuu Pu(IV), skcrparupyeMoro B OpraHMYECKYIO
dazy, 3aTpy/IHEHO U3-3a CWJILHOTO TYIIIEHUS JTIOMUHECIEHIUY, BbI3biBaeMoro TTA. Jlis

OLCHKM BJIMAHUA 3(1)(1)CKTa TYHICHUSA Ha PETUCTPUPYCMYIO aKTUBHOCTH PaJIUOHYKIIMIOB,
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NPUMEHSIOT ~ MpeoOpa30BaHHBI  CHEKTpaJbHBIA  HMHJAEKC BHENIHEro  CTaHjapTa
(transformed Spectral Index of the external standard, tSIE), Ha3piBaemblii Takxke
napamerpom TymeHus. tSIE cocraBiasier 1000 B orcyrctBue 3ddekra Tymenusa. Kak
BUJTHO W3 TPUBEJACHHBIX 3aBUCUMOCTEN 3(PQPEKTUBHOCTH pPETUCTpAIM alb(a-uyacTHUll
(Puc. 17), nnsg o-u3inydaromux pajuoHyKIuI0B 3¢ dekTuBHOCTh cueta paBHa 100 %
TOJIBKO /I 00pa3IoB ¢ mapameTpoM TyiieHus He meHee 80 [44].

100%
75%
£

50%

25%

0%

0 200 400 600 800
tSIE

Puc. 17. 3aBucumocts 3((PEeKTUBHOCTH perucTpanuu OeTa-4yacTHIl H, "C n

2
anpda-gactir > Pu.  DPQPEKTHBHOCTh PETHCTPAald  anbDa-yacTHIl B  IIHPOKOM

nuariazone napamerpa Tymenus tSIE pasna 100%.

Jns ompenenenust tSIE teHounTpudToparietona orOupanu aiukBoTrel 0.5 M
pactBopa TTA o6vemom 0.05, 0.1 u 0.5 w1, mpwmBanu 20 M CHUHTHUISITUOHHON
JKUJIKOCTU U B T€YeHHe 2 MUHYT uzMmepsian ux Ha JXKC criekrpomerpe s onpeaeieHus

napameTpa TyuieHus. Pe3yiapTaTsel nmpuBeaeHb! B Ta0auie 11.

Tabmuua 11. IHapamerp Tymenus tSIE ansa paznuussix anuksor 0.5 M pactBopa

TTA.
O0beM AJTHKBOTHI, MKJI TSIE
50 128.3
100 88.4
500 22.6
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Kak Bunno u3 Tabn. 10, 3Hauenust napamerpa TymeHus uid anuksoT 50 m 100

MKIJI JOCTAaTOYHO BCJIIMKU IS IIPOBCACHUA JOCTOBCPHBIX KC HSMepeHHﬁ.

Tem He MeHee MpU UCCIIeJOBaHUU OpraHnyeckoid (assl nocie sxctpakuuu Pu(I1V)
CKOpOCTh CueTa oOKasajach Iopsajaka (oHoBoi BenuuuHbl. [loaToMy B BBIOpaHHBIX
YCJIOBUSIX JKcHepuMeHTa orpezeienue coaepxkanus Pu(IV) B opranuueckoii ¢daze He
JaeT HaJeKHBIX pe3yiapTaroB. Kpome TOro, naxke INpu BO3MOMKHOCTH W3MEPEHHUs
AKTUBHOCTU OpraHWYecKOH (a3bl, COOTBETCTBYIOLIME JaHHbIE HE JaJId OBl IOJHON
uHpopmaiu o konmuuectse Pu(IV), momydyennoro npu BocctanoBienuu Pu(V), uz-3a

TOro, yto yacth Pu(I'V) ruaponusyercs u He SKCTparupyercsi B opraHuueckyro hasy.

[TosToMy chemayrolMM 3TanoM SKCIEpUMEHTa Oblla MpoBepka 3(PPEeKTUBHOCTH
skcrpakiuu Pu(IV) B Bume BHyTpukoMILIeKCHBIX coefauHeHuid ¢ TTA B mpucyrcTBuun
I'B.

3.4 UccnepoBaHue cteneHu nssne4vyeHusa Pu(lV) B Buge
komnnekcoB ¢ TTA B NpuCcyTCTBUMN T'YMUHOBbIX BELIECTB.

CoracHO JUTEpaTypHbIM JIaHHBIM [42] ONTUMIUIBHON CpeAol s SKCTpaKIUU
Pu(IV) ¢ TTAsBnstorea a3orHokucisle pactBopbl ¢ pH ~1. Hamm ke skcriepuMeHTs
BBINOJHSIMCh TIpu pH 8 B mpHCyTCTBMM T'yMHMHOBBIX BEHIECTB. B 3THX ycClIOBHAX
BO3MOKE€H KaK T'MJpOJIN3 MOHOB IUTYTOHHUSA, TaK U UX CBS3BIBAHME B KOMIUIEKCHI ¢ I B.
O6a »Tu mporecca MOTYT MpenarcTBoBaTh dKcTpakiuu Pu(IV). Jlns olleHKu BIUSHUS
rupoin3a W KoMmiuiekcooOpazoBanus Pu(IV) Ha mnoaHOTY e€ro »KCTPaKIIMOHHIO
U3BJIeYEHUS] ObUIA TIPOBEJIEHBI TPU CEPUM DKCIIEPUMEHTOB. B mepBoii U3 HUX K pacTBOpY
Pu(IV) noGasmsuim I'B, ycranaBnuBanu pH ~ 1 ¥ mpoBOIMIM SKCTPAKIUIO PacTBOPOM
TTA. Bo Bropoii cHauazna ycranasinusaiau pH pactBopa Pu(IV) paBubsiM 8 (pu nomomnu
Tpuc-Oydepa), nobasmsiiu I'B, 3atem ycranaBauBaiu pH~1 u Takxke mHpoBOIMIN
aKcTpakimio. Hakoner, B TpeTheli cepun akctparupoBaiu Pu(IV) nHenocpenctBeHHO 13

pactBopa ¢ pH 8. ITosrydeHHsie pe3ysibTaThl IPUBEICHBI B TAOJIHIIE.

Tabmuma. 12. Crenens wusBieuenuss Pu(IV) B mnpucyrctBum mnpemnapatoB I'B mnpu
paznuuHbIX pH.

Crenenb uzBjedenus Pu(IV), %
IIpenapar
pH 1 pH8 »> pH1 pH 8
CHA-P 50+15 60+5 0
CHA-PR 40+15 2015 0
CHA-POR 50£15 40+£5 0
0e3 ['B 90+5 0 0
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Ha ocHoBanuu IMOJIYYCHHBIX CTEIICHEN HM3BJICUYCHUS MOXHO CJI€IaTh CJICAYIOIue

BBIBOJBI:

1) BBEJICHUE YETHIPEXBAJIEHTHOIO ILTYTOHUS B BOJHBIN pacTBop npu pH 8§ B
orcyrcTBUM I'B ipuBOAUT K €ro OBICTPOMY U MOJTHOMY THAPOJIU3Y U TEM
caMbIM HCKJIIOYaeT oOpasoBanue komiuiekcoB ¢ TTA. Ilporecc
TUJIPOJIN3a COIPOBOXKAAETCS HEOOPATUMBIMU  OJIMMEPU3ALIUOHHBIMU
mpolieccaMy, 4YTO MPEJOTBpAllaeT pacTBOPEHUE TUIPOIU30BAHHOIO

IUTYTOHHS ITOCJIC ITOAKHUCIICHUS.

2) B pacTBopax, cojaepxkamux ['B, mpoucxoautr o6pa3zoBaHre KOMIUIEKCOB
C UWOHAMM YETHIPEXBAJICHTHOTO ILUIYTOHUS, TNPENATCTBYIOIEe UX
ruaponusy. llpu mnonkucnenun komiuieke ¢ ['B  paspymaercs u
BeicBOOOMMBIIIHiCST  Pu(IV) CBS3BIBAETCI B KOMIUIGKC €

TEHOUITPUPTOPALIETOHOM.

HenomHoTa »KCTpakimyu MOKET OOBSICHATHCS TEM, YTO TPOIECC THAPOJIN3a M
00pa3oBaHusl KOMIUIEKCOB ¢ ['B KOHKypHpPYIOT MeXIy co00ii, B pe3ysbTaTe 4ero 4actb
TUTYyTOHUS THJIPOJIU3YETCs, a YacTh 00paszyeT koMmiuiekesl ¢ I'B. [l pa3HbIX npenapaToB
['B Obutn 1OJIydeHBI pa3HbI€ CTETIEHU WU3BJICUEHUS, YTO SBISETCS CBUJIECTEIHCTBOM HX
pPa3IUYHON CIOCOOHOCTH K KOMIUIEKCOOOpa30BaHMIO, O0YCIOBICHHON crenupukoi ux

CTPOCHUSI.

OnbITHI, TIPOBEJCHHBIE 0€3 TOJKUCIICHHUS, TIOKa3ald, YTO THUAPOIU3 TOJTHOCTHIO
npensaTcTByoT u3BiedeHuto Pu(IV) B Bue KOMILUIEKOB ¢ TEHOMITPUDTOPAIIETOHOM KaK B

MIPUCYTCTBUH, TaK U B oTcyTcTBUE [ B.

DKcrnepuMeHThI, TipoBeieHHbie ipu pH 1 B mpucytctBumn ['B, ObLIN OCIOXKHEHBI
ocaxxaennem I'B u copbuueit Ha aux Pu(IV), npuBopsiieit k Tomy, 4To mociie OTACICHUS
ocaaka I'B Bognas dasza copepxkana Tosibko 30-40 % OT BBEJIEHHOW aKTUBHOCTU. DTO
3HAQUUTENIBHO CHU3WIO TOYHOCTh ONPE/EJICHUS CTENEHU W3BJIECUEHHUS, TaK Kak IOcCie
AKCTPAKIIMU aKTUBHOCTH BOAHOU (ha3wl Obliia oueHb HU3KOM (30-40 ummn/mMuH). Haubosnee
3HAYUMBIM pe3yibTaT B JIAaHHOM OJKCIIEpUMEHTE ObUI TOJy4deH s TpoObl, HE
conepxkamieid ['B. Bpuio mokaszaHo, 4TO M3 KHCIBIX PacTBOpPOB, He cojepxkammx ['B,
Pu(IV) B Buje BHYTPUKOMIUIEKCHBIX COEAMHEHUI ¢ TEHOWITPU(TOPALIETOHOM

H3BJICKACTCA NMPAKTUYCCKU IMOJIHOCTEIO. CreneHn u3BjIeUeHUS cocTaBisaeT ~ 90 %.

Takum o00pa3zom, HaOOp MPOBEAEHHBIX HKCIEPUMEHTOB I[IOKa3ajl, 4YTO s
WHTEpIIpEeTallMM KUHETUYECKUX KpUBBIX BoccTaHoBieHusi Pu(V) B mnpucyrcrBuu
rYMUHOBBIX TmipernapaTtoB (Puc. 16) Hy)XHO NpuHMMATh BO BHUMaHHWE HE TOJIBKO
OKHUCJIUTEIbHO-BOCCTAHOBUTENIbHBIE, HO U KOMIUIeKcooOpasyroue cBoiictBa ['B,
KOTOpBIE ONpeAessaioT 3(P(HEKTUBHOCTh JKCTPAKIMKM YETHIPEXBAJEHTHOIO IUIYTOHUS B

TOJ'[YOJ'IBHLII71 pacTBop TTA. Hanuuwue 9KCIICPUMCHTAJIBHBIX JAaHHBIX 110 BJIMAHWUIO
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pazimuHbix npenapatroB ['B Ha crenens uzBieuenus Pu(IV) (Ta6a. 11) nmo3Boauino Ham
MEePEerTH K OlIEHKE BKJIa/la COOCTBEHHO OKUCIMTEIHLHO-BOCCTAHOBUTEIBHBIX cBOHCTB ['B
B XO0JI KHHETHMUECKHX KPUBBIX BoccTaHOBjIeHUs Pu(V). OnucaHuio COOTBETCTBYIOIIETO

PACUYCTHOT'O SKCIICPUMCHTA IMMOCBAIICH CJ'ICI[YIOI_[II/Iﬁ pasacii.

3.5 OueHKa BOCCTaHOBUTESIbHON CNOCOOHOCTU pPa3nnYHbIX
npenapaTtoB 'B no oTtHoweHuto k Pu(V).

I[J'IH OLICHKH BOCCTAaHOBUTEJIBHOMI CIIOCOOHOCTH F'YMUHOBBIX IIperaparoB II0
OTHOIICHHUIO K PU(V) OBLT IMPOBCICH pvaCTHBIfI IKCIICPUMCHT C YUCTOM pas3Iindusia

KOMIUIEKCOOOPa3yIOIUX CBOMCTB UCCIIEyeMbIX MpenaparoB 1o oTHoieHuto k Pu(IV).
Jlis ipoBeieHUs pacueToOB UCTIOIB30BAIIH CIIEYIONINE TapaMeTPhl:
Cy— of11ast akTUBHOCTH BOJAHOM (pa3bl (M3BECTHAS BEJIUUNHA);

Cion — DOKCIIEPUMEHTAJIBHO H3MepsieMas aKTUBHOCTh BOJHON (a3bl uepes
IPOMEKYTOK BpeMEHM t (II0 METOJy SKCTPAKIMOHHOIO pa3JelIeHUs] BaJEHTHBIX (hopM
IUIyTOHHUA ¢ tomoinsto TTA);

k — crenennp u3Bnedenuss Pu(IV) B opranumyeckyto ¢asy, coxaepxkauryro TTA

(BKCHepI/IMCHTaJ'IBHO omnpeaeisieMasn BCJ'II/I'-II/IHa).

Cyy — conepxanue Pu(IV), ocraBuierocst B BOJHOH (ha3e B pe3ysibTaTe HEMOIHOTHI
skcTpakiuu TTA u3-3a KOHKYpEHIIMU IPOIIECCOB TUJIPOJIM3a KOMILIEKCOOOpa3oBaHUs

I'B (nckomasi BenmnuuHa);

Cy — colepkaHue OCTaTOYHOTO HeBoccTaHoBleHHOro Pu(V), Haxoxsierocs B

BOJIHOM ¢aze (McKoMasi BEJTUUNHA).

Conepxanue uckombix Gopm rrytonus — Cy u Cpy — BeIpaxajiu uepe3 U3BECTHhIC
BEJIMYMHBI C TIOMOIIbIO TMPUBEJIECHHOW HUXKE MOCIEOBATEILHOCTH MaTeMaTHUeCKUX
BeIpakeHuit. [Ipu mx cocraBlieHUd TPUHUMAIHU, 4YTO oOIIee cojep:kanue Pu B BoaHOM
daze (Cy) ompenensercs TOJBKO JByMs BajeHTHbIMU ¢dopmamu — Pu(V) u Pu(IV).
N3mepsemMas aKTHMBHOCTh HKCIIEPUMEHTAILHOTO pacTBOpa 4Yepe3 ONpeJleIeHHbIN
npoMexyTok BpeMeHH t (C,,;) 00ycliOBI€Ha KaK MPUCYTCTBUEM HEBOCCTAHOBIEHHOI'O
Pu(V) (Cy), Tak u yactuudo HeusBiedeHHOTo Pu(IV), akTMBHOCTH KOTOPOTO MOKHO
BbIpa3uth Kak (1-k)Cpy , rae k - KOdpOUIMEHT >KCTpaKIMOHHOro wu3BiedeHus. llpu
pacuerax npeneOperanu copbuueid Pu(IV) na ocaaxe I'B u mpenmnosaranu, 4tro Bce
yObIBaHME AKTUBHOCTU OOYCIOBJIIEHO TOJBKO 3KcTpakiueit Pu(IV) B BomHyro da3zy.
VYKazaHHbIE JONMYIIEHUsI TMO3BOJWIN BBIPAa3uTh HCKOMbIe mapameTpsl Cry u Cy yepes

HN3BCCTHBIC UJIN SKCIICPUMCHTAJILHO OIMPCACIACMBIC BCJIIMYUHEBI CIICAYIOIINM 06pa30M:
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KOH = CO + kC w
U
C - CKOH
CV =Ly~ ° &
C - CKOH
Cp = °

Tak kak Mpu MPOBEJICHUNU KUHETUYECKUX IKCIEPUMEHTOB i pazjaenenus Pu(V)
nu Pu(IV) nmnocie BOCCTaHOBIEHUS WUCIOJIB30BAIA  DKCTPAKIIMOHHYIO CXEMY C
noakuciaeHueM a0 pH 1, To uisi BBIYUCIEHUSI COOTHONIEHWII B BOAHOU (aze
UCIIOJIb30BAIIN SKCIIEPUMEHTAIBHO HAWIEHHBIE BEIMUMHBI SKCTPAKIIMOHHOTO U3BJICUCHUS
Pu(IV), mostydeHHble 11 DTOM ke CXEMbl. DTH BEJIWYUHBI TNpuBeaeHbl B Tadm. 11 u
coctaBisaoT 60+5 % (CHA-P), 20+5 % (CHA-PR) u 4045 % (CHA-POR). 3nauenue C,
BO BCEX OKCIIEPUMEHTaX IPUHAMAIA pPaBHBIM €JIMHUIE, TaK KaK BCE 3HAYCHUS
HOPMHUpPOBAJIM Ha HUCXOJHYIO OOIIyl0 KOHIEeHTpanuio Pu B 3KcrepuMeHTalbHOM

pacTtBope.

3nauenusi C,,, uepe3 IMEpBbIA NPOMEKYTOK BpeMEHHM (IIEpBbIE TOYKU Ha
JKCHEPUMEHTAIBHBIX ~KUHETUYECKUX KPUBBIX) JUIsl HMCIOJIB30BaHHBIX B pabore
npenaparoB I'B cocraBunu: 0.35 st CHA-P, 0.62 nma CHA-POR, 0.75 nns CHA-PR.
[ToncraBnsis COOTBETCTBYIOIME CpeAHUE 3HAUEHUs I cTeneHu usBineueHus Pu(lV) B

MPUCYTCTBUM PA3IMYHBIX MPENApaToB B KOHEYHbIE YPABHEHUS MOJyYaeM:

CHA-P: Crv =(1-0.35)/0.60=1.08
CHA-POR: Civ=(1-0.62)/0.40=1.2
CHA-POR: Civ=(1-0.75)/0.20=1.25

CornacHO NpUHATHIM JIomyieHusM, Cry He MOXKeT ObITh OoJiblie 1, Tak Kak cyMMa
Ciy n Cy nomkHa ObITh paBHA equHUIE, a KOHUEeHTpauus Cy He MOXET OBbITh MEHbIIE
HyJa. OgHaKo B JAaHHOM cliyyae C YY4e€TOM TOro, YTO HaMM OBLIM BBIOpAHBI CpeaHUE
3Ha4YeHus, nmpumeM BeanuuHyCpy IS BCEX ATUX IpenaparoB, paBHOW €IWHHUIIE. DTO

3HAYUT, YTO K MOMEHTY MEepBOTro 0TOOpa Mpo0d BOCCTAHOBIICHUE B CHCTEME YK€ MPOXOIUT
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MOJIHOCTBIO U BCSI aKTUBHOCTH BOJAHOM (Da3bl - 3TO aKTUBHOCTHh HEMPOIKCTPArupOBaHHOTO

(cBsi3aHHOTO B KOMILIEKCHBIE coeauuenus ¢ ['B) Pu(IV).

DTO JUIIaeT Hac BO3MOXKHOCTU CPaBHUTH 3(DPEKTUBHOCTH MPEMAPATOB MEKIY
co0Ol, OJHAKO IMO3BOJIAET CJieJlaTh BBIBOJ, YTO BCE WCIIOJIb30BAHHBIE TIpEMapaThl
SBIIAIOTCS JJOCTaTOUYHO CWJIBHBIMU BoccTaHoBUTENIMUA Pu(V) m ObICTpO MPUBOAST K €ro
MOJIHOMY BOCCTaHOBJIEHHIO. OOBSCHUTH CTOJIb OBICTPOE BOCCTAHOBIIEHUE TI0 CPABHEHUIO
¢ pe3ysbTataMu YormuHa [39] MOKHO BBICOKOW KOHIIEHTpAIMENR TYMUHOBBIX BEIIECTB, A
TaK)K€ TEM, YTO UX pacTBOPbI BCE BpEMsS HAXOIWIUCh Ha CBETY WU, MOXET OBITb,

COACPIKAIN BBICOKUC KOHIICHTpAIUN HAATICPCKNUCHBIX COCIMHCHUI.

YcTaHOBIIGHHBIN (haKT, YTO AaKTUBHOCTH BOJHOHN ¢a3pl B mnpucytctBuu ['B
ompesensercs cojepxkanrueM 3akomiuiekcopanHoro Pu(IV), mo3BossieT cienaTs BHIBOJ O
TOM, YTO WCCJIEIOBaHHBIE THUAPOKCWIMPOBaHHBIE mpom3BoaHbie ['K rneonapauta
obnagarot 0osiee BRICOKUM cpojcTBOM K Pu(IV), yem HeMoaudbuimpoBaHHblid mpemnapar
I'K.

[TosydyeHHbIE pe3ylbTaThl CBUJETEIBCTBYET O MEPCHEKTUBHOCTH XUMHUYECKOU
MoaupUKAIIU KaK crioco0a MOJyYeHUs IpernapaToB T'YMUHOBBIX BEIIECTB C 3aJaHHBIMU

CBOWCTBaAMU.
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BbiBOoAbI

1.

BHepBHe HUCCIEI0BAHO B3aUMOCICTBUE TYMHUHOBBIX KHUCJIOT JICOHApAUTA U UX
TNAPOKCUWIIMPOBAHHBIX IIPOU3BOJHBIX C€ HWOHAMMU IUIYTOHUSA B  CTCIICHAX

oKkucieHus +4 u +5.

ITokazano, uro BHecenue I['K neoHapaura W WX TUAPOKCHUIMPOBAHHBIX
MPOM3BOJHBIX B pacTBopel Pu(V) mpuBoauT K OBICTPOMY BOCCTaHOBJICHHIO
Pu(V). Bce wuccnenoBannble npemaparsl  npuBoawid K 100%-HOoMmMy
BoccTaHoBieHuto Pu(V).

Y cTaHOBIIEHO, YTO MPUCYTCTBUE T'YMUHOBBIX MPENapaToB CYIIECTBEHHO BIIUSET
Ha DJKcTpakimoHHoe wu3BiedeHue Pu(IV) B TomyosibHBIE  pacTBOPHI
TeHOWITpUdTOpaneToHa. COOTBETCTBYIOIIUE CTENEHN M3BJICYEHUS COCTABJISIOT:
Juisi HemoqudunpoBanHoro npenapara CHA-P 60+5, mist BoccTaHOBIEHHOTO
CHA-PR 2045, nns okucnennoro u BocctaHoBjieHHoro CHA-POR 4045.

Hcnonb3oBaHue I'YMHUHOBBIX BCHICCTB MOKCT OBITH NEPCIICKTUBHBIM  JIJIA
CO3JIaHU PCAKIIMOHHBIX MAaTCPUAJIOB, 06J1az[a101umx BOCCTAaHOBHUTCIIbHBIMU U

CBA3BIBAIOIIUMM CBOMCTBAMU 110 OTHOIICHUIO K AKTUHUIAM.
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BbipaxeHue npu3HaTeNnbHOCTH

ABTOp BBIpa)KaeT OTPOMHYIO 0J1arofapHOCTh PYKOBOJIUTENO paboThl IlepmuHOBOI
HNpune BacwibeBHe, penenseHty [apmairy Amsapero BukropoBuuy, a Takwxke
Jenncy Muxaitmopuuy JKununy, KynukoBoit Haranee — AJieKcaHIIpOBHE,
KynpsBueBy Aunekcero BanepbeBuuy, lOnoBy Marsero IOpbeeBuuy, KoaneHnko
Anrtony HukonaeBuuy, CanoxHukoBy HOputo AsiekcanapoBuuy u ero paboueit
rpymnne, B ocobennoctu KanmeikoBy Crenany HukosaeBuuy.
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