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BbigeneHue amepuuma xpomartorpamyeckum mMeToaom

XapuronoB O.B., ®upcosa JI.A., Koznutun E.A.
@I'BYH Uncmumym ¢uszuyeckoi xumuu u snexmpoxumuu um. A.H. @pymxuna PAH, Mockea
[octynuna B pepakmuro 31.01.2017 r.

[puBeneH 0030p pe3ysIbTaTOB MCCICAOBAHHUHN 110 BBIICICHHIO AMEPUIINS METOJIOM BBITECHUTEILHON
KoMIuTekcooOpa3oBarenbHoi xpomarorpaduu (BKX), mpoBeneHHBIX B jmabopatopun XxpomaTtorpaduu pa-
IMOaKTUBHBIX 3MeMeHToB MDXD PAH. Pa3paboraHbl crmocoObl BBIJCNEHUS BBICOKOYHMCTHIX IPENapaToB
aMepuLHUs U3 PACTBOPOB Pa3IMYHOIO CIOXKHOTO COCTaBa, B TOM YHCIIE U3 PacTBOPOB, 0OPa3yIOIIUXCS MPU
nepepaboTke oTpadoTasmiero suepHoro Tormsa (OST).

KiioueBble ci10Ba: BbITECHUTENBHAs KOMIUIEKCOOOpa3oBaTelibHas Xpomarorpadus, aMepuliuy,
KIOpI/Iﬁ, PaauOHYKIINAbI, IBETHLIC, PEAKO3EMEJIbHBIC U TPAHCIIJIYTOHHUCBBIC 3JICMCHTHI, CyJ'II)(bOKaTI/IOHI/ITI)l,
KOMIUIEKCOHBI, pa3/ie/icHHe.

Isolation of americium by the displacement chelating
chromatography

Kharitonov O.V., Firsova L.A., Kozlitin E.A.

Russia Federal State Budget Institution of Science A.N.Frumkin Institute of Physical Chemistry and Electro-
chemistry of the Russian Academy of Sciences, Moscow

The review of results obtained during the americium separation studies at the Laboratory for Ra-
dioactive Elements Chromatography of the IPCE RAS is given. To obtain the high purity americium prepara-
tions from solutions of the complex composition the displacement complexing chromatography (DCC) tech-
nique was used.

Two stage technology was used for the separation of isotopic pure americium-241 in the amount of
50-100 g from solutions containing all elements of the rare earth group. The 1* stage was conducted for the
efficient decontamination of americium from light and transition rare earth elements (REE) using the eluate
containing 0.025 mole/L of DTPA and 0.015 mole/L of ammonium citrate. During the 2™ stage the final end-
polishing of americium from heavy REE was performed using the solution containing 0.073 mole/L NTA.

In the separation process of americium from solutions of cooled plutonium the admixture elements
present in the solution served as intercalators for the separation of americium and cerium. This process ver-
sion allows for the complete separation of americium from REE admixtures.

Hundreds of milligrams of curium and americium were separated via the pressurized ion exchange
chromatography (PIX-method) using a fine grain sorbent with the grain size of 35-70 um. The sorbent
enabled to increase the elution flow rate by a factor of 5, thus reducing the irradiation dose on the eluent and
sorbent.

The experimental separation of weight quantities of americium from high radioactive solutions after
spent nuclear fuel (SNF) reprocessing was tested under the ‘PRORYV’ Project at the ‘Mayak’ chemical
combine. An about 9 g fraction of Cm-244 containing as high as 6% of Am-241,243 and a 65 g fraction of
Am-241,243 containing as high as 0.8% of Cm-244 by mass and 0.1% of Eu-154,155 by y-activity were ob-
tained.

The developed techniques were included into the baseline radiochemical technologies for the separa-
tion of radionuclides at RosAtom enterprises.

Keywords: displacement chelating chromatography; americium, curium; radionuclides, non-ferrous,
rare earth, and transuranic elements; sulfonic cationites; chelating agents; separation,
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BBepeHue

AMepHuIMil 3TO MCKYCCTBEHHBIH pPaJUOAaKTUBHBINA 3JIEMEHT, KOTOpBIM HMMEET JBa
JIOJITO’KUBYIIIUX PaAMOAKTHBHBIX M30Tona Am-241(Tys=432 1) u Am-243(Tys=7374 r).
N3oronHouncTeiii Am -241 nosydaercs npu pacnane Pu-241:

241PMM—)241AWZ

VYHuKanabHbIE sIepHbIE CBOMCTBA Am-241 HaxXoIAT IIMPOKOE IPUMEHEHNUE B MaJION
atoMHOM »Hepretuke [1,2]. Am-241 oOnamaeT MPaKTUUYECKH MOHOIHEPTETHYECKUM O
(5.44 u 5.49 M»sB) u y- (59.6 ¥9B) usznydenuem. Kak MCTOYHHMK TaMMa-U3TydeHUS OH
UCIIONIB3YETCS ISl U3MEPEHUS TONIIUH METaUNIMYeCKUX IUIACTHH, YIUIOTHEHHS MOYBbI, B
nedeKTOCKONMMH U B paauorpapudeckux uccienoBanusx. OH MOXKET ObITh MCHOJIB30BaH
TaK)Ke B JIOKAIMOHHBIX MPHUOOpax, I71e€ UHTEHCUBHOCTh pajyallliy 3aBUCUT OT PAcCTOSHUS
MEXly UICTOUHUKOM U AeTekTopoM. B CIIIA Am-241 mmpoko ucnonab3yeTcs B 1eTEKTOpax
JUI. TIPOTUBOMOXKAPHOW CUTHanmu3anuu. Kak HMCTOYHHMK MSTKOro Y-u3iydeHus Am-241
NPEBOCXOJUT JIpyrue MoJ00HBIE PAIHMOHYKIUAbI C TOUYKU 3PEHHS CTOMMOCTH, YJI0OCTBa
oOparieHusi, CreKTpaaIbHON YHCTOTH M BPEMEHHU XU3HHU. B cMecu ¢ OepuineMm u 6opom
Am-241 ucnonb3yeTcs Kak MCTOYHHK OBICTpHIX HelitpoHoB (MBH) mpu uccrnemoBanuu
HE(QTSAHBIX CKBaXXHH, U3MEPEHUHM KOHIUEHTPALMU COCTABJISIONIMX 3JIEMEHTOB B IIOYBE,
OIIPEEIICHUH COAEPKAHUS BOJIbI B IOTOKAX XMMHUKO-TEXHOJIOIMUECKHUX MPOIIECCOB.

Kpome Toro, Am-241 MoxeT OBITh WCIIOJIB30BAaH KAaK CTapTOBBIA MaTepuai s
nonyuenus Cm-242 n P22,1-238 [2,3] mo cxeme:

Am—22522 gy B 220y eliG2am) (238 py,

CaMblil TONTOXUBYIIMNA M30TON amepuluss Am-243 ucnonb3yercs Ui pajiuoXu-
MHUUYECKUX HCCIIEeIOBAaHUN U JUIsl HAKOIUIEHUs 0ojiee OTAAJICHHBIX TPAHCYpPaHOB, BIJIOTh J10
depmust. Mumenn u3 Am-243 npumensuin B [lyOHe mpu CHHTE3€ HEKOTOPBIX M30TOIOB
snemenToB Ne 102, 103 u 105.

Boiienenne m30TomHOYMCTOTO amMepunma-241. JIs BeIACICHUS W OYHUCTKHA H30-
TOIHOYUCTOTO amepulus-241 HCIoab30BaJId METOJ BHITECHUTEIBHOM KOMILIEKCOO0pa3o-
BaTenpHOU Xxpomatorpaduu (BKX), KoTOpbIi paHee c ycrexoMm 3apeKOMEHIOBal ceOs
npu paszzneneauu P30 u TIIO [4-8].

Boigenenne amepunysi U3 pacTBOPOB CIOKHOTO COCTaBa, COJEPXKAILUX BCE dJie-
MEHTBI PEIKO3EMENIbHOM Tpynmnbl, OpoBoawian [9-11] B pexume MOCIEAOBATEIBHOIO
AITIOMPOBAHUS B PAMKaX JIBYXCTaJIUHHOTO XpPOMATOrpauaecKkoro mpouecca.

Ha nepBoit craaun xpomarorpaguueckux LMKIOB IPU MCIOJIb30BAaHUU 3JIIOCHTA,
comepxamero 0.025 moms/mm JTITA u 0.015 Momb/IM’ THTPATa aMMOHHS, TIPOMCXOIHIIA
3¢ dexTUBHAs OYMCTKA aMepuLus OT JierTkux P30, eBponus u raloquHusl, ¢ pe3koil rpaHu-
el MeXly 30HaMM aMepHIUs U rafoauHus (puc.l). bputo 1oCTUTHYTO MOJHOE OTAEIEHUE
aMepHILHs OT CBHHIA ¥ Kagmust. Ha BTopoii crafmu ¢ momompsio pactBopa 0.073 Moms/am’
HTA Ttaxke 3¢(ekTHBHO MPOUCXOAMIa OKOHYATENIbHAS OYMUCTKA aMEPHUIHS OT TSHKEIBIX
P33 (puc.2).

[Tony4yennsle mpenapaTsl aMepHIMs MOJHOCTHIO YJIOBIETBOPSUIA MPEABIBIIEMbIM
tpeboBanusm. Conepxxanue TUMUTHpOBaHHbIX npumeceit (Pu, Gd, Cd, B) no kaxnomy u3
anemeHTOB cocTaBiisuio 0.03% npu tpedoanusx TY<0.3%.

JlpyruM chIpbeM Ul MOJIy4€HHs U30TOMHOYMCTOrO0 Am-241 SABISIIOTCS pacTBOPHI,
oOpasyromumecs Mpu nepepadboTke BBIAEP>KaHHOTO BbICOKO(GOHOBOTO TuryTOHUs [12]. Tlo-
clle pacTBOPEHUS IMOKCUAA IUIYTOHMS M COpOLMM IUIyTOHMS HAa aHUOHUTE oOpaszyercs
DUIBTpAT, KOTOPBI TOCTE YIAPUBAHHS MM Pa3baBICHAS 10 KHCIOTHOCTH | MOIB/IM’
SBIISIETCS UCXOJHBIM PAacTBOPOM [Tl BbiaedeHus: amepunius u conepxkut Pu, Ce, Fe(Ill),
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Cr(IlT), Ni, Zn, Al. HanbGonee OGJU3KUM O XUMHUYECKHUM CBOWCTBAM W3 MPUMECHBIX dJIe-
MEHTOB SIBJISUICS LIEPUH.
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Puc. 1. OmoupoBanue 49 r Am (1) manep-  Puc. 2. DmoupoBanue 49 r Am (1) Ha BTO-
Boit crazuu (0.025 moms/mm” JITIIA+ 0.015  poii craguu (0.073 mons/av® HTA) KV-2x8
MOJIB/T TiuTpaTa aMMoHus ) KY-2x8 B Zn-popme (125-250 mxm); 2 — P33; 3 - Zn
B H-popme (125-250 mxm); 2 - P3D
(Tb+Dy+Ho+Er+Yb); 3 — Eut+ Gd

Ha puc. 3 npencraBieHbl pe3yabTaThl BBIACICHUS aMEPULIMS U3 pacTBOPOB IOCIIE
nepepaboTKU BBICOKO(OHOBOTO IUTYTOHUS. [IpUMecHBIE 3JIEMEHTHI, MPUCYTCTBYIOIINE B
pasnenseMor CMECH, BBICTYIIAIM B KAYECTBE MHTEPKAISTOPOB MEXKIY AMEPULIUEM U LIEpU-
eM. BbIxoa KOHIUIIMOHHOTO aMmepuius coctaBuil 99%. Ilpu 3TOM MHTEPKAISTOPHI JIETKO

OTOCIIAKOTCA OT aMepI/IHI/Iﬂ HpI/I HOCHGI[yIOH_IeM OKCaJIaTHOM OCaAXICHHU.
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Puc. 3. Dmouposanue 98 r amepunusa-241 Puc. 4. Paznenenue - 328 mr kropust (1)
(1) ¢ momomrsro 0.025 MOJ'IL/L[M3 u 36.3 mr amepunus (2) merogom BX/]

JITIIA+0.024 monb/nm° Cit Ha KaTHOHHTE
KV-2x8 B H-hopme (125-250 mMxm);
2—-Ce; 3-Cr

Paznenenue xwopus u amepuisa metogom BXJI. Beinensembie merogom BKX pa-
quonyknuasl P32 u TIID sABIAIOTCA MCTOYHMKAMU MOHU3UPYIOIIUX W3Iy4YEeHHH, paspy-
MIAIONIMMH KaK COpPOCHT, TaK | AMIOCHT. [Ipr 3TOM MPOUCXOIUT OOMIIBHOE Ta30BBIICIICHHE,
yxyamaeTcs 3pPeKTUBHOCTh XpoMaTOrpaduueckoro mpoiecca.

IIpoBenenue mpoueccos pasneneHust P30 u TIID meTogoM BBICOKOCKOPOCTHOM
xpomatorpaduu noa nasienueM (BX/[) ¢ ucnonpzoBaHueM MEIKOAUCIIEPCHOTO copOeHTa
¢ pasmepoM 3epeH 35-70 Mxm (200-400 metir) MO3BOJIAET YBEIHMUYUTh CKOPOCTh AIIFOMPOBA-
Hus B S pas, a0 20 CM’/MHH"CM” H, COOTBETCTBEHHO, IIOBBICHTD MPOU3BOAUTEIBLHOCTD TIPO-
1[ecca ¥ CHU3UTh paaualliOHHbIC HATPY3KU HA DIIIOCHT U COPOEHT, a TAK)KE MCKIIIOUUTH He-
raTMBHOE BIWSHUE ra3oBbiaencHus [13-14].

[Ipumeps! paznenenus kopus U amepunus Merogom BXJ[ npusenens! Ha puc.4,5.
Paznenenue xKopus u aMepuIlys MPOBOAUIOCH HA YCTAaHOBKE M3 HEPrKaBEIOIEH CTalH, co-
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CTOSILLIEH U3 YETBhIPEX KOJOHH BbIcOTON 70 cM, nuameTtpoMm 6, 4, 2 u 1 MM, C HUCTOJIb30BA-
HUEM JaBlieHus 10 60 atmocdep.
9 1C, r/,r:|M3
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Puc. 5. Paznenenue - 316 mr amepurus (2) u 26 mr xtopus (1) merogom BX]]
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Puc. 6. Kpusslie amonpoBanus kropus (1), amepunust (2) u esponus (3)
B ad(pUHAKHOM LIUKIIE

Brigenenue amepunusa-241,243 w3 pactBopoB nocie nepepadbotku OAT. Pa3pabot-
ka MetonoB BeigeneHus TIID mpuobOperaeT ocoboe 3HAUEHUE MPH peaTM3alliyl IPHHATON
[TpaButensctBoM PO Denepanshoii Llenesoii Iporpammel «SInepHbsle DHEProTeXHOIOTUU
Hogoro [lokonenusi». Jlannast mporpamMma HampaBlieHa Ha CO3/IaHUE PEAKTOPOB Ha OBICT-
poix HeliTpoHax (PBH) ¢ 3aMKHYThIM siiepHBIM TOMIMBHBIM MKIOM (3ATL) ans aToMHBIX
aNieKTpocTaHUui. Peannsyemoe B pamkax 3Toil mporpammsl HarnpasieHue «IIpopsiBy», npe-
JyCMaTpUBAeT TPAHCMYTAIIMIO PAIUOHYKINA0B Am-241,243 B peakTope Ha OBICTPHIX HEM-
TPOHAX C MCHOJIb30BAaHUEM TOILJIMBA C BKJIIFOUEHHBIMU B HETO PAJIMOHYKINIAMH aMEPULIUS.
OTO MO3BOJIUT PEUIUTH MPoOIeMy OOpalleHHs ¢ paJuOHYKIMJAMH aMEpULUs, OJHOTO U3
Han0oJiee TOKCHYHBIX AJIEMEHTOB, 00pa3yIOMUXCs MPH O0ITYYSHUH SIEPHOTO TOTIIIHBA.

OmnbITHas NpOBEPKa BbIJIEIEHUS BECOBBIX KOJMUYECTB aMEPULIUS U3 pacTBOPOB, 00-
pasyromuxcs npu nepepadorke OAT, B pamkax Hanpasienus «IIpopsiB» mpoBoAmiIach Ha
xuMKoMOuHaTe «Mask» [15]. IIpu 3TOM Hcnonb30Banace XpomaTtorpaduueckasi yCTaHOB-
Ka, COCTOSIIAasl U3 8 KOJIOHH € MOCJIEN0BAaTEIbHO YMEHbIIAOMUMes AuamMeTpoM (ot 15 1o
1.25 cm) u ob6mum oobeMom 282 ,Z[M3 .Tak kak copepaHue TaKUX KOMIIOHEHTOB Kak Am,
Cm B ucxoaHoi cMmecu MeHee 2% OT eMKOCTH KaTHOHUTA, pa3/eIeHHe IPOBOAMIOCH B JIBE
CTaJluU:

1. PexxuM HakomjaeHHs, T.e. MOJTy4YCHHE OOOTAlEHHOTO KOHILIEHTpaTa LEJEBBIX
KOMIIOHEHTOB, IIPOBOJIMIIM C UCIIOJIb30BAHUEM IIEPBBIX 6 KOJOHH YCTAHOBKH.

2. AdduHaxx TpoOBOAMIHN C UCTIOIB30BAHUEM KOJOHH ¢ 3 110 8.

[Toce nByX NUKIIOB Tpy0Oi ourCTKH adGUHAK aMEpHUIUs TPOBOIUIN PACTBOPOM
0.0509 moms/mm® JTIIA, pH 7.5 ma MoHOmucHepcHOM cyibhokarnonute Toxem-308
(KemepoBo) 3eprenus 220 mxMm npu temmeparype 70-75°C. KpuBble 3:10MpoOBaHus KIOpHS,
amMepuIsi ¥ eBponus ap@PUHAKHOTO NUKIAa NpPUBEACHB Ha puc.6. B pesynbrare
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MPOBECHHON paboThI BhIZIETIECHO 0KOJI0 9 r Cm-244 ¢ yucroToil mo Am He MeHee 94% u
okosio 65 T Am-241,243, B kotopoM coxaepxkanue FEu-154,155 menee 0.1 % mo
akTuBHOCTH, a Cm-244 menee 0.8 % 10 Macce.

3aknroyeHue

Taxkum o6pazom, pazpaboTanHbie B JabopaTopuu XxpomaTorpadun paauoaKTUBHBIX
anemeHToB UDXD PAH xpomaTorpadudeckue criocoObl BhIICIEHUS, pa3fAeieHUs U OYH-
CTKH PaZMOHYKJIMJOB M3 PA3JIMYHBIX IO COCTaBY PAacTBOPOB MO3BOJIAIOT MOIy4YaTh BBICO-
KOUYHMCTBHIE Tpernapathl aMmepuiusi. CriocoObl BBIAEICHUSI aMEPUIIMS BKIIOUYEHBI B OCHOBHBIC
PaaMOXMMHYECKHE TEXHOJIOTHH BBIICICHUS PaJUOHYKIUA0B Ha Ipeanpuatusix Pocaroma.
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