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DU3NKO-XHUMHYECKHE 0CO0EHHOCTH AKKYMYJAIIMA YPAHW/I-UOHA HA PYTUJIC

JI. 1. PasBoporHeBa, T. 1. MapkoBuy
UnctutyT reonorun u munepanoruu uM. B.C. CoboneBa CO PAH, HoBocubupck

rasvorot(@igm.nsc.ru

I'uapaTupoBaHHBI PYTHI MPOSBISAET BHICOKYIO aJCOPOLMOHHYIO aKTHBHOCTH IO OTHOLICHUIO K
BomopacTBopuMoii dopme ypana (UO,™) u MokeT ObITh HCIOIB30BAaH KAaK COPOCHT. 3HAUCHHS
npeAeTbHON BENMYMHBI COPOLIMH, paccYMTaHHBIE TO ypaBHeHWIO JleHrmropa, cocraBwim ot 150
MKr/M® 710 1.2 Mr/mM® B 3aBHCHMOCTH OT BeluuHHBI pH pacTBOPOB. 3aMe/ICHHE KHHETHKH COPOLHH
IpU YBENMYEHHH KOHIEHTPALMM ypaHa B pactBope 10 10° M (T.e. IpH BHICOKOM 3alOJHEHHH
MOBEPXHOCTH HMOHAMHU YypaHWIA) CBUJCTEIHCTBOBAIM O JIU(GPY3HOHHBIX MPOIECCax B MOPOBOM
npoctpancTtse pyTuia. Metogom UK u OIP-cniekTpockonuu nokazaHa poib Ae(eKTOB CTPYKTYpHI B
(hopMHpOBaHUK COPOITMOHHBIX KOMITJICKCOB YpaHa Ha TIOBEPXHOCTH PYTHIIA.

Knrouesvle crosa.: paouonykiuovel, copoyus, 2eoxumuyeckue oapvepbl, pymi

Ccbuika: Pazpopotresa, JI. U., T. . Mapkosunu (2012), ®u3nko-xuMHIECKHE OCOOCHHOCTH aKKyMyJISIIUK YPAaHHI-HOHA Ha
pytune, Becmuux OH3 PAH, 4, NZ9001, doi:10.2205/2012NZ_ASEMPG.

s onpenenenus (akTopoB, BAMSIOUIMX HA MUTPALIMOHHOE NOBEJICHUE YpaHa B OKpYyKarollen
cpexe, HEOOXOOMMO HCCIENOBaTh B3aMMOJACHCTBHE PAacTBOPUMBIX (OPM  PaJUOHYKIHAA C
MOBEPXHOCTHIO BMELIAIOIINX IOPOJ M KOJUIOMJAIBHBIX yYacTul B XHIKOW (aze. B manmmadTHOR
MUTPALUN XUMUYECKUX 3JIEMEHTOB, B TOM YHCIIE€ BOJOPACTBOPUMBIX (JOPM ypaHa, BaXXHOE 3HAUECHHUE
UMCIOT TEOXMMHUYECKUE O0aphephl, TIIe CHIDKACTCS WX MHUTPalisl U MPOUCXOAUT KOHIIEHTPUPOBAHUE.
[lpu m3yuyeHHMn MOOWMIBHOCTH PAAMOAKTUBHBIX SJIEMEHTOB B IOBEPXHOCTHBIX YCIOBHUSIX OONBLIOE
BHUMAaHHUE YyJeJsieTcs COpOLMOHHBIM CBOWHCTBaM OapbepoB Ha OCHOBE pPAa3JIMYHBIX IPUPOAHBIX
MuHepanoB. OIHUM M3 TPUPOJHBIX COPOSHTOB SIBISETCS PYTHI, KOTOPBIM Hapsiay C TIIMHHCTBIMHU
MHUHEpajJaMHd Y9acTO BXOAMUT B COCTaB MOYBEHHOT'O IMOTJIOIIAIOIIEr0 KOMIUIEKCa. [ MapaTHpOBaHHBIN
PYTHII NPOSIBISAET BBHICOKYIO aICOPOLMOHHYIO AKTHBHOCTH B OTHOIIEHHH BOJOPACTBOPHUMOM (HOPMBI
ypana - noa ypanmaa (UO,™). Llenp HacTosiieii paGoThl — omeHKa 3(G(EKTHBHOCTH COPOIHOHHBIX
noKasarelieil pyTuiia B KadyecTBe aJIcOpOCHTa B OTHOIICHUU YPaHa.

B kauecTBe 00BEKTa HCCIENOBAHHS HCIIOJIB30Baach CYCHEH3Ms pyTHia, coctosimas uz 75%
npupoaHoTo pyTHina (TBepaas daza 20 menr) u 25% BOABI.

OO6pa3iel  MpUPOAHOTO  pyTWia wm3Menbuamu a0  pasmepa 20-30mkm. CoriacHo
PEHTTCHOCTPYKTYPHBIM ~ JaHHBIM, HW3y4yaeMblii  oOpasel] COOTBETCTBOBan  (¢aze  pyTHiA.
Kpucrannoxumuueckast ¢popMmyia, pacCUuTaHHas Ha 2 aToMa KHCJIOPOJAa HOIYyYHIach CIEAyIOIIas:
(Tio.973 Vo016 Feo07 Cut 0,008 Sio006 Alooos Cao 021,014 O2.

OKCIIEpUMEHTHI 10 COpOLMH MPOBOAMIMCH B mupokoM aumanasone pH (ot 1.5 go 10) mpu
20+1°C. PactBopel ypaHa TrOTOBWINCH H3 a30THOKuCION comu ypanuwita (UO,(NOsj), - 6H,0).
OKCIEpUMEHTBl N0 COPOLMH BEIMCh NPU aKTHBHOM MEpEMEUIMBAHWM Ha MAarHUTHBIX MeEIIajKax.
Ortnenenne >kuAKoW (a3pl OT TBEPIOM MpoBOMMIOCH Ha meHTpudyre mpu 13—15 ThIC. 000p/MUH.
KoHnnentpamuio ypaHa ompeAensuii Ha JIa3epHOM CIIEKTpoMmeTpe «AHrapay. Tepmuueckuil aHanms
oOpasuoB mpoBogwmics Ha nepuBatorpade «Paulik-J», ¢as3oBeiii cocTaB  KOHTpoIMpOBaCs
PEHTTEHOCTPYKTYpHBIM MeTosioM Ha mudpakromerpe JIPOH-3. DIIP- uccienoBaHus BHITOTHEHB Ha
paguoctiektpomerpe «Kadiopan» SE/X254. M3mepenus IUIOMIanW MOBEPXHOCTH W Pa3MEpoB IIOP
npoBoawirck Ha pudope ASAP-2400 («Maiikpomepurtukey», CLIIA) mo agcop6iu azora mpu 77°K.
Iepen u3MepeHnsaMu o6pasibl mporpesamn 10 300 °C B auHammueckoMm Bakyyme (2-10° topp) B
teuenue 12 gacos. M3oTepmbl aacopommm anamu3upoBaiu MerogoM bOT.

Panee ObUIO yCTaHOBJIEHO, YTO 3(PPEKTUBHOCTH HMMOOWIM3AIMK ypaHAa Ha PYTUIC
o0ycioBiIeHa 0COOEHHOCTSAMH €r0 NOBEPXHOCTHBIX (DYHKIHOHANBHO-aKTHBHBIX I'PYII, 3aBUCSIIUX OT
pH pacTBOpa, a Takke HalWYMEM pPa3JIMYHBIX THIIOB HEPETYJSIPHOCTH CTPYKTYpHL. lccienoBanue
copbrmu B B guamazoHe pH ot 1.5 mo 9 mokaszano 3HAUMTENBHYIO 3aBHCHMOCTEH IIpoIlecca OT
KHucaoTHocTH cpenbl. Tak, npu pH < 3.5 copbupyercsa 0.5-1 % ypanuna. C Bo3pacTaHHEM 3HAYCHUH
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pH pactBopa ot 3.5 mo 5.5 mabmiogaercs pe3koe yBenmueHHE Mmokasarenei copounu (mo 45 — 57%)
(tabmuua 1). Bospactanume mnokazarenceit pH mo 8-9 mnNpuBOOUT K JalibHEHIIEMY YBEIMYCHHE
KOJIMYECTBA ypaHa, COPOUPYEMOro OBEPXHOCTHIO PyTHIIA.

Ta6auna 1. 3aBrcHMOCTh COpOLIMU ypaHUI-HOHA OT pH pacTBopa u yebHON TTOBEPXHOCTH

pyTtuna
pH CopOrus ypaHuI HoHa, Y nenbHas MOBEPXHOCTH
% pyTuia,
M°/r
4.0 3 40.8
4.3 8 45.2
4.5 21 46.0
5.0 40 46.4
5.3 60 47.0
5.5 85 49.3
6.0 92 54.2
7.0 99 58.0
8.0 100 60.1

W3yueHne KUHETUKU COPOILMM II0KA3aj0, 4YTO IIOJBI)KHOE DPABHOBECHE W3 Pa30aBICHHBIX
pactBopoB ypana (10°-10°M), T.e. ¢ HH3KOH CTENEHBIO HACHIICHHS [OBEPXHOCTH PyTHIA
Jocturaercs 3a 20 MUHYT IPOBEACHUS SKCIIEPUMEHTA. Y BeJIMUeHNE KOHIIEHTPAllUK ypaHa B pacTBOpe
HOPUBOIUT K BO3PACTAHUIO BPEMEHHU AOCTHXKECHUS PAaBHOBECHS, UTO YKa3blBACT HA BBICOKYIO CTENEHb
HACBHIIICHNS MOHAMHU YpaHWJIa XUMHUYECKH-aKTUBHBIX TPYIIN MOBEPXHOCTH, a TAKXKE O BO3PACTaHHUH
y4acThsl B Tpolecce copOLiH MOBEPXHOCTHOTO MOPOBOTO MpocTpaHcTBa. OO 3TOM CBHIETENHCTBYET
u3MeHeHne 00bEMa Mukporiop ot 0.08 ev’/r g0 0.11-0.23 cM’/r, a KuaMeTp MHUKPOIOP MEHSAETCS OT
76 mo 115-165 A. Ilomyuennsie m3otepMbl copOruu npu pH 3.5 u 5.5 a taxke 89 ommcansl C
noMoupio ypaBHeHus JleHrmiopa. PaccunrtanHOoe 3HaueHHEe MpeeNbHON BEIMYMHBI COpOLUU
coctauio 170 mxr/m® npu pH 110 5.5, a mpu Bospactannu pH 10 8 oHO coctamio 1.2 Mr/m’.

PeHTreHOCTpYKTYpHEIN aHATN3 pyTHIIa B KpucTauiorpadguaecknx Hanpasiaenusx (110) u (001)
nokasai, uto uoHsl U(VI) cBsa3bIBatoTCS ¢ arToMamu pyTwia B HampasieHuu (110). AToMsl kucnopona,
OTHOCSIIMECS K MOBEPXHOCTH PYTHIIA, B KHCIIOW Cpefie 4acTO OCTAI0TCA NMPOTOHHPOBAHHBIMH IOCHE
copOLuM ypaHa U He y4acTBYIOT aKTUBHO B JaJbHEHIIEM Ipouecce. A HENPOTOHUPOBAHHbIE YIACTKH
MOBEPXHOCTH PyTHIIA HA00OPOT COPOUPYIOT ypaH MO PeaKlnu:

>TiOH + U0, + A" =>TiO(UO,) + A"+ H"

pu Hu3kuX 3HadeHnsx pH ypan B pactBope mpucytcryer B Buae UO, ™, a Ha MOBEPXHOCTH
pyTtuna npeobnanaror >TiOH,  rpynmsl atomoB. Ilpu 3nauenusx pH>5,5 B pacTBope NPUCYTCTBYIOT
kommekckl UO,(OH)" mmu (UO,)(OH)s',a Ha MOBEpPXHOCTH PyTHJIA BO3HUKAIOT ITOBEPXHOCTHBIC
rpymmsl, tae aomuaupyer TiO™ ¢opma. [lpu KoHTakTe ¢ PYyTHIOM (QHKCHPYIOTCS KOMILIEKCHI:
TiOUO,OH wu TiO(UO,);(OH)s, o 4YemM CBHIETCILCTBYET CMEIICHUE IOJIOC TOTJIONICHHUS B
ONTUYECKUX aJICOPOIMOHHBIX crekTpax (232, 443 u 610 CM'I) [0 CPaBHEHUIO C UCXOJHBIM 00pa3IioM
pytuna (232, 447 u 613 em™).

Hpyroii, He MeHee 3HAYUMBIA BKJIaJ B IOHMMAaHUE MEXaHM3Ma WMMOOWIM3AIMH YypaHa
PYTHIIOM, BHOCAT UCCIIEZIOBAHUS O POIU TIOBEPXHOCTHBIX JE(PEKTOB CTPYKTYPHL. DTO 0COOCHHO BajKHO
YUATHIBATh TIPH M3yYEHUH JaHAMA(THOW MHUTpAIlMM YypaHa, T/Ae IOA JeHCTBHEM pa3iIMIHBIX
OPUPOIHBIX (HAKTOPOB MPOUCXOAMUT HE TOIBKO W3MENFYCHUE PYTUIA CO 3HAUYUTEIBHBIM YBEITHICHUEM
yrenbHoit moBepxHocTH (0T 0.8 10 36 M?/T), HO M MOSBICHHE TITyOOKHX CTPYKTYPHBIX HapyIICHHIL.
Metonom TepMuueckoro aHanusa Ha kpuBbix J{TA npu HarpeBanuu B o6nactu 400—700 °C obpa3noB
MPUPOHOTO PYyTHJA TPOSIBIAIOTCA JK30TEPMHUYECKUE IPPEKTHI, OTCYTCTBYIOUINE Y CTaHAAPTHBIX
obpasmoB pytmia. OTeHKa 10 TUIOIIAIIM TUKOB ToKa3ajia BETUINHY TeIUIoBOTo dddekTa paBHYIO 26
k/x/Monb. OfHAKo, IPH B3aMMOJEHCTBUU C YPaHWI-MOHOM BennunHa 3(dekra cHmkaercs 3a cueT
OKHUCIIUTEIbHO-BOCCTAHOBUTENFHOTO B3amMopeilicTBus. Tak, mertogom OJIIP  3apeructpupoBano
TOSIBICHHE TPEXBAICHTHOTO THTaHA 1o peakmuu: e- + Ti' = Ti".Takum oGpa3oM, JIOKaIbHOE
paspylIieHre KHCIOPOJHOTO KapKaca, MOSBIEHHE aTOMOB THUTaHa B MEXKY3JIOBOM IPOCTPAHCTBE
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KPUCTAUIMYSCKON PEIISTKH TPUBOJUT K TOBBIIICHUIO KOJNUYECTBA IMapaMarHUTHBIX XUMHUYECKU
aKTUBHBIX COCTOSTHHH. Pe3y.HLTaTOM OTOT'0 SABJACTCA ITOBBIIICHHC COp6HI/IOHHbIX BO3MOKHOCTEH
pyTHIIa IO OTHOIICHHUIO K YpaHy.

Takum oOpa3zoM, cOpOIIMOHHOE TOBEACHHWE YypaHa Ha MHHEPATLHOM COpOEHTE — pyTHIIES
ompenenseTcs: ¢ OJHONW CTOPOHHI ,3HadeHMsIMU pH pactBopa, koHieHTpamuei ypana (U(VI)), a c
JIPYrOfl CTOPOHBI, PAa3IMYHBIMU TOBEPXHOCTHBIMHU TPYMIIAMUA HA TIOBEPXHOCTHU PyTHJIA, Ka4€CTBOM
MOPOBOTO MPOCTPAHCTBA U HATMYMEM PA3JIMYHBIX THIIOB JePEKTOB CTPYKTYPBHI.



