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OU3NKO-XUMHNYECKUE ITPOILIECCbHI
HA MEX®A3HbBIX TPAHUIIAX

CJIOUCTBIN IBOMHOM TMAPOKCHUJI IIMHKA 1 ATIOMUHNA,
NHTEPKAJIMPOBAHHBIN TEKCAIIMAHO®EPPAT(ID)-MOHAMU,
IS N3BJIEYEHUSA U(VI) U3 XKNIKNX CPE]
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CUHTEe3 CJIOMCTOTO TBOMHOTO TUAPOKCHIA IIMHKA W aTIOMUHUS, MOTU(UIIMPOBAHHOTO reKcalmaHodep-
pat(Il)-uoHamu, BIepBbIE OCYIIECTBIEH METOIOM oOpaTHOro ocaxaeHus. [loaydyeHHbIe 0Opa3libl U3yye-
HbI METOJaMU PEHTreHO(ha30BOro0 aHAIM3a, PACTPOBOM 2JIEKTPOHHOM MUKPOCKOITUU, HU3KOTEMIIEpaTyp-
HOM agcopOILMy a30Ta, UCCIIeIOBAHbI X COPOIMOHHBIC XapaKTepPUCTUKHU 110 OTHOIIeHMIO K ypaHy U(VI).
CopOI1IMOHHasI eMKOCTb IS MOAUMDUIIMPOBAHHOTO MaTepUaia B CTaTUUECKUX YCIOBUSIX, OMpeaesisieMast

o ypaBHeHUIo JIeHrMIopa, cocTaBuia qr[nax = 156.70 %+ 12.38 mr/t (1ipu otHOo1IeHUU da3 V/m = 1000 mi/T,
B MOHOKOMITOHEHTHOM pactBope Hutpara ypanuia UO,(NO;), npu temmiepatype 7' = 25°C u BpeMeHUN
copbuuu t = 24 9). MoauduimpoBaHHbIii rekcannaHogeppar(ll)-nmoHaMmu croncToiii ABOMHONM TMIPOKCHUIL
LIMHKA U aJIIOMUHUS SIBJISIETCSI MIEPCIIEKTUBHBIM COPOSHTOM IS OYMCTKM XUIKUX cpen ot ypaHa U(VI)
BBU/Yy €T0 BICOKOI €MKOCTH U TUJIOLIAAU YIEbHOUM MTOBEPXHOCTH, BO3MOXHOCTU 3((HEKTUBHOTO TTPUME-
HeHus B mupokom nuarnazoHe pH [4; 10] 1 HuU3Koi CTOUMOCTH.
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BBEAJEHUWE

Croucrtnbie aoiiHbie ruapokcuabl (CATY) — knacc
MaTepruajoB, K KOTOPbIM B HAayYHOM COOOILECTBE
MPOSIBASIETCS OOJIBIIION MHTEpPEC M3-3a UX MHOTO-
(GYHKIIMOHAIBHOCTU U YHUKAJIbHBIX CBOUCTB. O0-
mas xummdeckast opmyina CJAI mpenmcraBisercs
Kak [M{ M{(OH), ¥ (A™), ,ymH,0, tie M>* —
KaTMOH ABYXBaJEHTHOIo MeTayuia, M3t — xaTtumoH
TPEXBAJIECHTHOIO MeTajUia, A"~ — aHMOHBI MEXCJIOE-
Boro mnpocrtpaHcTBa [1]. M3-3a n30BITOYHOrO MOJIO-
JKUTEJIbHOTO 3apsinka nosepxHocty CI I oHu paccmar-
pHMBAIOTCS B KAYECTBE COPOLIMOHHBIX MaTePHAJIOB IS
yoaJleHus] aHWOHHBIX 3arpsi3HUTENeli: KpacuTesiei
[2, 3], TOKCUUHBIX JIeKapcTB [4, 5], aHUOHOB paano-

HYKJIMIOB i0[1a U TEXHELM TakuX, Kak 105, [7, TcO,
u3 xuakux cpen [6—8]. Kpome storo, CIAI' crioco6-
Hbl 3(PGEKTUBHO YIAIATh TSDKeIble MeTauibl Pb?t,
Cd?*, Hg?", Cu?" U3 XXMIKUX CPEJl TIOCPENCTBOM Me-
XaHU3MOB TIOBEPXHOCTHOIO KOMILIEKCOOOpa3oBa-
HUS, HIOHHOTO OOMEHA, TIOBEPXHOCTHOTO OCAXKACHUS
[9, 10]. UccnemoBaTenu OTMEYAIOT TaKK1e IIPEUMYIIIE-

ctBa CJII, xak BbICcOKast cCOpOIIMOHHAsI OOMEHHas
€MKOCTb, ObICTpasi aIcOpOLIMS U XOPOILIIMe 3HAYCHUS
KMHETUYECKHUX TapaMeTpoB, OoJbllas IUIOMIAdb
yIeJbHOU MTOBEPXHOCTU, HU3KAsI CTOUMOCTb U TIPO-
CTOTa MOJyYeHUST, XMUMUYeCKasl yCTOMYMBOCTD B Heii-
TPJIbHBIX U 1IEJIOYHBIX Cpeaax, BO3MOXHOCTb pere-
Hepauuu [2—10].

B cBs31 ¢ IMPOKUM UCIOJIb30BAHUEM aTOMHOM
SHEePruu B HACTOSIIIUN MOMEHT, U, KaK CJIeJCTBUE,
poctoMm 06beMoB noobuu ypaHa U(VI), cymiecTtByet
HEOOXOANMMOCTB pa3paboTKM 3(pPEKTUBHBIX METOIOB
ero yaajaeHus] U KOHLEHTPUPOBAHUS M3 KUIKUX
cpen, BKIIIoYasl HaJlMyye Mellaiux npumeceit [11].
B Hacrosimit MOMEHT copOIMsS paguOHYKIUIOB
ypaHa Ha CII" paccmaTtpuBaeTcsl YYeHbIMU Kak 3¢-
(eKTUBHBIN CIOCOO ero U3BjeYeHusl U3 PacTBOPOB.
Psan aBropos [12, 13] mpennaraioT crmocod Mmoaudpu-
kauuu Zn—Al—CIAI' rekcaunaHogeppatom(Il) ka-
nust (FL®P) wtst MHTepKaISIUU B MEXCIIOEBOE TIPO-
crpadctBo CATI' T'I®-1oHOB, YTO MOBLILLIAET COPO-
LIMOHHBIE XapaKTepUCTUKU maTepuaia no
otHomeHMIO K ypany U(VI). DddekTuBHOCTL COpO-
MM B JAaHHOM ciyyae cBsg3aHa ¢ TeM, yto U(VI)
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CKJIOHEH 00pa30BbIBAaTh YCTOMYMBBIE KOMILIEKCHEIC
coeauHeHus ¢ I'LIP-roHamMu, KOTOpble 3aTeM yaep-
XKUBAIOTCI B MexXciaoeBoM ImpoctpaHcTtBe CHAIT 3a
CUET CHJI DJIEKTPOCTAaTUYECKOTO B3aMMOICHCTBUSI.
Kpome st0Oro, Bo3aMoxXHo (opMHpoOBaHUE KOMIIO-
3uTHOro Matepuaia, rae CIAI BeicTynaeT B KauecTBe
OoCHOBHI 1151 Gasnl deppounanuma (POLI), Tak kak
camu 110 cebe coequHeHust [ PLI-noHOB KpaiiHe X1~
MUYECKM HEYCTOMYMBEI, a TaKKe ITOIBEPXKEHEI ITeII-
TU3ALMK IIPU OCYILIECTBISHUU aacopOnMU B TMHA-
MUYecKux ycsioBusx [14]. Takoit mpuHIMI UCIIOJb-
3yeTcsl B MPOMBIIIJIEHHOM copbeHTe Tepmokcua-35,
SIBJISIIOLIMMCSI KOMIIO3UTHBIM MaTepraaoM Ha OCHO-
Be @OII Hukess ¥ ruapokcuaa nupkoHus [15]. s
noayyeHus: Zn—Al-CIAI, MoauduimpoBaHHOTO
I'®LI, npemiaraioT UCITOIb30BaTh METOII ITPSIMOTO OCa-
xaenus [13, 16, 17] win MeTon TMAPOTEPMAIBHOIO
cuHTe3a [ 18—20].

B Hacrosiieit paboTe BrepBbie ObLT MPUMEHEH
MeToll 0OpaTHOTO OCAXKIEHMS IS CUHTE3a MaTeprasia
Ha ocHOBe Zn—Al—C/II" 1 ero KoMImo3uTHOM (hOPMBbI
Zn—Al-®OIl-CATI, ¢ mocTtrxkeHUueM (POPMUPOBaA-
HUS 60Jiee BBICOKOM TUCIEPCHOCTHU YaCcTULl MaTepu-
aJioB, MO CPABHEHUIO C METOJIOM IPSIMOTO OCaXJe-
HUS U, KaK CJeACTBUE, MOBBIILIEHUEM UX COPOIIMOH-
HBIX CBOMCTB mo oOTHomeHuio K ypany U(VI).
B nononHeHue, BHepBble WCCAECIOBAHO BJIMSHUE
TUAPOTEpMaJibHOM 00pabOTKM TaKMX MaTepUaaoB Ha
X COPOLIMOHHBbIE XapaKTepUCTUKU. Pe3ynbrarhl mpo-
BEJIEHHOTIO MCCJIEOBAHUSI MOTYT ObITh UCIIOJIb30Ba-
HBbI IS CO3MaHUST BHICOKOA((MEKTUBHBIX CEJIEKTUBHBIX
COPOEHTOB LI OUUCTKHU XKUIKUX PATMOAKTUBHBIX OT-
xon0B oT ypaHa U(VI) unm ajisi KOHIEHTPHUPOBaHUS
U U3BJICYEHUS ypaHa C LIeJIbIO ero JajibHeilero uc-
MOJIb30BaHUS B SIIEPHOM TOTIJIMBHOM LIMKJIE.

OKCITEPUMEHTAJIBHAA YACTDb

Cunre3 CAT ocyliecTBIsIIU ABYMSI METOAAMU —
METO/IOM TIPSIMOTO OCaXJAEHUS TUAPOKCUIOB IIMHKA
u amromunus aeiicteBuem NaOH (mo pH 10), u meto-
JIOM OOpaTHOTO OCaXIEHUSs TPU MOKarneIbHOM A0-
OaBneHNM cMecH cojieil Zn 1 Al K pactBopy NaOH n
Na,CO;. Moaudukauuo ob6pasios K,[Fe(CN)]
OCYIIECTB/ISUIM TIyTeM IMOKaMeJIbHOTO TMpUubaBieHUSs
K cBexxenonydyeHHoMY reao CIAT pacrsopa I'LID(11)
Kaing (COOTHOILIEHUSI peareHToB Zn®>™ : AD*
: [Fe(CN)¢]*~ = 16 : 8 : 1). IToayyeHHBIE 0OpPA3LIbI
MOJABEPrajiv TUIPOTepMalibHOII 00paboTKe B peak-
oHHoit cMecu nipu 100°C B TedyeHue 17 4, NpoOMBbI-
Bajiid OOJIBIIMM KOJMYECTBOM BOMABLI U CYLIWJIU MPU
100°C B TeueHue 24 4.

st udyyeHust BAWSIHUSI BOMOPOJHOTO TToKa3aTe-
51 pH Ha ancop6uuo ypana U(VI) Ha mmonydyeHHBIX
MaTepuaiax npousBoawin usmepenue pH ncxonHo-
ro pacTBopa ¢ ucnojb3oBaHueM pH-metpa AHMOH
4100 (TH “AnuoH”, Poccus).

OUBNKOXNUMUA IMTOBEPXHOCTU U 3AIIUTA MATEPUAJIOB

OO0Opa3npl OBUIM  OXapaKTEepM30BaHBI METOIOM
peHTreHodazoBoro aHanusa (PMA) ¢ moMolbio 1mo-
POIIKOBOTO PEHTIeHOBCKOro mudpakroMerpa D8
ADVANCE (Bruker, CIIA) (CuKo-usnydyeHue,
cpenHsist Ha BOTHBL (M) 1.5418 A).

st pacyera pa3mepa KpUCTAIMTOB (d, HM) I10
pe3yiasTataM PPA ncrnions3oBaym hopmyiy Lleppepa:

de - K_X,
L cosH
rae d — pa3Mep yactull, HM; K — KoadduimeHT ¢pop-
MBI KpucTajuTa (mpuHsT paBHbIM (.9 cormacHo pa-
oore [21]), L — mmpuHa pedekca Ha MOJIYBbICOTE,
pan; © — yroj peHTTeHOBCKOI Au(paKIIuu, pa.

CTpyKTypy MCClIelyeMbIX MaTepHaoB OlICHUBA-
JIL METOJIOM PacTPOBOM 3JIEKTPOHHON MUKPOCKOIINU
(POM) Ha npubope CrossBeam 1540 XB (Carl Zeiss,
I'epmanus).

ITopucras cTpykTypa MaTepHuajioB ObLJIa MCCIIEN0-
BaHa METOAOM HU3KOTEMIIEpAaTypHOIl aJcopOoLuu
azora N, npu Temrniepatype 77 K Ha npubope Auto-
sorb 1Q (Quantachrome Instruments, CIIIA). Pacue-
Thl YAEJIbHO MOBEPXHOCTU MPOU3BOAWIU METOAOM
Bpynayspa—39mmera—Temrepa (BDT), pacueTs! pac-
npeaeeHnusI pa3MepoB ITOp B 06pas31iax METOAOM T€O-
puu dyHKUMoHana miaoTHocTu density functional
theory (DFT).

Jasa cOpOLMOHHBIX HMCHOBITAHUI 00pa3loB HC-
nonb3oBaiu ¢pakuuo 0.1-0.315 mMMm. Ancopbuuio
ypaHa NpOU3BOJWUJIM U3 PACTBOPOB HUTpATa ypaHuUja
UO,(NO;), B IUCTWUIMPOBAHHON BOAE B pEeXUME
CTaTUYECKOI copOLMU B TeYeHUE 24 4 IIpU IIepeMe-
IIMBAaHUM Ha LIEHTPOOEXHOM IlleiiKkepe (COOTHOIIIEe-
Hue ¢a3 V/m =1 : 1000 r/mi, o6beM Kuakoii das3bl
V= 10 mn). OmnpeneiieHre KOHIEHTpaUM ypaHa
MPOW3BOAUIIU CIIEKTPOGOTOMETPUUECKHU TTO U3MEHE-
HUIO ONTUYECKOU MIIOTHOCTH (10 U TIOC/Ie COPOIIN)
B npucyrctBuu ApcerHaso III na mmpubope UNICO
1201 (UNICO, CHIA) npu ayiivHe BOJHBI 656 HM.

s vccnenoBaHWs MOTEHLIMAalla TPUMEHEHUs
MOJIy4eHHBIX 00pa31IoB B KaUyeCTBE aICOPOCHTOB IS
ypana U(VI) Oblna omnpeaeieHa cTeneHb OYMCTKU

(S,y, %) MOHOMIIOHEHTHOIO pacTBOpa OT ypaHa
U(V]) B mmpoKoM OuaIa3oHe MCXOMHBIX KOHIIEH-
tpauuii Cy(U(VI)):

S, = ( - QJ x100%,
C

0

rae S,, — CTeneHb OYUCTKU, %; C; — KOHLIEHTpaLUs
U(VI) nocne copbuuun, mr/i; C, — UCX0oHasi KOH-
ueHTpauusg U(VI), mr/m.
Koadpdpuumentsr pacnpenenenus (K, (U(VI)),
MJ1/T) oIlpedesieHbI 1o (hopMyie:
C, - C
Ky (UVD) = ———

1

b
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rae K,(U(VI)) — koadbuureHT pactipeneaeHus ypa-
Ha U(VI), ma/r; C; — koHueHTpauusi ypaHa U(VI)
rocie copbuuu, Mr/n; C, — UCXOQHAsT KOHIIEHTpa-
mus ypana U(VI), mr/a; V — o0beM xunkoit ¢assl,
MJI; m — Macca TBepaou ¢a3ssl, T.

Heo6xonmnmy1o U1st TOCTPOSHUS N30TEPM aacopO-
IIMM BEJIMUMHY CTaTUYECKOW OOMEHHOU €eMKOCTHU
ypaHa (q,,, MT/T) pacCUUTHIBAIM IO (popMyJie:

qeq = (CO - Cl)Za
m

IIe q,, — craTuyeckast OOMeHHast EMKOCTb, Mr/T; C —
ucxoaHasi KoHueHTpauus ypaHa U(VI), mr/n; C, —
koHueHTpauus ypaHa U(VI) nocne copbumnu, mMr/i;
V — 00BeM xxunkoit dassl, 1; m — Macca TBepaoit ¢a-
3bI, T.

ITosyyeHHBIE 3KCHEPUMEHTAJIbHO HAaHHBIE aj-
cop6umu ypaHa U(VI) 13 MOHOKOMIIOHEHTHOTO pac-
TBOpa 00pabOTaHBI MOACITSIMHU M30TEPM aICOPOIINH
@peiinmmxa, Jlenrmiopa u Jlenrmiopa—®peiinmmixa,
MOIyYeHbl 3HAYCHUS KO3(PDUILIMEHTOB I 3TUX MO-
meneid m3orepMm. JIiIs anmpoKCHMMalliM MOIEIIbIO
DpeitHIMXa UCITOJIb30BAIM YpaBHEHUE:

qeq = Kf Cn

eq>
rie g,, — cTaTM4ecKas OOMEHHask EMKOCTb I10 OTHO-
weHuo K ypany U(VI), mr/r; K; — KOHCTaHTa
Opeiinunxa; C,, — paBHOBECHAass KOHLEHTPaLUs
ypaHa U(VI), mr/n; n — creneHHOl KO3(hOULIMESHT
Dpeitnmxa.
Mopenb n3oTepMbl JIeHrMIopa BeIpaXkaeTcsl ypaB-
HEHUEM:

1 cheq
qeq = Gmax )
1+ KC,

rae q., — craTm4cckasd oOMeHHasT eMKOCTb I10 OTHO-

meHuto K ypany U(VI), mr/r; qn'1aX — MakKCHUMalbHas
TeopeTuueckas aacop6ouus ypana U(VI), mr/r; K, —
KoHcTaHTa Jlenrmiopa, C,, — paBHOBECHas1 KOHLIEH-
Tpauus ypaHa, Mr/J1.

Huist annmpokcrumaliuu pe3yiabTaToB 3KCIEPUMEH -
Ta MozneJibio JleHrmiopa—®peitHaInxa UCIob30Ba-
JI ypaBHEHMUE:

K.C”
If If
qeq = qmaxl 4

m’
+K,C,y

rie q,, — ancopouus ypana U(VI), mr/r; q,:fax — MaxK-
cuMaJjibHas TeopeTrdeckas agcopouus ypana U(VI),
Mmr/r, K — KoHcraHTa JleHrmiopa—®PpeitHniuxa,
C,, — paBHOBeCHas KoHUeHTpauus ypaHa(VIl), m —
CTeneHHOM Koa(ddunueHT ypaBHeHUsT JIeHrMIOpa—
Dpeitnanuxa.

OU3NKOXNMUA IMTOBEPXHOCTU U 3AIIUTA MATEPHUAJIOB

Tabommna 1. Pasmepsnl KPUCTAJUIUTOB das3nr
Zng 7Aly 3(OH),(CO3)( |5 B mosyyeHHbIX 0OpasLax
CopbeHr dyp, HM
Zn—Al—CII npsiMmoe ocaxneHure 72121
Zn—Al-CJII' mpsiMoe ocaxneHue, 16.3+4.5
TUAPOTEPMAITbHBII
Zn—Al—POL—-CTI npsimoe ocaxkaeHue 48+ 1.5
Zn—Al—O®OOL—-CITI o6parHoe ocaxnenue | 3.3+ 2.1

OBCYXIEHMUE PE3VYJIILTATOB

Pedaexcsl peHTreHOBCKOI audpakiuu, I0ay-
YEeHHbIE B X0€ JaHHOTO UCC/IeTOBaHUS, MPecTaBIie-
HBI Ha puc. 1. Ha peHTreHorpamMmMax Bcex CMHTE3UPO-
BaHHBIX HAMUW MaTepUaoB HAOIIOAAIOTCS XapaKTep-
Hele mukun CJAI'—Zn—Al B kapOGoHaTtHOiI (opMme
Zn ;Al, 3(OH),(CO3)g 5. TIpy Monudukaimm mate-
puana '@ (I1) kanus TakKe MOSIBISIIOTCS XapaKTep-
Hble TMKM cMemaHHoro @POIl kanuss ¥ LMHKa
K,Zn,;[Fe(CN)¢],, uTo roBoput o ¢GhopMUpPOBaAaHUU
KOMITO3UTHOro Matepuaiia. Ilpu rugporepMaibHOM
00paboTKe HAOMI0IAETCSI yMEHbIIIEHUE IITUPUHBI TN -
Ka U yBEJIMYEHUE €TO BBICOTHI, UTO TOBOPUT O MOBbI-
IIEHUU CTEeNEeHM KPUCTAJUIMYHOCTA MaTepuajia |
YBEJIMUCHUY padMepa KpUCTALIUTOB. Takxke mpu 06-
paboTKe MaTepuaja B aBTOKJIaBe HaOmogamm Gop-
MupoBaHue a3bl HMHKUTA ZnO, 4TO CBSI3aHO C BO3-
JIeficTBEM BBICOKOI TeMIlepaTyphl U JaBjieHus (Io-
JIydeHUEe LMHKUTA B TUIAPOTEPMAIIbHBIX YCIOBUSIX,
OJIM3KMX K MCCJEIOBAaHHBIM B HACTOSIE padoTe,
ornucaHo aBTopamu [22, 23]). I1pu noaydyeHuu mate-
puana MeToaoM OOpaTHOIo ocaxKJaeHus Habaomaiu
yBeJIMYeHNE IIUPUHBI MUKOB PEHTIeHOBCKOW IU-
¢dpakumnu, yMEHbIIEHUE UX BBICOTHI.

B Tab. 1 mpencraBiaeHBI pe3yIbTaThl pacdyeTa pas3-
Mepa kpuctauiuToB 1o metony Illeppepa (d, Hm) mis
daser CAI' Zn,,Aly;(OH),(CO;)q,5. Pazmep xpu-
CTaJUIUTOB MaTepuaa, MOJydeHHOIO METOIOM IIpsI-
Moro ocaxaeHus u MmoaguduurupopanHoro I'ID(I1)-
MOHamu paBeH d,, = 4.8 + 1.5 HM, 4TO 3HAYUTETBHO
MEHBIIIE, YeM pa3Mep KPUCTAJUIMTOB UCXOTHOTO Ma-
Tepraaa, MOJTy4EeHHOIO METOIOM IIPSIMOIO OCaXIe-
Hust d, = 7.2 £ 2.1 M. Takum 06pasom, npu MO~
dukanuu martepuana rekcauuaHogeppat(Il)-mona-
MU IPOUCXOAUT OOIlee YBEIMYCHNE MUCIIEPCHOCTU
yactuil CTI. IIpu rmaporepmanbHOIf 06paboTKe nc-
XOJHOTO MaTepuaja pasMep KpUCTAJJIUTOB yBeJIUUN-
Baercd 10 d,, = 16.3 = 4.5 nm. [1pu nmonyyeHnn mMo-
IUGUIIIPOBAHHOIO MaTepHrajia METOJIOM OOpaTHOTO
ocaXJIeHUs pa3Mep KPUCTAJIUTOB YMEHBIIIAETCS 10
dy,=33%2.1HMm.

B xone ncciaenmoBaHus MaTepurana IIOJIyYeHbl TaK-
XK€ CHUMKHM €TO TTOBEepXHOCTH MeTogoM POM, npen-
cTaBJieHHbIe Ha puc. 2. CTpyKTypa IIOBEpXHOCTU UC-
xomHoro Zn—Al—CJII, moixy4yaeMoro MeTomoM Ipsi-
MOTO OCaKIeHUs, IIpeAcTaBjIeHa HaHOpa3MepPHBIMHA
Ne 5
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Puc. 1. PentreHorpammbl 06pasiioB CII 1 ux KOMIO3UTHBIX (hOpM, MOTyYEHHBIX METOJAMMU MPSIMOTO U 0OPATHOTO OCAKIIEHUSI.

CJIOUCTBIMU O0pa30BaHUSMU W HAHOPa3MEPHBIMU
yactuaMu chepudeckoii ¢popmel. B pesynbraTe ar-
JioMepaluyu HaHO4YacTUull o6pa3yloTcsi MaKpOCKOTIU-
yeckue vactuubl CJII' mpousBosbHOU (opMbl (a).
O6pasupr, MomudunupoBanHeie ['TID(II) xamus
IpU KCIIOJIB30BAHUM METOAA IIPSIMOTO OCaXKICHMS,
XapaKTepu3ylTcs yMEHbIIIEHUEM pa3Mepa CJIOUCTHIX
oOpaszoBaHuii (B*), B TOM BpeMsI, KaK pa3Mep arjiome-
paToB (B) ocTaeTcs nNpexKHUM. Mopdosiorus moBepx-
HOCTU MaTtepuana, moaudupoaHHoro I'LIP(IT)
Kajusi, SIBJISIETCS OOQHOPOIHOI, YTO TOBOPUT O Gop-
MUPOBAaHUM KOMIIO3UTHOIO MaTepuaja C IIPUCYT-
crBueM (asbl K,Zn;[Fe(CN)¢], Hasimune KoTopoit
MoaTBepkAeHO pesyibTaTamu PPA (puc. 1). Ilpu
noaydeHuun Zn—Al—POIL-CIAI" meTogoM o6paTHO-
ro OCaXIeHHUsl HaOJIIomaeTCsl 3HaUYUTEIbHOE YMEHb-
IIeHUEe pa3Mepa CIOUCTbIX 0Opa30BaHUIA, TTO3TOMY
Ha POM u300pakeHNSIX ITOBEPXHOCTH 3TOTO 00pas-
1a (0*) BUAHBI B OCHOBHOM c(epruIeCcKre YaCTUIIHI,
obpazoBaHHble CJII. Takke MpoucXOonuT U 3HAYM-
TeJIbHOE YMEHBIIIEHNE CPETHETO pa3Mepa arioMepu-
pOBaHHBIX YacTull (0) M oOIee IOBBILICHUE TUC-
MEePCHOCTU MaTepualia.

CornacHo ITaHHBIM HU3KOTEeMIIepaTypHOIl ra3o-
BOM amcopouuu (puc. 3), B Xxone Mogudukanuu o00-
pasuoB I'H®(II) kanmusa HaGaomaeTcss yBeJMYEHUE
3HAUYEHUS YASIbHON TUIOIIAAN TTOBEPXHOCTH, OMpe-
nensiemoit o Metony BOT o(Sgyr = 47.8 M%/T st nc-

OUBNKOXNUMUA IMTOBEPXHOCTU U 3AIIUTA MATEPUAJIOB

XOIHOTO Matepuana u Sgyr = 60.8 M2/r st Moaudu-
MPOBaHHOTO Marepuana). [Ipu ToaydeHUn MOIU-
durmpoanHoro CII" MeTonoM 0OpaTHOTO OCaXKIEHUS
MPOMCXOOUT 3HAYWTEJIbHOE YyBEJIWYCHUE TLIOIIAIN
YIETBHOM TIOBEPXHOCTH 110 Sgar = 94.8 M%/1. Tuaporep-
MajibHasi 06paboTKa UCXOAHBIX 0OPa31I0B MPUBOAUT
K YMEHBIIIEHUIO TIJIOIAAN YASIbHOM MTOBEPXHOCTH,
a ruapoTepMalibHass oO0paboTka MOIMPUIINPOBAH-
HBIX — K HEe3HAUYMTEILHOMY ee yBenmueHmio. Ham-
Oosibllell YAETbHON IUTOLLANBIO MOBEPXHOCTU Sggr =

=101.8 M?/T 0bIamaeT TMAPOTEPMAILHO OOpabOTaH-
HBI 1 MogudunpoBanHblil LMD (11) kanus (obpa-
3err CAI'—Zn—Al—-®OL). ITopucrast cTpykTypa 00-
pas3uoB ucxomHoro Matepuia Zn—Al—CII' u monu-
¢dumpoBaHHBIX KOMMNO3UTOB Zn—Al—®OL—-CT,
MOJYYEHHBIX METOAOM MPSIMOIO OCAXKICHMUSI, IIpem-
CTaBJIcHAa M€30- M MaKpomnopaMHu Pa3IMYHOro Iua-
MeTpa, KaK 3TO BUIHO W3 pacIIpeAeieHU IIop II0
pa3Mmepam, noiaydeHHbIXx MetogomM DFT. Kommno3ur-
Hble MaTepuanbl Zn—Al—-®OL—-C/I, nosyyeHHEbIE
METOJIOM OOpaTHOIO OCAXXAEHUSsI, UMEIOT CTPYKTYpPY
MOBEPXHOCTH, TIPEICTABICHHYIO IIJaBHBIM O0Opa3oM
Me3oropaMu ¢ auamerpom d, = 12 uMm. Ilpu ruapo-
TepMaJibHOM 00pabOoTKe 3HAYUTEJIbHBIX U3MEHEHUM
B MIOPUCTOI CTPYKTYpe MaTepuaja He HabJtomaeTcs.

3HayeHUs CTeNeHU OYUCTKU S, U KoabduLneH-
Tbl pacnpenenenus ypaHa K, (U(VI)), nocturaembie
Ne 5
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Puc. 2. POM uzob6paxkeHus1 TIOBEPXHOCTU CJIOUCTBIX JBOMHBIX THAPOKCHIOB. (a) u (a*) Zn—Al—CIAI' (mpsiMmoe ocaxmeHue);
(6) u (6*%) Zn—Al—®OL—-CIT (o6paTHoe ocaxaeHue); (B) u (B¥) Zn—Al—DPOL—-CAT (npsimoe ocaxkaeHue).

MPpU UCITOJIb30BAHUM PA3JIMYHBIX COPOIIMOHHBIX Ma-
TepuanoB Ha ocHoBe Zn—Al—CJII" npu pa3HbIX KOH-
teHtpaiusix Hurpara ypanwia UO,(NOs), B pacTBope,
npeacTabieHbl Ha puc. 4. I1pyu HU3KKUX KOHIIEHTpa-
LUSIX ypaHUJI-MOHA B pacTBope (<50 Mr/i) Bce Toty-
YeHHbBIEC MaTepUaIbl JEMOHCTPUPYIOT BEICOKYIO CTETICHb
ounctku (S,, > 95%). [1pu 3TOM cTereHb OYNCTKU
11T MaTepraioB, MonudumupoBanHberx I'LID(11) ka-
JIAST BBIIIE, YeM IS MCXOMHBIX MarepuanoB (S,, >
>99%), 94TO TOBOPHUT O TTOBBIIIEHUN 3(PHEKTUBHO-
ctu agcop6umu. [1pu pocTe KOHLIEHTpALIMI ypaHUII-
MOHA HAaNOOJbBIINE CTEIEHN OYMCTKI 00eCIIeYnBaeT
Zn—Al—-CJII, mojy4eHHBII METOAOM OOpPaTHOIO

DOU3NKOXUMUA ITOBEPXHOCTU U 3AIINUTA MATEPUAJIOB

ocaxAeHUsI M He oO0paboTaHHBIN TMAPOTEPMAaIbHO.
Ha BceM nuanasoHe uccliiefoBaHHbIX KOHILIEHTpaLIWit
MaTepuajibl, HOTYyYeHHbIE METOJOM OOpaTHOTO Oca-
XKIEeHUS, IeMOHCTPUPYIOT HanboJjiee BLICOKIE CTere-
HH ouncTKU. [MapoTepmainbHas oOpadboTKa MaTepu-
ajia, MOJIYYEHHOTO METOAOM OOPATHOIO OCAXKICHMUS,
He MpuBeJia K YBEJIUUEHUIO TOCTUTaeMOii Ha HEM CTe-
MeHU OYUCTKA MOHOKOMIIOHEHTHOTO pacTBOpa OT
pannonykimaoB U(VI). 3aKOHOMEPHOCTU U3MEHe-
HUST KO3(P(PULUEHTOB pacHpeAcacHUs IMTOBTOPSIOT
3aKOHOMEPHOCTU W3MEHEHUsI CTeleHeil OYUCTKU
MOHOKOMIIOHEHTHOTo pactBopa. [lpum KoHIeHTpa-
muu ypaHa B pactBope Cy(U(VI) < 50 Mr/n koahdhu-
Ne 5
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Puc. 3. MI3oTepMbl HU3KOTEMIIEpaTypHOI aicopOIMr-n1ecopOIIMy a30Ta Ha CJIOMCTBIX ABOMHBIX ruapokcunax u DFT kpuBbie

pacripenesieHusT pa3Mepa rmop B oGpasiax.

tmeHTbl pactipenesierns K ,(U(VI)) npesbimaror 10* M/t
JUJTSI BCEeX MOJIYYEHHBIX MaTepUuasoB, a 1js Moaudu-
upoBaHHbix ['LIP-nonamu marepuanos — 10° mi/r,
YTO SIBJISIETCS] BBLICOKUM 3HAYEHUEM 3TOTO MoKa3aTe-
J1s1. 3HaYyeHUs1 Ko3DPUILIMSHTOB pacnpeaesieHUs ypa-
Ha K, (U(V])) mnst Zn—Al—D®OL—CIT, nonydeHHO-
r'o METOA0M OOPATHOTO OCaXKIAECHUS, COXPAHSIIOTCS Ha
BBICOKOM YpoBHe (>103 M1/T) Ha BceM TUana3oHe uc-
CJIeJOBAaHHbBIX KOHLIEHTPALIMA.

M30TepMEl aicopOLuu IpencTaBieHbl Ha pUcC. 5, a
3HAYEHUS KO3(PPUIMEHTOB 10 OCHOBHBIM MOACIISIM
M30TEepPM aacopOoLUM IIpencTaBieHbl B Taba. 2. M30-
tepma agcopouumn U(VI) Ha momuduimpoBaHHOM
matepuaie Zn—Al-®OIL—-CAI (obpaTHOe ocaxe-
HHE) C JOCTATOUYHOI1 TOCTOBEPHOCTHIO OITMCHIBAIOTCS
Monensimu @peitHannxa u Jlenrmiopa—®peiiHanmuxa
(R?>0.97). Uzotepmbl ancopouuu U(VI]) mis ucxon-
HOro U MoauduiIpoBaHHOro Marepuana Zn—Al—
CAI' u Zn—Al-®OIL—-CJ/II, monydeHHbIX METOIOM
MPSIMOTO OCaXKICHUSI, OMUCHIBAIOTCSI TaHHBIMU MO-
JIEJISIMUA C MEHBILIMM 3HauYeHUeM KoadhdUliMeHTa Koppe-
namn R2. Tpu monudukanyy Matepuana LD (11) ka-
JIsd HAOmonany yBeIMIeHNE IOCTUTAeMOI MaKCHMallb-
HOM TEOpEeTMYECKOM ancopOonum 1o ypaBHEHUSIM

OUBNKOXNUMUA IMTOBEPXHOCTU U 3AIIUTA MATEPUAJIOB

Jlenrmiopa u Jlenrmiopa—®peiiHIIIXa oT g, =
=74.29 + 9.08 Mr/r u g, = 78.62 * 18.20 mr/r wis1

HUCXOAHOTO MaTepuaia 1o qnlm =93.70 + 13.43 Mr/T 1

qnl,fax = 93.49 £ 21.63 Mr/T mi1st MOIUGUILIMPOBAHHOIO

Mmatepuaia. Ilpu monaydeHUM Marepuajga MeTOIOM
00paTHOro OCaXIEHWSI TPOUCXOAUT 3HAYUTEIBHOE
yBeJIUYEHUE MaKCUMaJbHON TEOpEeTUYEeCKOM ai-

cop6imu 10 g, = 156.70 + 12.38 mr/r u ¢\
= 185.79 = 27.17 mr/r. PocT 3HaueHUs eMKOCTHU IO
otHomeHuto Kk U(VI) npu noaydeHUn Matepuaja Me-
TOJIOM OOPaTHOTO OCAXKIEHUS PEATIOIOXKUTENBHO CBSI-
3aH C OOILIUM YBEJIMUEHUEM IUCTIEPCHOCTU MaTepua-
Jla ¥ MOSIBJIGHUEM 3a CYET ITOTO HOBBIX COPOILIMOH-
HBbIX aKTUBHBIX LIEHTPOB (TUIPOKCWILHBIX TPYMII
nosepxHocTy CIT'), yTo KOppeaupyeT ¢ yBeJIMYeHUEM
TIoanu yaeiabHo nosepxHocTtu. [Ipu monuduka-
MM MaTepuaja Oblja nojyyeHa HoBasl ¢ha3a cMellaH-
Horo POII kanus u LMHKa, criocobHast K 3 GheKTUB-
Hoii ancop6umu U(VI), 4to Takke ITO3BOJIMIIO YBEIU-
YUTh KaK JOCTUTAeMYI0 €MKOCTb IO OTHOIIEHUIO K
U(VI), Tak 1 HabJ1r0gaeMble CTeTIEHU OYUCTKU MOHO-
KOMITOHEHTHOTO pacTBopa oT paguoHykiauaoB U(VI)
Ha BCEM JIMara3oHe UCCJIeTOBAHHBIX KOHLICHTPALIWIA.
3HavyeHUsI CTEIIEHHOTO KO3(dHUIIMEeHTa n B ypaBHe-
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Puc. 4. CrenieHb OYMCTKY MOHOKOMIIOHEHTHOTO PacTBO-
pa ot U(VI) u nocturaembie Ko3hDOUILIMEHTHI pacrpee-
JICHUSI ypaHa IIpH pa3andHbiX KoHLeHTparusx U(VI).

HUE q)peﬁH,I[JII/Ixa SHAYUTCIIBHO OTJIMWYaloTCA OT 1,
YTO TOBOPUT O HEOOJHOPOAHOCTH COp6HI/IOHHO—aK—
THUBHBIX HEHTPOB HAa MTOBEPXHOCTU BCEX NCCIICIOBAH-
HBIX MaT€pHrajaIoB.

B xome mccrnenoBaHUsT M3y4EeHO BIMSIHUSI BOHO-
ponHoro noka3zaresst pH Ha ancop6uuio ypana U(VI)
CII n3 MOHOKOMIIOHEHTHOI'O pacTBOpa B AMaIia3o-
He pH 2—10. BausHue 3HaueHMUsT BOIOPOMTHOTO IO~
Kazarens pH Ha cTerneHb 04MCTKY MOHOKOMITOHEHT -
Horo pactBopa oT U(VI) mpeacraBieHo Ha puc. 6.
I1pu 3Hayenuu pH 2 mocturaemasi CTerieHb O9YUCTKA
PE3KO CHIMXACTCS M3-3a KOHKYPUPYIOILIETO BIIMSITHUS
H"-MOHOB M XMMMUYECKOI OEeCTPYKLMM COpPOEHTa B
Kucioii cpene. I1pu yBemmyeHUY 3Ha4€HUSI BOJOPO/I-
HOTO IT0Ka3aTelisk UICXOOHOro pactBopa no pH 4 mpo-
WCXOOUT yBEIWYEHUE CTENEeHM OYMCTKM (IIpU 3TOM
3HauyeHuM pH ypaH B pacTBope NpUCYyTCTBYET B BUIE

KaTWOHa ypaHWIa UO§+ [24, 25]). I1pu nanbHeiem
yBeJImdeHn1 pH mpoucxomuT mocTerneHHOEe CHILKE -
HUE JOCTUTaeMOI CTEeIIeHN OYMCTKHU 3a CUET 0Opa3oBa-
HUM MEHee JOCTYMHBIX 11 copOrmm popM (ypaH Ipu

OU3NKOXNMUA IMTOBEPXHOCTU U 3AIIUTA MATEPHUAJIOB

100 - Zn—Al-CJT npsiMoe ocaxi.
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<
g 60
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Puc. 5. 3otepMmsbl ancopoumu ypana U(VI) u3 MoHokoM-
TMOHEHTHOTO pacTBOpa.

pH > 6 B mpucyrctBuM KapOOHAT-MOHOB OOpasyeT
IJIaBHBIM 00pa30M OTPUIIATETBHO 3apsKeHHBIE Kap0o-

HatHble KoMIuiekchl (UO,),CO;(OH);, UOZ(CO3)‘3‘7
W Ipyrue, a Ipy HU3KOM KOHIIEHTpaluu KapOoHaT-
MOHOB B PAaCTBOpPE — OTPULIATEIbHO 3apsi>KeHHBIE
Ne 5
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Ta6mmna 2. 3HaueHUs KO3DOUILIMEHTOB MoIesieil N30TepM aICOPOIINY TS CCIeTOBAaHHBIX CJIOMCTHIX TBOMHBIX THIPOK-

CUIO0B
DpeitHammux Jlenrmiop Jlearmiop—®peitHuinx
CopGerr 2 1 2 If 2
K K K
f n R Qmax 4 R qmax If R

Zn—Al-CAT' 47.42 £3.33 (0.109+£0.019( 0.95 74.29 + 9.08 2.48 £ 1.62 0.78 78.62 +18.20 | 0.077 + 0.501 0.82
MPSIMOE OCaXKIeHUE
Zn—Al-®OLU-CAI' |67.47 £7.09 |0.089£0.031| 0.79 | 93.70 + 13.43 | 6.00 £ 6.17 0.61 93.49 + 21.63 1.95 + 72.53 0.65
MPSIMOE OCaXKIeHUE
Zn—Al-OOL-CAI' |72.42+4.14 0.23+0.02 | 0.98 |156.70 + 12.38 | 0.59 +£0.23 0.93 185.79 + 27.17 0.052 + 0.063 0.97
06paTHoe ocaxiaeHue

ruapokcokommiekcsl UO,(OH);, UO,(OH); [24,
25]). Marepuain, nojaydeHHbIH METOIOM OOpaTHOTO
ocaxaeHus u mogudunmposanHbiii [P (I1)-noHa-
MU, IEMOHCTPUPYET BHICOKYIO CTEIIEHb OUMCTKU MO-
HOKOMIIOHEHTHOro pactBopa gaxe mnpu pH 10, a
BIMsHUE TTOBBIIeHNS pH Ha ero copbmonHyIo >3-
(heKTUBHOCTh 3aMETHO HIXKE.

SAKJIITOYEHHME

B paborte npoBeneH CUHTE3 U MOJIy4eHbl 00pa31ibl
COPOILIMOHHBIX MaTEPUAIOB CJIOUCTBIX IBOMHBIX TH/I-
POKCHUJOB LIMHKA U allOMUHUS, WHTEPKAIMPOBaH-
Heix LD (I1)-nonamu (Zn—Al—CAI" u ero KkoMmno-
sutHasg popma Zn—Al—-DOI—-CJ/II) ¢ npumeHeHIEM
MeTona obpaTtHoro ocaxaeHus. IlokazaHo, 9To Mo-
mudukauusg CIAI Zn u Al ipu momoiu ' (IT) ka-
JIVSI IPUBOJINT K YITyUIIIEHUIO X COPOLIMOHHBIX CBOMCTB
NpU COXpaHEHUM MOPQOJIOTMU €ro MOBEPXHOCTH, 3a
cyet opmupoaHusi daszbl Zn,,Al, ;(OH),(CO3)y 5 U
K,Zn;[Fe(CN)y] B coctaBe ob6paszuoB. OOpasiubl,
MmomudpunupoBanHele ['LID(1I)-moHamu, uUMEOT

—o0— Zn—Al-CTI mpsiMmoe ocaxI.
—o— 7Zn—Al-®OL—-CJ/I obpaTHOE OCaAXII.
—&— KOHTpOJIBHBIN 9KCIEPUMEHT
100 |-

80

SO‘-[

20+

Puc. 6. Bmusaaue pH Ha crerneHb OYMCTKM MOHOMITO-
HeHTHOTO pactBopa ot U(VI).

OUBNKOXNUMUA IMTOBEPXHOCTU U 3AIIUTA MATEPUAJIOB

MEHbIIINE pa3MeEPbl KPUCTAUIUTOB, YEM MCXOIHbIE
ob6pas3ubl (A1 UCXOMHBIX OOpa3loB pa3Mep Kpu-
CTaJUIUTOB, paccuuTaHHbIN 1o opmyie Llleppepa
dy, = 7.2 £ 2.1 Hm, a U1 MOIUDULIMPOBAHHBIX MaTe-
puanoB d,, = 3.3 £ 2.1 HM). YCTaHOBJICHO, YTO MOJIM~
¢duuupoBanHbie ['TID(I1) kanust 06Gpas3iIbl ABIASIOTCS
3(PEeKTUBHBIMU COpPOEHTaAMM IJIs yOAJIeHUSI ypaHa
U(VI) u3 Kuakux cpen, Tak KaKk OHM CIIOCOOHBI 13-
BJIeKaTh cBbIIe 99% ypana U(VI) n3 MOHOKOMITO-
HEHTHOTO pacTBOpa B CTaTUUYECKUX YCJIOBUSIX MpPU
C(U(VI)) < 50 mr/n, a K03¢hGULIMEHTHI paciipeaelie-
nus K, (U(VI)) npu stom npessimarot 106 r/ma (npu
otHoueHun da3 V/m = 1000 MJ1/T, B MOHOKOMIIO-
HEHTHOM pacTBope Hutpara ypaHnuia UO,(NO;), npu
temriepatype T = 25°C u BpeMeHU copoumu ¢ = 24 ).
IMonyyenue copoenra Zn—Al-D®OIL—-CII meTogom
00paTHOro OCaXIeHUs, MPUBOAUT K YMEHbIIEHUIO
o0l11Ieii TUCIePCHOCTU MaTepurasia, YTo obecrieunBa-
€T yBeJIMYEHUE TUIOIIAIN YAEJIbHOMN MOBEPXHOCTU Ha
36% 10 Sgyr = 94.9 M?/r. Biaromapsi 3ToMy CTaHO-
BSITCSI JOCTYMTHBIMU HOBBIE COPOILIMOHHO-OOMEHHbBIE
LEHTPbl U TIPOUCXOIUT yBeJIMUeHHE COPOLIMOHHOM
€MKOCTU MO OTHOIIEHUIO K YpaHy B CTaTUYECKUX
YCIIOBUSIX, OIIpeNessieMoii 1o ypaBHeHUIO JIleHrmiopa,

Ha 40% no qnl1ax = 156.70 £ 12.38 mr/r. JanpHeiiuee
UccaeIoBaHuEe BO3MOXHocTeit mpumeHeHuss CAT
IUTST ynajieHust paguonykiauaoB ypaHa U(VI) uz xum-
KUX Cpel SIBJSIETCS MePCIEeKTUBHBIM.

OMHAHCHUPOBAHUE PABOThI

HccrienoBaHue BBIIIOJHEHO B paMKaX TOCyIapCTBEH-
HOTrO 3agaHus MUHMCTEpCTBA HAayKW 1 BBICIIIET0 00pa3o-
BaHusa P®D rema FZNS-2023-0003.
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