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AHHOTaUuA

[IpencraBnensl pe3ysbTaThl HM3ydeHHs COpPOLMOHHBIX paBHOBecud B cucremax Cu(Il)-rerur,
O3 1d—retut, Cu(I)-O3Ad—retut (Cu(ll)-3ATA—TeTuT, Ui CONOCTABIICHHS); TPEAIOKCHBI BO3MOKHBIS
MEXaHMU3MBl COPOLIMOHHBIX MPOLECCOB B JBOMHBIX M TPOMHBIX cucreMax. Iloka3zaHo, 4To mox aelcTBHEM
KOMIUIEKCOHOB HaOJIfofaeTcs Kak peMoOwin3anysi, TaKk ¥ MMMOOMIM3AaLMs METajla, YTO OINpEnesseTcs
YCTOHYMBOCTBIO U CTPOCHHEM 00Pa3yIOMIMXCS B PACTBOPE KOMIUIEKCOHATOB, a TAKXKE KUCIOTHOCTBIO CPEIIBL.
[MoryueHHbIE Pe3yIbTATH MPOAHATIM3UPOBAHKI C TOYKH 3PCHHS BIMSIHUS KOMIDICKCOHOB Ha COpPOMPOBAaHHOE
COCTOSIHUSI METAJIJIOB B IPUPOAHBIX U UCKYCCTBEHHBIX CHCTEMAX.

KuoueBble ciioBa: copOIus, TsbKeIble MEeTaJbl, KoMIuiekconbl, 021D, D/ITA, retut

Sorption equilibria in several systems: Cu(II)-goethite, HEDP—goethite, Cu(Il)-HEDP-goethite
(Cu(I)-EDTA—goethite, for comparison) have been studied and possible mechanisms for sorption process
have been suggested. In presence of chelating agents both remobilization and immobilization of metal can be
observed depending on complex stability and structure as well as solution acidity. The influence of chelating
agents on metal sorbed state in natural and artificial systems has been analyzed.

Keywords: sorption, heavy metals, chelating agents, HEDP, EDTA, goethite

BBepeHue

N3yuenne copbuun KkatuoHOB Tsxkenbix MetawioB (TM) wumeer BaxHOe
IIPAKTUYECKOE 3HAYEHUE JUIsl OLIEHKH CTENEHHM MOJBMKHOCTH METAJUIOB B NPUPOJHBIX U
TEXHOTCHHBIX CEIMMEHTaX, TaKUX KaK II0YBa, JOHHBIE OTJIO)KEHHS, MPOU3BOJICTBEHHBIE
IIJIaMbl, OCaJIKi CTOYHBIX BoJ U mp. Ha paBHOBecus B cucteme TM — COpOEHT OKa3bIBalOT
BIMSIHUE MHOXXECTBO (AKTOpPOB, BKJIIOYas HaJIWYHME B PACTBOPE HEOPraHUYECKUX U
OpPraHMYECKUX JIMTaHAOB, B IPHUCYTCTBUM KOTOPBIX BO3MOXKHO KaK YBEJIMYEHHE, TaK H
cHkeHne copbuun TM. 3HauuTEeNbHBII MHTEpPEC Cpeld U3yYaeMbIX JIMTaH/OB
NPEJICTaBISIIOT CUHTETHUUECKHE XENATUPYIOIIME areHTbl — KOMIUIEKCOHBI, IIIHPOKOE
IPUMEHEHUE KOTOPBIX CBSI3aHO C MX CIHOCOOHOCTBIO CBSI3bIBAaTh KAaTMOHBI METAJUIOB B
IPOYHBbIE KOMIUIEKCHhl (KOMIUIEKCOHATBI) C LENbI0 MacKupoBaHMs (A u30exaHus psana
HEeTaTHBHBIX J(PQEKTOB, TaKMX KaK OCaXIEHHE, Topya MPOAYKTOB W [Ip.), CO3MaHUSL
HE0O0X0IMMON KOHLIEHTPAI[MM MOHOB METAJIJIOB (TEXHOJIOTHYECKHE MPOLIECCHI), YCTPAHEHUS
nedumTa MeTaIuioB (JiekapcTBa, MUKpoymoopenus) [1]. Bo MHOTHX citydasx BaKHO yMETh
HpeaBUIETh TO, KAk 00pa30BaHHE KOMILJIEKCOHATOB MOBIUSET HA COPOILMOHHOE MOBEACHUE
MeTaJlI0B. Pe3ynbTaThl SKCIIEpUMEHTAIbHBIX paldOT, a TAKKE MOJIEIMPOBAHUS paBHOBECUH B
cucreMax TM — KOMIUIEKCOH — COpPOEHT IoOKa3alld, YTO BO3JeHCTBHE KOMIUIEKCOHOB Ha
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COpOIMIO METAJUIOB ONpEeNeNsieTcs WX MPUPOJOH, COOTHOIIEHHWEM KOHIICHTpAIHii,
KOJINYECTBOM TBepAOH (ha3bl, KUCIOTHOCTBIO cpelbl U mp. [2-7]. B Hanbombmieil cTenenn
oxapaktepu3oBaHo BiausgHue OJITA, 4TO CBA3aHO C JHAMPYIOMIUM TOJOKEHUEM HTOTO
aMHHOMOJIMKapOOKCHIaTa 1Mo oObeMaM IMPOU3BOACTBA M MOTpeOIeHUs. 3aKOHOMEPHOCTH
BO3/elicTBUS Ha copOmuio TM nmpyroro kiacca KOMIUIEKCOHOB — (pocopOpraHUYECKUX
KOMIUIEKCOHOB (ocdoHaToB), comepkamux BMecTo KapOokcwibHbIX Tpynn (—COOH)
dochonorsie rpynmupoBku (—CPO(OH),), meHee m3ydeHbl. TUIMMHUYHBIM TMpEACTaBUTEIEM
docthonaroB, HamenmuM — OOJBIIOE  MPAKTHUECKOE  NPUMEHEHHEe  (Hapsay C
JTUATUICHTPUAMHUHIICHTaMETHICH(POCHOHOBOM (ATID), ATUJICHANAMUHTETPA-
metunerdocponooit (BATD) u Hutpunrpumermnernpocdonosoit (HTD) kuciaoramm),
sBisieTcss  okcvdTHwHAeHIupochonoBas kucinora (ODD). B cBa3m ¢ yem 1emnbio
HacTosILeH paboThl ABISIIOCH U3yUeHHe COPOLIMOHHBIX paBHOBecui B cucteme TM — 021D
— retut. V3ydaeMbIM TMpECTaBUTENIEM ABYX3apsAIHBIX KaTHOHOB TM SBISUIMCH KaTHOHBI
Cu(II), copOunoHHbBIE U KOMIUIEKCOOOpa3yIOIIie CBOWCTBA KOTOPHIX OJM3KU K TAKOBBIM IS
npyrux 3d-meramnos (Zn(Il), Cd(II), Mn(II), Ni(Il) u mp.). Beibop B xauecTBe copOeHTa
retuta (kpuctamunyeckuit okcurugpokcun —xenesza(lll), a-FeOOH) cps3zan ¢ xopoio
U3BECTHBIMU CBOMCTBAaMH €r0 MOBEPXHOCTH, a TAKXKE C €ro OOJBIIMM PAcIpOCTPAaHEHUEM B
MPUPOJIHBIX M MCKYCCTBEHHBIX COPOLMOHHBIX cucTemax [8]. B 3amaum paboThl BXOAWIIO
YCTaHOBJICHUE (dakTopoB, OKa3bIBAIOLINX BIIMSTHUE Ha nporecc
ummoOum3anuu/pemoonnuzanun  katuoHoB Cu(ll) mox neficteBuem ODJID, a Takxke
IPAKTHYECKasl OL[EHKA MOJYyYEHHBIX Pe3yIbTaTOB.

JKCNepuMeHT

[IpenapaT cuHTETMYECKOrOo Te€TUTa MOJIy4Yald IO METOAuKe [5] cMemunBaHUEM
pactBopoB Fe(NO3); u KOH. ITonyuennyto cycneHnsuio «ctapuiny npu temneparype 70°C
B TeueHue 60 4, mpomblBaIM AMCTUIUIMPOBAHHOM Boaod 1o pH=7 um orpunartenbHoOi
peakuun Ha NOs3'-HOHBI, ITOCTE YEro 0CaJOK OT(UIBTPOBHIBAIM M CYLIMJIU Ha BO3IyXe.
VY enpHas M0Imaab MOBEPXHOCTH TeTUTa, onpeneneHHas no meroxy bOT, cocraBuina §2
M/T.

CopOuust u3ydanach B CTaTUYECKOM pPEXUME B IMPUCYTCTBHUM  (DOHOBOIO
anektponuta (0,1 MOJ'IL/I[M3 KNO;). Heo0xomumyr  KHCIOTHOCTh  Cpeibl
cosznaBanm/monaepxuBany pacrsopamu HNO; u KOH. Bpemst ycraHoBneHHsT paBHOBECHS
B CHUCTEME OIpelessiiii B XOJ€ IMPEIBAPUTEIbHBIX KHHETHYECKUX HKCIEPUMEHTOB.
CycreH3nio TeTuTa mocjae copOouuu OTQMIBTPOBBIBATH Yepe3 OyMaKHBIH (QHIBTP U B
NoJay4eHHOM  ¢uibTpare mnpoBoaunan  ¢oromerpuueckoe  ompenenenue  Cu(Il)
(oOpaszoBanne mmdTWIIUTHOKapOamara Menu) U ODJID (oOpa3oBaHHEe MOJIUOICHOBOM
CHHH 1ociie npeasapurenabHoro okuciaenus O3/1d no pocdara nepcynbhaToM aMMOHUS).
MCXOHOE COMEP/KAHIE PEAreHTOB B COPOIMOHHBIX JKCIEPHMEHTaX cocTapisuio: 107
mons/mv” (Cu(Il), O3JId) u 1 r/am’ (retwr).

OnTHdeckasi TUIOTHOCTh PACTBOPOB M3Mepsiiach Ha crekrpodoromerpe CD-2000.
KoHuenTpamuio HMOHOB Bojopoja ompeaensiiack Ha HoHomepe M-160MU  (pabGounit
anektpox IC-10603/7, snexkrpox cpaBaenus: DCp-10103). Bece usmepenust mpoBoIwIM pu
temneparype 20 + 2°C.

O6cyxaeHue pe3ynbTaToB

B cooTBeTcTBHM € COBpPEMEHHBIMU MPEICTaBICHUSIMH TPOIECCHl COpPOIMHU Ha
MOBEPXHOCTHU pa3nudHbIX (Tuap)okcuaos Fe, Al, Mn, Ti u nip. paccmaTpuBaroTcs ¢ O3UIUN
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TEOPHH TTOBEPXHOCTHOTO KOMIUIeKcooOpa3oBanus [9]. M3yuaemblii B HacTosmeld paboTe B
KayecTBE COpOEHTa TeTUT SABISETCS aM(OIMTOM, MOCKOJIbKY ero mnoBepxHocTHble OH-
rpymmsl (2-6 1"pyrm/HM2 [8]) B 3aBUCHMMOCTH OT KHUCIOTHOCTH CpPEIbl MOTYT BCTyNaTh B
peakuuy Kak IPOTOHUPOBAHUS, TaK U IEIPOTOHUPOBAHMSL:
=FeOH," <> =FeOH + H"
=FeOH < =FeO" + H"

KoHcTaHTBl 3THMX paBHOBECHM M TOYKAa HYJIEBOIO 3apsja IMOBEPXHOCTH ObUIM
ONpeZAeieHbl HaMHU IOTEHIMOMETPUYECKMM THUTpOBaHMEM cycneHsun rerura [10].
[TonydyeHHbIE 3HAYEHUSI COMTOCTABUMBI C JIMTEPATypPHBIMU JaHHBIMU [8] U cocTaBisoT: pK;
=59upK,=38.2, pHmz=7,1.

OmHuM W3 BaXHEHIMX (aKTOPOB, BIMSIOMMX HAa COPOIMOHHBIA MpoIecc ¢
y4acTUEM KaTHOHOB METAUIOB M AaHUOHOB JIMTAHMAOB, SBJISIETCS KHCIOTHOCTH CPEXBI.
DkcriepuMeHTanbHbIe 3aBucuMOcTH copoumu katnoHoB Cu(Il) m O31® Ha rerute ot pH
PaBHOBECHOI'O pacTBOpa MPUBEJACHBI HAa pUc.l U 2, COOTBETCTBEHHO. Y BEIMUEHHE COpOLUU
Cu(II) ¢ poctom pH HabmIOMACTCS TIPU TAKUX 3HAYCHHSIX KHUCIOTHOCTH CPEIBI, I KOTOPBIX
MIOBEPXHOCTh TE€TUTA 3apsDKEHa IIOJOKUTEJIBHO, YTO HCKIKYAET 3JIEKTPOCTaTHUECKUN
MexaHu3M copOmmu. [leiicTBUTENBbHO, OBUTO yCcTaHOBIEHO, 4To copOumsa katroHOB Cu(Il),
KaK 1 MHOTHX JpPYTUX KaTHOHOB d-METaIoB, HA MOBEPXHOCTU PA3IUUYHBIX (THIP)OKCUI0B
IPOMCXOTUT 3a CYeT 00pa30BaHUsI BHYTPHC(HEPHBIX KOMIUIEKCOB B PE3yJIbTaTe 3aMEIICHUS
ronoB H' mosepxnoctbix OH-rpynm Metamiom mo cxemam [8]:

=FeOH + Cu’" <> =FeO-Cu’ + H'
2 =FeOH + Cu*" <> = (Fe0),-Cu + 2H"
=FeOH + Cu’" + H,0 «> =FeOCuOH + 2H"

[ToBeimenne pH pacTBOpa cMeIaeT paBHOBECHUE OTHX PEAKLUUH B CTOPOHY
0o0pa3oBaHMsl IOBEPXHOCTHBIX KOMIUIEKCOB, UYTO W SIBISETCA NPUYMHONW YBEITUYECHHUS
copbuuu ¢ poctom pH. 3nauenue pH, npu xoropom 50% monos Cu(Il) ancopOupyercs Ha
nosepxHocty, cocrasiusier pHso = 5,6. IlomydeHHoe HaMu 3Ha4Y€HHE CONOCTABUMO C
TaHHBIMU uccinenoBanuii copounu katnoHoB Cu(Il) rerurom (pHso=5,2 [4], pHs0=4.,9 [7]).
CxemaTHuecKku CTpOEHUE MOBEPXHOCTHBIX KomIuiekcoB Meau (II) Ha reture mpencraBieHo
Ha puc.3a.

100
90 |
80+
70 F
60
50F
40

Copbums, %

2
2 3 4 5 6 7 8 9 10 pH

Puc. 1. 3aBucumocts creneru copomuu katnoHoB meau(1l) retutom oT KUCIOTHOCTH
cpenst: 1- Cu(Il), 2 — Cu(Il) B mpucyrctBun OSAD (1:1), 3- Cu(Il)
B nipucytctBuu DJTA (1:1). CCu(II)=10'4M0nL/z[M3, Cremr =1 F/I[M3

W3ydenne BIUSHUS KUCIOTHOCTH pacTBopa Ha copbuuio ODJ[®P Ha moBepxHOCTH
retuta mnokasano, uyro ODJId aacopbupyercs Ha reture B IIMPOKOM juanasoHe pH
(1<pH<I1), mpuuemM, Tak k€ Kak W JJs MHOTMX aHHOHOB, ¢ poctoM pH HaGmromaercs
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ymenbienue coporuu O3D (puc.2). Omxnako, gake B TOM cliydae, KOrjaa MOBEPXHOCTh
reTuTa HeceT OTpularTenbHbli 3apan (pH> 7,1), ancopbuus O] ocraercs 3HAUYUTETHHON
(40%), 9TO HEBO3MOXKHO MpHU DJIEKTPOCTAaTUYECKOM MexaHu3Mme cBsizbiBaHus ODJD ¢
noBepxHocThI0. CopOuust pa3nuuHbIX (GOochOHATOB HA TETUTE U JAPYTHX (THAP)OKCHUAAX
SBJISICTCS] CIIEM(PUIECKON 3a CUET Peakiuu JUraHgHoro oomeHa — 3amemieruss OH-rpymm
reruta (ochoHoBeiMU rpynnamu KomruiekcoHoB [11]. B cmywae OD1® (HsHedpa)
BO3MOXKHO  00pa3oBaHHME  IOBEPXHOCTHBIX  KOMIUIEKCOB  DPAa3JIMYHOW  CTENEHU
IPOTOHUPOBAHHOCTHU 10 YPaBHEHHUIO:
=FeOH + Hedpa® + (n+1) H" < =Fe-HedpaH, ™™ + H,0, (n=0-3)

0 1 1 1 1 1 1 1 1 L 1 1

0 1 2 3 4 5 6 7 8 9 10 11 pH

Puc. 2. 3aBucumocTs crenenu copouun O3/]®P reTuToM OT KUCIOTHOCTH CPEIbI.
-4 3 3
Conne=10""Monb/aM”, Crerur = 1 T/1tM

MaxkcumaneHast copbumsa Habmomaercst npu pH=3-5 u coctaBnser okosno 90% ot
obmero kommaectBa ODD (90 mrmons/r, 1,1 Mmxmoms/m® wmu 0,7 MOIEKyI/HM?).
[TomydyeHHOe 3HaUeHUE COPOIMOHHON €MKOCTH retuta mo oTHomeHuiro Kk O3D xoporro
coriacyercs ¢ JaHHBIMU aBTOpPOB (~80 Mkmonb/T [11]). HeGombmoe cHMXEHHE CTEIICHU
copbommun O31D B kucnoii cpeae (pH<3) cBsi3aHO ¢ MPOTOHUPOBAHHUEM JIUTAH/Ia B PaCTBOPE
(H4Hedpa, HsHedpa’), 4ro 3arpymuser oOpa3oBaHHE MOBEPXHOCTHBIX KOMIUIEKCOB.
CuiibHast copOIusi Ha TeTUTE B IMUPOKOM HWHTepBajie pH sABIsSeTCS OTIMYUTEITHHON
0COOCHHOCTBIO BCeX (HhocHOpOpraHMUECKUX KOMILIEKCOHOB, BKIo4das ODJ[D, B To Bpems
Kak amuHOMNonuKapookcmwiarel (DJITA u ap.) mpakTudecku He copOupyrotcs mpu pH>7
[4-5].

[IpenmnomnoxeHue o CTpoeHUe NOBEPXHOCTHBIX KOMIUIEKCOB ODJ|d Ha reTuTe MOXKET
OBITH CJIeTlaHO Ha OCHOBAaHHMM yCTaHOBIEHHBIX cnekTpanbHbiMu MeTomamu (FTIR, EXAFS)
crpykryp s docdar-nonos (-PO4), copGupoBaHHBIX (rHap)okcHaamu xenesa [8, 9].
OTOT aHMOH MOXKET CBSI3BIBATHCS C MOBEPXHOCTHIO KAK MOHOJCHTATHBIA WM OWJICHTATHBIN
JUTaH], IpUYeM B TOCJIEIHEM CiIydae BO3MOXXKHO O0Opa30BaHHME KaK MOHOSJIEPHBIX, TaK U
ousimepHbix KomruiekcoB (puc.30). Ilockombky B Momekyne ODJI® conepkutcs 1B
docoHOBBIE TpYyMNbl, TO HAPSAy C BBIIIEYKA3aHHBIMH KOMIUIEKCAMH, CTaHOBUTCS
BO3MOXXHOU M OJHOBPEMEHHAsi KOOpAWHAIUS O00euX TPyNN C OAHUM WIH ABYMSI MOHAMHU
kene3a (puc.3B), YTO MPUBOJUT K 00pa30BaHHUIO YCTOMYHMBBIX IIUKIJIOB, KAK 3TO UMEET MECTO
npu obpazoBanuu komruiekcoB O3 /1D B pactBopax [1].
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Puc. 3. CTpyKkTypbl HOBEpXHOCTHBIX KOMILJIEKCOB B CHCTEMaxX
Cu(Il) — rerur (a), pochar-uon — retut (6), O D — retut (B), Cu(ll) — O3D — retur ()

Nzyuenue copbumm katuonoB Cu(ll) Ha rerure B MPUCYTCTBUU SKBHUMOJISIPHOTO
konuuectBa O 1D (u SATA, ansa conocraBieHus) nokaszano, yto B npucyrctsun O31D B
kucioit cpene (pH=2-5) mpomcxoaut HebGombimoe yBenudyeHue copbruu Cu(ll), a B
menouyHoit (pH=7-11) — 3HauMTenbHOE CHMXKEHME (IO CPAaBHEHUIO C pacTBOpaMH, HE
cojepxarnumu koMmiuiekcona) (puc.l). B npucyrcteunm sxe DATA cBsa3siBanue nonos Cu(Il)
TeTUTOM YMeHbLIaeTcs 10 ypoBHA 0-5% Bo Bcem uccnenyemom auana3one pH.

XapakTep BIMSHMS JIMTaHAAa Ha COpPOLMIO METAIOB 3aBUCHUT OT psia (haKTOpOB:
npHUpoJia MeTajuia, JIMTaHIa W COPOEHTa; COOTHOIICHHE KOHICHTPAIMN MeTasll: JIMTaHI:
MOBEPXHOCTh; KUCIOTHOCTh cpelbl U Jip. OOpa3zoBaHHe MPOYHBIX KOMILJIEKCOB B PacTBOpE,
HE JHMCCOLMUPYIOUIMX IPH KOHTAKT€ C IIOBEPXHOCTBHIO, MPHBOIAUT 3HAYUTEIHLHOMY
W3MEHEHUIO COPOIMOHHBIX CBOMCTB MeTayuta. Crnenuduueckas copOuus komruiekca Mel
MOYET MPOUCXOIUTH ¢ 00pPa30BaHUEM TPOHHBIX MOBEPXHOCTHBIX KOMIUIEKCOB JIBYX THIIOB:

mun A (KOMIIJIEKC TIOBEPXHOCTh — METAJT — JINTAH])
=FeOH + MeL <> =FeO-MeL + H"

mun B (KOMILJIEKC TOBEPXHOCTh — JIUTAH] — METAJLN)
=FeOH + MeL < =Fe-LMe + OH"

OOpa3zoBaHue KOMIUIEKCOB THUMa A  BO3MOXHO B TOM Clydae, €cliu
KOOpAMHAIIMOHHAs cdepa MeTalalla He HAChIIIeHa JMTaHIOM, U OCTAaeTCd BO3MOXHBIM
o0pa3oBaHUe CBSI3U METAII-TIOBEpXHOCTh. KoMIutekerl Tima B oOpasyrores, ecnu nmurasg B
KOMIUIEKCE MMEeT CBOOOIHBbIC (DYHKIMOHANBHBIE T'PYIIBI, KOTOPhIE MOTYT 00Opa3oBBIBATH
CBSI3b C TIOBEPXHOCTBIO.

B cnyuae, ecnn o6pasyroTcss MalonpodHble KoMmIuiekehl Mel, To mpu koHTakTe ¢
MOBEPXHOCTHIO MPOUCXOJIUT UX JUCCOLMALUS C MOCIEAYIOLIed HEe3aBUCHMOI copOuuen
KOMIIOHEHTOB, KOTOpBIE, OJIHAKO, MOTYT OKa3bIBaTh O0OIOJHOE BIUSHHUE JPYT Ha Apyra 3a
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CYET M3MEHEHMsI JIEKTPOCTAaTUYECKUX XapPAKTEPUCTUK IMOBEPXHOCTH WJIM KOHKYPEHIMH 3a
COpOIMOHHBIC LIEHTPHI.

[IpoananusupyeM MOJydYEHHbIE pe3yJbTaTbl C 3TUX [O3ULMH, HUCHONb3Yys
JUTEpaTypHbIe CBeAeHHA 00 ycroiumBoctH M crpoeHun kommuiekcoB Cu(ll) ¢ ODdD
(HsHedpa) u DOATA (HsEdta) B pactBopax. Jumarpammsel pacnupenencHust (puc.4)
TIOKa3bIBAIOT, YTO B Hccaeayemom auanazone pH (pH=1-11) B cucreme Cu(Il)- kommiexcon
B pacTBopax olpasyroTcs Komruiekchl coctaBa CuHiHedpa™ (i=0-2) u CuH;Edta™ (j=0-2)
[12, 13]. 3HauuTenbHO 60siee BRICOKAs YCTOMYMBOCTh KOMITIEKCOB ¢ DJITA 1o cpaBHEHHIO C
ODJI® mnpuBOAUT K TOMY, 4TO NpakTudecku moiHoe cBs3eiBanue Cu(ll) ¢ DATA
HaOmomaercst npu pH>2, a ¢ OBA® — Ttompko mpu pH>6. OOnacte cyliecTBOBaHUS
CPeHIX KOMIIEKCOHATOB cooTBeTcTByeT pH=4-10 (CuEdta™, Igp=18,8 mms [=0,1) n pH=7-
10 (CuHedpa™, 1gp=11,9 s 1=0,1).

a) 6)
100 k PR 100 | e, -
90 N 1 ’ 4 ; 90 | s i N4
sof . )/ 80| A \
b N o P =70 2 CuH_Edta
- ~ == .
E 60} " / N CuHHedpa Z 60 N -
g s0 . ! = uHHedpa S 50 3---- CuHEdta
St ’ 3----- CuH_ Hedpa - 4—-—-CuEdta®
Fa0} T g 40 ubda
Z 10 4= = -CuHedpa” =z 30 5=--= Cu(OH)Edta
- - =
= =] .
<20 =20 5 4
10 10} S
0 Ry 0 —
1 L L 'l L 1 L 1 'l L -
1 2 3 4 5 6 7 & 9 10 11 pH 5 6 7 8 9 10 11 pH

Puc. 4. lnarpamma moinbHoro pacnpeaenenus Cu(Il) B pacrsopax Cu(1l)-O3 4D (a)
u Cu(ID-D/ITA (6). Ccuan =C 0916=Coyra=10"" Moms/mm’

C no3uiuii copOIIMOHHOTO MOBECHHS BaKHBIM SIBJISIETCSI HE TOJIBKO YCTOWYMBOCTD,
HO u cTpoeHue komiuiekcoHaTtoB Cu(ll) ¢ uzydaembiMu nurangamu [1, 14]. SBnssce
rekcajgeHTtateiM  surangoMm, OJ[TA  oOpa3syeT KOMIUIEKC CuEdta®”, B KOTOpOM
koopauHanuoHHas chepa Cu(Il) Haceimena (HeBO3MOKHO 0Opa3oBaHue KOMILIEKCOB =FeO-
MeL), u Her cBOoOOmHBIX (yHKIHOHATKHBIX -COOH-rpymnm (HEeBO3MOXXHO 0oOpa3oBaHUe
komruiekcoB =Fe-LMe). Onnako, B nporoHnpoBanHbix komiuiekcax (CuHEdta’, CuH,Edta)
JIUTaHJ CTAHOBUTCS MEHTAJCHTATHBIM M OJHA W3 AlETAaTHBIX I'PYIIl MOXET B NPUHLUIIE
CBA3bIBaTbCA € MoBepxHOCThrO. Crpykrypa OODJD, HecMOTps Ha Hauuuue IIITH
AEKTPOHOJOHOPHBIX TPYMI, MO3BOJSET MPOSBIATH 3TOMY KOMIUIEKCOHY (BHYTPH OJHOM
KOOPAMHAIIMOHHOH c(pepbl) MAKCUMAJIbHYIO IEHTaTHOCTh, PaBHYIO TPEM (TIOCPEACTBOM JIBYX
aTOMOB Kucjopoaa (Goc(POHOBBIX TPYNI M aTOMa KHCIOPOJa THAPOKCUTPYMIbl). Takum
obpazom, OD/I® He crocoOHa HACKITUTH KOOPAMHANMOHHYI0 eMKocTh katroHoB Cu(Il), u
OCTaBIIMECS KOOPJIWHALIMOHHBIE MECTA MOTYT 3alOJIHATHCA IPYTUMHU JIUTAHIAMM, BKIIIOYAs
OH-rpynnsr nosepxHocTu reruta. C Ipyroil CTOPOHBI, HEUCIOJb30BaHHAs JEHTAaTHOCTH
oOycnaBimBaeT crocoOHocTh ODJID K 00pa30BaHUIO TOMOIHUTEIBHON CBS3H C APYTUM
MeTajuioM, Bkmtouas kathoHsl Fe(Ill) moBepxnoctu retuta. Takum oOpa3zom, B NpUHIMIIE,
copbumst  komruiekconato CuHjHedpa® MoOKeT OCYIIECTBIATBCS € 0Opa3OBaHHEM
MOBEPXHOCTHBIX KOMILUIeKcoB 06oux tunoB (EFeO-MeL u =Fe-LMe).

AHanusupys AaHHbIE puUC.l, MOXXHO MNPEANOIOKUTb, YTO MPUYUHON YBEITUYEHUS
copbumu menu B Kucioi cpene B mpucytctBuu ODJID sBnsercs obOpazoBaHue Ha
MIOBEPXHOCTH TPOWHBIX KoMmIUiekcoB =Fe-LMe, B KOTOpBIX (OCHOHOBBIE TpYyTHITBI
KOMIUIEKCOHA YYacTBYIOT B OJHOBpeMeHHOM cBs3biBaHuH ¢ katnoHamu Cu(ll) u Fe(III)
noBepxHoctu reruta (puc.3r). B coydae D[ATA momoOHBIE KOMIUIEKCHI HE 0Opa3yrOTCs
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BBHUJIy 3HAYUTENIBHO Oosee crmaboii (mo cpaBHeHHIO ¢ ODJ[®) copOuMOHHON CITOCOOHOCTH
camMoro KoMmIulekcoHa [4, 5]. AmHamorudHoe YyBeIMUYEHHE COPOIHMHM  Pa3IHYHBIX
nByx3apsaabeix kKatuoHoB (Cu(Il), Zn(IT) u Cd(II)) na oxcune amromunus (y-Al,Os) u 6emure
(AIOOH) na6monanu astropsl [2, 3] B npucytctBun O3/I® u HT®D, yro 66110 00BsICHEHO
uMHU (opMUpOBaHUEM TPOMHBIX TTOBEPXHOCTHBIX KoMIuiekcoB =Fe-LMe. Hanpotus, aBTOpHI
[4] cooOmaroT 00 3JIEKTPOCTAaTHUECKOM MEXaHW3ME BIMSHUS Pa3INYHBIX (pocdoHaToOB
(OB 4D, HT®b DAT®, ATIID) na copbumio Cu(Il) rerutom B Kucioit cpene (yMEHBIIICHUE
MOJIOKHUTEIBHOTO 3aps/ia TOBEPXHOCTH 32 CUET COpPOLMU JIMTaH/a, U, KaK CIEJICTBHE, POCT
COpOIMY KaTHOHA).

Bbicokas  ycToiiumBocth Kommuekconata CuEdta® u  orcyTctBme y  Hero
BO3MOXKHOCTH JUISi copOumu (cMOTpH BbIe) OOBsCHsAIOT cHWkeHHe coporuu Cu(ll)
NpakTUYEeCKU 10 HyJsd Bo BceM uHTepBane pH (puc.l). B npucyrcrsun O21® npu pH>6
Takke HaOmronaercs mnocteneHHoe ymensbineHue copOuuu Cu(ll) mo yposus 0-10% mpu
pH=8-11, xorga B pacTBOpe HOMUHHUpPYET HauOOJee yCTONYMBBINA CPEAHMUI KOMILIEKCOHAT
CuHedpa™ (puc.4), He paspyHIAIOMHiiCS NPH KOHTAKTe C TeTHTOM. IlONydcHHBIC
pe3yNbTaThl MOKA3BIBAIOT, YTO creuuduyeckas copOIHs 3TOr0 KOMILUIEKCa B IIETOYHOM
cpene (obOpasoBanme =FeO-Mel) He mpomcxomut. Takum o00pa3oM, B NPUCYTCTBHU
SKBUMOJIsIpHOTO KonuuectBa ODJID nHabmiomaercss mmmoOwmnm3anus katuoHoB Cu(Il) B
kuciont cpeae (pH=3-5) u pemoOwnmzaiuss B HeWTpanbHOW u mienoyHou (pH=7-11).
Hecopbupyromee Bozaeiictue 3/ITA BbIpakeHO 3HAUUTEIHHO CHIIbHEE M MPOSBISETCS B
mpokoM unrepsaiie pH (pH=3-11).

3aknryeHue

BnusHue pa3auuHBIX HEOPraHMYECKMX M OpPraHWYeCKUX JIMTaH/IOB, BKIIOYas
KOMILJIEKCOHBI, Ha COPOIMIO KaTHOHOB METAJUIOB SIBJIICTCS MPEIMETOM MHOTI'OYHCIEHHBIX
UCCIIC/IOBAaHM, OJHAKO, IIOJHOE TIOHMMAaHWE pOJIM BcCeX (DAaKTOPOB, BIHMAIOMUX HA
paBHOBECHsI B 3TOW T'€TEPOr€HHONW CHUCTEeMe, ellle OTCYTCTByeT. Pe3ynbraThl HacTosiuei
paboTHI MOKAa3bIBAIOT, YTO O0pa30BaHHE B PACTBOPE MPOYHBIX KOMIUIEKCOHATOB C HHU3KOM
COpOIIMOHHOM CITOCOOHOCTHIO yMeHbIaeT copouno TM Ha (Tuap)okcuaax B HEHTpaIbHOM
u menounoi cpene. [IpenorBpamenue/camkenne copbuun TM, Heo0X0quMoe BO MHOTHX
NPaKTUYECKU 3HaYMMBIX CHCTEMax M Ipolieccax, 3aBUCUT OT MPUPOAbI KOMILJIEKCOHA. Tak,
opranndeckue nonudocdonarsl (03P u ap.) BBUAY CHIBHOTO CpPOJICTBA KO MHOTHUM
MIOBEPXHOCTSIM OKa3bIBalOT MEHEE CHIIBHOE JecopOupyolee BO3ACHCTBUE HA METAIIbI, a B
OTIPENICICHHBIX YCIOBUSX (YMEPEHHO KHUCNas cpela) Jake MMMOOWIM3YIOT HMX 3a CYUET
00pa30BaHus TPOMHBIX MOBEPXHOCTHBIX KOMILIEKCOB (COPOEHT — JIMTaH]l — METalT), YTO He
XapakTepHo s amuHonoiukapOokcunaroB (OJTA wu nap.). Ilpu wucnonb3zoBaHUM
KOMILJIEKCOHOB JUIsl SKCTpakuuu TM M3 3arps3HEHHBIX MOYB C LENbI0 UX PEMEIHALUU, YTO
YK€ IIMPOKO MpUMEHsieTcst 3a pyoeskom, D TA sBusiercst Oonee d3pPeKTUBHBIM PeareHTOM,
10 cpaBHEHHUIO ¢ pochoHaTtamu. HarmpoTus, ¢ TOUKU 3peHHS BOSHUKAIOLIUX SKOJIOTHYECKUX
PHUCKOB, CBSI3aHHBIX C HEKOHTpOJUpyemoil xecopbOrmeit TM, yaepKuBacMbIX TOYBOH U
JIPYyTUMH CEJUMEHTaMH, U mocienyoueil Murpanueid TM B MOBEpXHOCTHBIE U I'PYHTOBBIE
BOJIBI, (hoc(hOHATHI ABISAIOTCS OoJiee Ge30MacHBIMU KOMIUIEKCOHAMH.

Paboma evinonnena npu gpunancosoii noooepoicke epanma PODH,
npoexm Ne 12-03-31656 mon_a.
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