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JTOCAIKEHHA AJICOPEIII CTPOHIIIO, IIE3IIO TA YPAHLITY HA IOBEPXHI
CUIIKATIB TA AIIOMOCHMJIIKATIB

I. B. Cracwk, T. C. MucakoBuy, P. 5SI. Creuis, B. O. Kpacnosn
Inemumym gizuxu xonoencoganux cucmem HAH Yxpainu, Jlveis

3a IOIOMOroI0 KBAaHTOBO-XIMIUHUX po3paxyHKiB (Meron ab-initio) mocmimkero agcopbiiio ypaHiay
Ha TOBEPXHI CHIIIKATIB Ta aJIFOMOCHIIIKATIB. BHUsIBIEHO, IO BpaxXyBaHHS TiIpaTHOI OOOJOHKH IS YpaHLTY
NPUBOJIUTH A0 CYTTEBOIO 3MEHLICHHS eHeprii peakuii. JocmipkeHo TakoXK aacopOLiio Le3il0 Ta CTPOHLIIO
Ha TOBEPXHI aTIOMOCHITIKATIB. Y CTAHOBIICHO MICITS JIOKAJTi3aMii pagioHyKIiAiB, OTPUMAHO PO3ITOALUT 3apsaiB
1 BiicTaHeH MiXX aTOMaMH afcopOaTy Ta COpOCHTY.

Beryn

Bimomo, 1o cuimikate Ta alFOMOCHIIIKATH - e e(EeKTHBHI COpOSHTH paTiOaKTUBHUX 1OHIB
(30Kpema, 11e3it0, CTPOHIIiIO, ypaHiay). Came BOHHU i afgcopOyBaau HAMOLIBIIY KiTbKICTh paliOHyK-
7iniB B 00’ekTi ,, YKpurTa®. KBaHTOBO-XIMIUHI pO3paxyHKH JOMOMAraioTh TIJHOIIE 3pO3yMiTH
SIBUINIA, 1110 BiAOYBAIOTHCS TpH aAcopOllii, 1 BU3BHAYUTH CTaH, B SKOMY Mepe0yBalOTh pai0aKTUBHI
ioHU. OKpeMo CIiJi 3a3HAYUTH, 10 PO3PaXyHKH KOMIUICKCIB 3 YpaHUIOM € JOCHUTH CKJIAIHUMH,
30KpeMa TOCTa€ HEOOXiJHICTh ypaxyBaHHs TifpaTHOI OOOJIOHKH ypaHiny. Y BOJHHX pPO34YMHAX
YpaHUI KOOPJUHYETHCS KiJTbKOMa MOJIEKYJIaMHU BOJIH, 110 PO3TAIIOBaHi1 B €KBaTOpladbHIN TUIOIIUHI,
NEePIeHIUKYISApHiN 10 akcianbHOi oci O-U-O. Takuii 3B'130K HE € CUIBHUM, OJHAK I'SITh YH IICTh
TaKuX CIa0KUX 3B'SI3KIB €KBIBAJICHTHI OJTHOMY CHJILHOMY 3B'SI3KY, TOMY iX BIUTMB HEOOX1THO OpaTu
no ysar# ([1]).

TeopeTnuHi TOCTIKEHHSI PI3HUX KOMILIEKCIB 3 YPAaHOM iHTEHCHUBHO MPOBOISITHCS OCTaHHIM
4acoM, X04a MpsMe MOPIBHAHHS PO3PaXyYHKOBUX Ta €KCIEPUMEHTAIBHHUX PE3YIbTATIB € CKIAJHUM
JUTS pO3YUHIB (ITOBHICTIO BpaXxyBaTH PO3YMHHUK HEMOXKIIUBO Yy 3B'SI3KY 3 0OMEKEHICTIO KOMITIOTEp-
HUX pecypciB). [IpoBeneHi po3paxyHKH AalOTh 3MOTY BpaxyBaTH Xodya OW BIUTUB HaHOIMIKYOTO
OTOYEHHS Ha JOCTIKyBaHUH 00'ekT. SK mpukiax MokHa HaBecTd pobotw [1 - 5], e mocmimky-
BAJIMCS MPOLIECH TiApaTalii Ta riApoii3y ypaHily 3a JONOMOTOI0 KBAaHTOBO-XIMIYHHX PO3PaxyHKIB
Ta MOJICKYJISIPHOI TMHAMIKH.

Y nmaniii poOOTi 3a JOMOMOTOI0 KBAaHTOBO-XIMIYHHUX METOMIB JOCITIIKYETHCS anacopOIis
PamiOHYKITIIIB HAa TIOBEPXHI CHJIIKATIB Ta aJFOMOCHIIIKATIB. Po3paXyHKH TIpOBOIMIIUCS 3a
nonomoroto Bepcii PC GAMESS [6]nakera kBaHTOBO-XiMiuHUX po3paxyHkiB GAMESS (US) [7]
(General Atomic and Molecular Structure Systerapcrosi meroay ab-initio. Byio Bukopucrano
6asuc 6-31G s aTomiB KUCHIO, BOJHIO, KpeMHio Ta 6a3uc LANL2DZ ECP nns aromiB ypany,
nesito, crponmito. [Ipu pospaxynkax suxopuctoByBaBcsi RHF(restricted Hartree-Fockyeron,
CyMapHHH CIiH CUCTEMHU OpaBCsl piIBHUM HYIIIO.

AncopOuisi ypaHisly Ha moBepxXHi CHIIiKaTy

B stkocTi moBepxHi cHTiKaTy MOKHA OpaTH pi3HI KOMILIEKCH 3a y4acTio ioHHuX rpymn SiO,.
VY Gararpox monimopdax SiO, aToMH KPeMHII0 OTOuYeHI TeTpaeapoM 3 atoMiB kucH. Kyt O-Si-O
OyM3bKUI 710 i7eabHOTO KyTa 3B's3ky B TeTpaenpi 109,28. Koxxen arom KHCHIO 3B’s3aHUH 13
JIBOMa aToMaMH KpEMHiro i 3B’ s13ye TeTpaeapu Mixk coboro. Ha SiO, cimae BojeHb, TOMY B SIKOCTI
noBepxHi Si0O, 6patumemo komiuieke SizO4Hs.

Ha puc. 1 306paxeno kommieke SikO4Hg. Tam ke HaBeaeHO 3apsau Ta BiACTaHI B KOMII-
aekci SisO4Hs, oTpuMaHni B pe3ynbTaTi ontuMisailii reometpii MetogoM ab-initio. Jlo aBox kpaiiHix
aTOMIB KPEMHII0 OyJI0 J0JIaHO 10 TPU aTOMHU BOJIHIO, OO iIMITYBaTH MOBEPXHIO; MPU PO3paxyHKaX
azcopOuii i aTomu BomHIO Oynu 3adikcoBani. Vi HoBKHHM BuMipsHi B anrcTpemax A, kyrn —y

o

rpamycax °, 3apsad — 1O BiJHOIICHHIO JO MOJIYJs 3apsjay eleKTpOHa |e|, BeauurHa 3B’ 3Ky — y
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BITHOCHUX OJMHUIISIX (MOXHA MOPiBHIOBATH 3 BenuunHOK 3B’ s13ky O-H ~ 0,79y monekyni Boau

H,0).

Puc. 1. Monenbuuii knactep SkO4Hs.
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Puc. 2. Kommneke SiO4.Hg UO,,
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Puc. 3. Kommneke Si;O,Hg UO,4H,0,
KOOpAWHALIS ypaHidy 5.

XapaKTepI/ICTI/IKa KOMILJICKCY

D(Si-Opy) = 1.68
D(O-H) = 0.94
0Oly-Si-Opy = 110.68

Q(H) =0.54
Q(Opbn) =-0.98
Q(si)=2.21

38" 130k O-Si ~ 0.74
38’130k O-H ~ 0.75

XapaKTepI/ICTI/IKa KOMIIJICKCY

D(U-01,2) = 1.69
D(U-03,4) = 2.39
D(U-Si1) = 3.38
003-Sil-04 = 84.9
D(Si1-03,4) = 1.77
D(03,4-H) = 0.96
0O1-U- O2= 174.F

Q(U) =2.217

Q(01,2) =-0.25
Q(034)= -1.11
Q(Hpos.9 = 0.54

Q(Si1) =2.29

38" 5130k Si1-03,4 ~ 0.44
38’30k H-O3,4 ~ 0.69
38’130k U-O3,4 ~ 0.24
38’30k U-O1,2 ~ 2.13

XapakTepucTuKa KOMILIEKCY

D(U-01,2) =1.72
D(U'Oleo) =2.43-2.51
001-U- O2=178.0
D(U-03) = 2.48
D(U-04) = 3.86
D(U-Si1) = 3.85
J04-Si1-03 =97.6
D(Si1-04) = 1.7
D(Si1-03) = 1.76
D(04-H) = 0.95
D(03-H) = 0.96

Q(U) =2.34
Q(01,2) = -0.40
Q(03) = -1.12
Q(04) = -1.05
Q(Ha) = 0.5
Q(Hp3) = 0.51
Q(Si1) =2.28

38’130k Sil-03,4 ~ 0.47,
0.63

38’30k H-03,4 ~ 0.7,
0.72

38’30k U-O3 ~ 0.16
38’30k U-O4 < 0.05
38’30k U-O1,2 ~ 2.01

[pu ancop6ii ypauniny Ha SkOsHg (0e3 ypaxyBaHHS MPHCYTHOCTI MOJICKYJT BOJIM) YpaHiI
pPO3TalIOBYETHCSI TAKUM YHMHOM, IO T1APOKCUIIBLHI TPYIH TMOBEPXHI 3HAXOATHCS B €KBATOpialbHIN
IUTOIIMHI, TOJI KOOPAUHAIIiS ypaHity piBHa 2 (puc. 2).[Ipu agcopOiii ypaHisi cTae A0 BUTHYTHM,

[POBJIEMU BE3ITEKU ATOMHMX EJIEKTPOCTAHLIIIA I YOPHOBMJIS BUIL 8 2007

133



I. B. CTACIOK, T. C. MUCAKOBUY, P. 4. CTELIIB, B. O. KPACHOB

BIZICTAaHP MDK aTOMaMHU ypaHy Ta KUCHIO B ypaHiJi 30UIbIIyeThCS. 3apsja Ha ypaHi Maibke He
3MIHIOETBCS, a 3apsj Ha KUCHIX YpPaHUTy CcTa€ OLIbIN BiJl €MHUM, TOOTO 3aps]l ypaHUTy 3MEHIIIYeE-
thes (y ButbHOTO ypauiny Q(UO,) = 2, ancopboBanuit Q(UO,) ~ 1,7).I1pu ancopOirii moBepxHEBi
rigpokcorpynu O3,4-H nigxoaats Ommkde 10 ypaniny (0aHAK MOBEPXHS HE PYHHYETHCS, BHIOB-
xenns 38’ a3kiB ~ 0,1 A),3menmmyerscs Benmmunna 38’ s3xy Mixk Sili 03,04ta mix U i 01,02,

Enepris peaxmii dE = E(SiOsHsUO;) - E(SEOsHg) - E(UO,) = -6,28¢B.
EHepFiH peaKLIﬁ dE = E(S§O4H3U02 4H20) - E(SQO4H3) - E(UOZ 5H20) + E(HzO) = -1,26B.

VYpaxyBaHHs TiapaTHOT 000710HKH (pHic. 3) CYTTEBO BIUIMHYJIO HA BEJIMYMHY €HEPrii peaxiii
(6e3 BpaxyBanHs rigparnoi obomonku dE = -6,28¢B). Kpim 1p0ro0, rigpatHa 060J0HKA A0 JEAKOT
MipHy BIUITMHYJIA HAa PO3IO/LT 3aps/iB Ta BIICTaHEH: 3apsa/l Ha ypaHi 301IbIIMBCSA, HA KHCHAX YpaHLTy
01,2 3aps 301U1pIIMBCS 3a MOJYJIEM; BIJICTaHb BiJ ypaHy 10 moBepxHeBoro kucHio O3 memio
301IbIIMIIACS, TOCTAa0UBCS 3B’ 130K MK YPaHOM Ta OBEPXHEBUMH KHCHSMHU.

AzcopOuisi ypaHiJly Ha IOBEepPXHi ATIOMOCHJIIKATY

ATIOMOCHJIIKATH — 1€ KPUCTAJIH, € B MATPUIIl CHITIKATY JESIKI aTOMH KPEMHIIO 3aMilIyIOTh-
cst amominiem Al%*, sxuit moziGro 10 Si** 3HAXOMMTBCS B TETpacAPHIHOMY OTOUYCHHI i0HIB KHCHIO.
[ToBepxHs anmoMocuiikaty moaemoBanacs koMmmuiekcom AlSioO4Hg (sk 1 y Bumaaky moBepxHi SiOy,
MH BpaxOBYEMO, 1[0 TOBEPXHs HACHUeHa BOJAHEBMMH 3B’ si3kamu). Ha puic. 4 HaBeneHO 3apsau Ta
Bifcrani y komriekci (AlSioO4Hg). 'eomeTpryna ontumizaliist BUKoHaHa MeTogoM ab-initio.

XapaKTepI/ICTI/IKa KOMILJICKCY

D(AI-O|on) = 1.78 Q(H) =0.38

D(O-H) = 0.94 Q(Oby) =-1.07

OObw-Al-Oloy = 111.4 Q(Al) =1.93
38’130k O-Al ~ 0.55

XapakTeprucTuKa KOMILIEKCY

D(U-01,2) =1.71 Q(U) =2.23
D(U-03,4) = 2.27 Q(01,2) =-0.32
D(U-Al) = 3.32 Q(03,4) = -1.14
[0O3-Al-0O4 = 82.9 Q(Hls4 =0.5
D(AI-03,4) = 1.9 Q(Al) =2.02
D(03,4-H) = 0.95 3B’ 530k Al-O3,4 ~ 0.25
001-U- O2=169.7 38’ 30k H-03,4 ~ 0.72

38’30k U-O3,4 ~ 0.35
38’30k U-O1,2 ~ 2.13

Puc. 5. Kommiekc AlSi,O4Hg UO,,
KOOpJHHALliS ypaHity 2.

[Tpu ancop6uii ypaniny Ha AlSiO4Hg (63 ypaxyBaHHS IPHCYTHOCTI MOJIEKYJI BOJIM) YpaHLI
pPO3TalIOBYETHCSI TAKUM YHMHOM, IO T1APOKCUIIBLHI TPYIU TMOBEPXHI 3HAXOATHCS B €KBATOpialbHIN
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IUTOLIHHI, TO/I KOOpIUHALlis ypaHity piBHa 2 (puc. 5). [Ipu agcopOuii ypaHin crae Iemio BUTHYTHM
(0O1-U- 02 ~ 170) , BigcTanb MiXk aTOMaMH YpaHy Ta KUCHIO B ypaHiTi 301IbIIyEThCS. 3apsaa Ha
ypaHi Mai)ke He 3MIHIOETBCS, a 3apsii Ha KUCHSAX YPaHLUTy cTae OUTbIN BiJ €MHUM, TOOTO 3apsij
ypaniny 3menmryerbes (y BimbHOro ypaniny Q(UQ,) = 2, agcopbosannii Q(UO,) ~ 1,6). [Ipu
agcop6buii moBepxHeBi Triapokcorpynu O3,4-H migxoasars Ommk4ye 00 ypaHiTy, 3MEHIIYEThCS
BenmurHa 3B’ 13Ky Misk Al 1 O3,04ta Ui 01,02,

Enepris peakuii dE = E(AISpO,HsUO,) - E(AISI,O4Hg) - E(UO,) = -0,56xaptpi ( -15,3eB).
XapakTepucTuKa KOMILIEKCY
Q(U) =2.34

D(U-01,2) = 1.725, 1.736 Q(O1,2) = -0.42, -0.47
D(U-Olizo) = 2.45-252  Q(0O3) = -1.17

[0O1-U- 02=178.0 Q(04) = -1.12
D(U-03) =2.35 Q(Hps) = 0.45
D(U-0O4) =3.71 Q(Hls) = 0.49

D(U-Al) = 3.65 Q(Al) =2.03
004-Al-O3 =957 38’ 30k Al-O3,4 ~ 0.27,
D(AI-04) =1.79 0.43

D(AI-O3) = 1.84 3B’ 30k H-O3,4 ~ 0.73,
D(03,4-H) = 0.95 0.77

38’ 30k U-O3 ~ 0.27
38’30k U-O1,2 ~ 2

Puc. 6. Kommiekc AlSi,OHg UO,4H,0,
KOOPAMHAIIS ypaHiTy 5.

VYpaxyBaHHS TiApaTHOI 0O0JIOHKU 3MEHILNIIO BEIMUMHY €Heprii peakiiii.
dE = E(AISEO4HsUO,4H,0) - E(AISEO4Hs) - E(UG, 5H,0) + E(HO) = -0,316xaptpi (-8,6¢B).

Kpim mporo, ypaxyBaHHs TimpaTHOI OOOJIOHKH /0 ACSKOi Mipy BIUIMHYJIO Ha PO3MOJLI
3apsiniB Ta BifcraHed (puc. 6):3apsn Ha ypaHi 30UIbIIMBCS, HA KUCHX ypaHiny O1,23apsa 3011b-
IIMBCSA 3a MOJYJIEM; BIJICTaHb BiJ ypaHy J0 MOBepxHeBoro kucHio O3 gemo 30uTbIIHIACH,
NOCIa0UBCs 3B’ 130K MK YPaHOM TO MTOBEPXHEBUMHU KUCHSIMHU.

Enepris 3B s13ky MK ypaHIJIOM Ta aJlOMOCHJIIKATOM O1JIbIIIa, HIXK MK YPaHLJIOM Ta MOBEPX-
Heto SiO,. BiaMiHHICTE MiXK 3rajlaHMMHU TTOBEPXHSMH IOB’si3aHa 3 MPUCYTHICTIO TPUBAJICHTHOTO
QIIOMIHII0O Ha TOBEPXHI aJIOMOCHIIIKATy, y TOH 4ac sk Ha moBepxHi SiO, MpHCYTHIH YOTHPH-
XBaJICHTHUHA KpEeMHiH, 1leé NMPUBOIUTH 1O OUIBII CHJIBHOTO 10HHOTO 3B'fI3Ky MDK IOBEPXHEIO
ATFOMOCHJIIKATy Ta YPaHiJIOM IMOPIiBHSHO 31 3B’ I3KOM ypaHiny Ta mosepxHero SiO,.

Ancop6uist Sr** Ta Cs' Ha noBepxHi aqoMocHtikaTy

VY maHuX IOCTiDKEHHSIX IS MOJICITIOBAHHS ATFOMOCHITIKATy BHKOPHCTOBYBABCS KIlacTep, 1€
3a OCHOBY OpaBcsl KpuUCTaNiyHUK O-KBapi. LleHTpanbHUil aTOM KpEeMHil0 B I[bOMY MOYAaTKOBOMY
KJIacTepi 3aMiHIOBABCs HAa aToM ajroMiHito [8]. [l koMmeHcallii BUTbHUX 3B’ A3KIB KUCHIB 710 HUX B
ONTUMAJIbHOMY TIOJIOXKEHHI J0JIaBaIuCh aTOMH BOJAHIO. Taka mpoleaypa omnucaHa paximre [9] i
BUKOPUCTOBYETHCS JUIsl 3aIIOBHEHHSI 3aliBUX BaJIeHTHOCTEH. Po3risiganuchk qBi MOXKIMBI TOOYI0BU
KJIacTepa — 3 OJIHI€I0 30BHIMHBOIO rpynoo OH Ta TppoMa 00’ €eMHMMH 3B’ 3KaMH QJIIOMIHIIO, a
TaKOX BUMNAMAOK, Ae € a8l rpynu OH ta nBa 00’ eMHi 3B’ s3kH. XiMidHI GOPMYJIHM TaKUX YTBOPEHB
mokHa 3amucatu K AlSizO3(OH)p y mepmomy Bumaaky ta AlSi,Ox(OH)s — y apyromy. s
KBAHTOBO-XIMI4HHX po3paxyHkis axcopbmii CS, SP mocraruso Bukopucroysata MINI Gasuc.
3aragpbHUMN CITIH CUCTEMH OpaBCsl PIBHUM HYITIO.
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XapaKkTeprucTHKa KOMILIEKCY

Q(H1)=0.22
D(AI-01)=1.769 Q(01)=0.80
D(AI-02)=1.786 Q(H2)=0.20
D(01-C9=2.889 Q(02)=-0.81

D(02-Cs)=2.919 Q(Al)=1.38
001-Al-02=100.43 Q(Cs)=0.96
) HI cuia 38’ s3ky (Al-O1) ~0.62
cwia 38 s3ky(Al-O2) ~0.58

Puc. 7.1ou CS', 38’ s13aHHif i3 KOMILICKCOM
AlSi,0,(OH)s.

XapaKkTeprucTHKa KOMILIEKCY
Q(01)=-0.84 Q(H1)=0.23
D(Cs-01)=3.204 Q(02)=-0.80 Q(H2)=0.31
D(Cs-02)=3.062 Q(03)=-0.80 Q(H3)=0.30
D(Cs-03)=2.930 Q(Cs)=0.97 Q(A)=1.48
cuna 38 s13ky(O1-H1) ~0.94
cuna 38’ s3Ky(Al-O1) ~0.60
cuna 3B s13ky(Al-O4) ~0.59

Puc. 8.1ou CS, 3B’ si3aHMii i3 KOMILIEKCOM
AlSizO5(OH)y.

[Tpu B3aemopii ioHIB 1e3it0 Ta CTpoHMil0 3 MoxenbHuMu kiactepamu AlSizO3(OH)io Ta
AlSi,0,(OH)s y cuctemi BinOyBaroThCs Taki 3MiHH reomeTpii Ta 3apsiais (puc. 7,8,9,10):

HE3HAYHEe BHUJIOBXKEHHS 30BHILIHIX 3B’ SI3KIB MK aJIOMIHIEM Ta MPHUIIOBEPXHEBUMHU aTOMaMHU
KHCHIO,

cyrreBe 3BykeHHs kyta [JO1-Al-O2 (y Bunaaky AlSiaOo(OH)s);

MEPEPO3MOALT 3apsiy B3aeMOil0UnX 3 ajgcopdarom 38 s3kiB O-H (30inbmieHHS 3apsimy 3a
a0COJIFOTHOO BEIMYMHOIO Ha KHCHI Ta BOJHI);

nocabeHHs 3B’ 13KIB MK aTOMOM aJIFOMIHIIO Ta OJM3BKUX JI0 a7copOaTy aToMaMu KHCHIO.

Sk mokaszanu po3paxyHKH, CTPOHIIIO Ta 1I€31I0 BUTIAHO 3B’ SI3yBAaTHUCh AJTIOMOCHIIIKATaMU.
Jlns Bumanky B3aemomii SP° 3 AlSiO,(OH)g enepris peaitii (Burpaut B eneprii) dE cTaHOBHTH
-0,2987xaptpi = -8,12¢B. Enepris peakiiii BU3Havagacs K Pi3HHUIS MK €HEPTisIMU CHCTEMH, 110
SIBJISIE COO0I0 PaiOHYKIIII, 3B’ I3aHUM 13 KIACTEPOM, 1 CHCTEMH, i€ PAIOHYKIIIJ 1 KJIacTep po3Be-
JICHI Ha BEJUKY BijacTanb (R — ).

Jlns Bumanky B3aemoxii SP 3 AlSisO3(OH)ig emepris peakuii dE = -0,2239xaptpi =
= -6,09 eB. V npomy Bumaaky, sk BUAHO 3 puc. 10, CTpOHIIH B ONTUMAaIbHOMY IOJOKEHHI
3B’sI3aHUH 13 TPhbOMa aTOMaMH KHCHIO, OJUH 3 SIKUX HAJCKUThH aIOMiHIIO, a JBa 1HII 3B’ s3aHi 3
aTOMOM KpeMHil0 (IpH YoMy 3B’SI30K 3 aTOMOM KHCHIO, [0 HAJEKUTh AIIOMIHIIO, YTpHUi
cubninmit). Ipu agcop6uii CS™ ma AlSi;On(OH)g Burpam B eneprii dE = -3,23eB. 3mina
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KoH(iryparii (BiICTaHi Ta KyTH MiX aTOMaMH, 110 OEpyTh Y4acTh y peakilii) y BUMaAKy aacopouii
11e3110 He TaKi BEJUKI, K JJIA BUIIAJKY CTPOHIlI0. Te caMe MO)KHaA CKazaTH W Mpo 3MiHY PO3MOALTY
3apsiay B CUCTEMI.

Jlns Bunanxy B3aemonii CS 3 AlSisOs(OH)1 enepris peakii dE = -3,64eB. OnTumansHa
MO3MILIiA acOpOOBAHOrO aTOMa Ie3i0, AK 1 Ui CTPOHLIIO, € MIXK TpbOMa aTOMaMH KUCHIO. Y el
K€ Yac CHJIM 3B’ SI3KiB 3HAUHO MEHIIT, HIK JIJIs1 BUITQJIKy CTPOHIIIIO.

XapakTepucTuKa KOMILIEKCY

o D(AI-O1)=1.817 Q(H1)=0.25 Q(01)=-0.85
D(AI-O02)=1.811 Q(H2)=0.26 Q(02)=-0.85

a2 o D(01-Sp=2.377 Q(AN=1.36 Q(Sr)=1.88
: D(02-S)=2.354 cuina 38 s13ky(O1-H1)~0.93
O1-Al- cuna 38 s13ky(02-H2)~0.93

02=89.73 cuna 38’ s3xy(0O1-Sr)~0.11

cuna 3B s13ky(Al-O1)~0.53
cuna 3B s13ky(Al-02)~0.55

Puc. 9.Ton SP, 38’ s13aHMuil i3 KOMILIEKCOM
AlSi;0,(0H)s.

XapaKkTeprucTHKa KOMILIEKCY

D(Sr-01)=2.373  Q(01)=-0.85 Q(H1)=0.25
D(Sr-O2)=2.590 Q(02)=-0.84 Q(H2)=0.35
D(Sr-03)=2.913 Q(03)=-0.82 Q(H3)=0.34
D(AI-01)=1.831 Q(Sr)=1.87 Q(AN=1.44
cuna 38’ s13ky(01-H1)~0.93
cuna 38’ s3Ky(Al-01)~0.5
cuna 3B s13ky(Al-O4)~0.58
cuna 38 s13ky(Sr-O1)~0.13

Puc. 10.Ton SP*, 38’ s3aHMuil i3 KOMILIEKCOM
AlSis05(OH)sc.

Bucnosxu

VY naHiif poOOTiI Ha OCHOBI KBaHTOBO-XIMIUHUX po3paxyHKiB (MeTon ab-initio) 6ymo mocoia-
KEHO TIpolec ancopOIil ypaHiTy 3 TiApaTHOK OOOJIOHKOK Ha MoBepxHi yacTuHOK SIO, Ta Ha
MOBEPXHI YACTMHOK aJIFOMOCHJIIKATIB. Y CTaHOBJIEHO, IO 3apsj ajcopOOBAaHOTO Ha MOBEPXHI ypa-
HiTy nonaTHUW. BusBieHo, 10 BpaxyBaHHS TipaTHOI OOOJOHKM BIUIMBAE HA BEJIWYHMHY €HEpril
peakiiii (6e3 ypaxyBanHs rigpaTHoi obomonku dE ~ -6,3¢B, -15,3¢eB, 3 ypaxyBaHHsAM TigpaTHOl
obononku dE ~ -1,2eB, -8,6 ¢B a5 moBepxHi CHIIKATIB Ta aJIFOMOCHIIIKATIB BIAMOBIIHO), BIUIUB
Ha O30T 3apsAiB Ta BiacTaHeil He ayxe cyrresuii. [Tokasauno, mo iorn UO,2' | CS, SP* (aus.
takok [10]) kpaimie amcopOyrOThCS Ha TOBEPXHI aTIOMOCHIIIKATIB, HiXK Ha IMMOBEPXHI CHIIIKATIB
(eHeprist 3B’ sI3Ky JUIsI AJTFOMOCHITIKATIB O1JTbIIIA).
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BusiBneno, mo 3MiHa KUIBKOCTI NPHUIIOBEPXHEBHX TiIPOKCOTPYH, YTBOPEHHX YHACITIIOK
TiApOi3y BOAM, MPUBOAMTH 10 3MIHHM €HEPTii 3B’ 53Ky, sfIKa CYTTEBO BIIPI3HIETHCS VIS BUIIAIKIB
€310 Ta CTPOHIIIIO HAa TIOBEPXHI AIFOMOCHJIIIKATY.

Takum 4MHOM, 3a JOTIOMOTOI0 KBAaHTOBO-XIMIYHHMX PO3PaxyHKIB IOKa3aHO, IO MOBEPXHI
cuikatiB Ta amomocuiikatis axcopoyiots UO,”, CS', SP* . Otpumana seranbHa iHpopMaLis mpo
PO3MOIN 3apsAliB Ta BiACTaHEH Mpu ancopOrrii, a TaKOXK CHJIM 3B’ sI3Ky MK aToMaMu MOKe OyTh
BUKOPUCTaHA TPU JIOCIIKEHHI MPOIECiB MOBEPXHEBOI MU(y3ii, a TaKoX MpU po3poOIli METOJIB
yTHITI3alii MaTepiaiiB, 3a0pyTHECHUX PaIiOaKTHBHIMH 10HAMH.
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JOCHKEHHS AJCOPBLIII CTPOHITIIO, IIE31IO TA YPAHITY

13 UCCJIIEJOBAHUE AJCOPELIMU CTPOHLMSA, HE3UA U YPAHUJIA HA TIOBEPXHOCTHU
CHUJIMKATOB U AIIOMOCHIMKATOB

H. B. Cracwok, T. C. MbicakoBuy, P. 5I. Ctenus, B. O. KpacHoB

Ha ocHOBe KBaHTOBO-XUMHYECKUX pacueToB (Metox ab-initio) uccinenosana agcopOuus ypanuia Ha
HOBEPXHOCTH CHJIMKATOB M AIFOMOCHIIMKATOB. BBISBICHO, YTO IIPH y4eTe TUIPATHON 000IOUKH I ypaHUIa
CYILIECTBEHHO yMEHBIIACTCS DHEprusi peakuuu. McciemoBaHa Taroke ancopOLysi CTPOHIMS M IE3Hs Ha
HOBEPXHOCTH AJTFOMOCHIIUKATOB. YCTAHOBIICHBI MECTa JIOKAIW3AIMU PAJAMOHYKIHIOB, MOJYYSHO pacrpe-
JIeJICHHE 3apsI0B M PACCTOSIHUM MEXIy aToOMaMH ajcopbara U copOeHTa.

13 INVESTIGATION OF ADSORPTION OF STRONTIUM, CESIUM AND URANYL ON SILICATE AND
ALUMINOSILICATE SURFACES

I.V. Stasyuk, T. S. Mysakovych, R. Ya. Stetsiv, V. O. Krasnov

Using quantum-chemical calculations (ab-initio noeththe adsorption of uranyl on silicate and
aluminosilicate surfaces was investigated. It isvah that presence of a hydrated shell of uranggeally
diminishs quantity of energy of reaction. The agon of cesium and strontium on aluminosilicatefate
also was investigated. Places of localization digauclides and information about charge and desa
distribution between atoms are obtained.
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