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KBanroBo-xumuueckuM metogoM MNDO BrepBble BBIIOJHEH pacyeT TeOMETPUYECKOTO U AJIEKTPOHHOTO
CTpoeHHus1 okcuzia rpadeHa B pamkax mozeneit 'opdmana u Pecca. [lonydeHbl oNTUMH3UPOBaHHBIE CTPYKTYPBI 3TO-
ro coeauHenus. Teopernyecku oneneHa kuciotHas cuna (pKa = 28 u pKa = 14) coorBercTBeHHO B Mozenu ['odd-

MaHa Hu Pecca.

Knroueewie cnoea: oxcun rpadeHa, KBaHTOBO-xummdeckuit pacuet, Metoq MNDO, monenu 'opdmana u Pecca,
KUCJIOTHAS CHJIA, YHUBEPCAJBHBII MOKa3aTeNb KUCIOTHOCTH.

BBenenue

WHTepec K U3yYEHUIO Pa3IMYHbIX CBOMCTB OK-
cuza rpadeHa oOBICHICTCS TEM, UYTO OH SIBJISCTCS
BECbMa INMEPCIEKTUBHBIM MaTepHAaJIoOB Ul pacuera
MHOTHX OTpaciiedl HayK M TEXHUKH (KOCMOC-COJI-
HeuHble OaTapen, ICTOYHHKH DHEPTUH, METUIIMHA,
CEHCOPBI, UHPOPMALIMOHHBIE TEXHOIOTHH, dIIEMEH-
TapHasi 6a3a HOBOro mokosenus u T. 1.) [1, 2]. Ok-
cu rpadeHa npescTaBiser codoi ciy4aiiHbIM 00-
pa3oM pacrpe/ielieHHbIE 110 TIOBEPXHOCTH IOJITOXK-
KU Tpad)eHa aTOMBI yrieposa B SP>-THOpHIU3aLnH,
OKpY)KEHHbIE O00JacTIMU C (YHKIHMOHAIEHBIMU
KHCJIOPOJICOAICPKAIMMHU TPyNIamMu (3MOKCHTHBIE,
THIPOKCHIIbHBIE, KapOOHMIbHBIE | p. [1, 2].

Jlo HacTOSIIEro BpeMEHHU JIeTalbHask CTPYKTY-
pa Ha 3JEKTPOHHOM YPOBHE HE MOHATHA M3-3a He-
peryJspHOM YIaKOBKHU CJIOEB [2, 3], B CBS3H C ueM
OBUIO TPEIUIOKEHO WISCTh PA3IMYHBIX MOJeen
okcuma rpadena [3, 4]. IlosTomy mpeacTaBiseT
HECOMHEHHBIM KaK MPAaKTUYECKUM, TaK U Hay4YHBII
MHTEpEC KBAaHTOBO-XMMHYECKHH pacueT BhILICTIe-
peunciieHHbIX Mojaenei. OueBUAHO, YTO MOTyUYeH-
HBbIE U3 TaKUX PACcUYETOB JIAHHBIC HA AJIEKTPOHHOM
ypoBHE OyayT crocoOCTBOBaTh 0oJjiee TiyOOKOMY
NOHUMAaHHUIO T€OMETPUYECKOTO U BIIEKTPOHHOTO UX
CTPOCHUS, YTO B CBOIO OuYepe/ib, MO3BOJUT HAUTH
HOBBIC BO3MOXHO YHHKAallbHBIE CBOWCTBA HM3ydae-
MBIX OKCHIOB rpadeHa. lanHas pabora mocBsie-
Ha M3YYCHUIO T'€OMETPHUYECKOI'0 U BJIEKTPOHHOTO
CTpoeHus okcuja rpadeHa B paMKax MoJemei
lopdmana u Pecca.

MeToauueckasi 4acThb

s pacuera Monekyn okcuza rpadeHa B pam-
kax mozeneir ['odpdmana u Pecca Obun BBIOpaH
kBaHTOBO-xuMudeckuit meron MNDO, kortopsiid
HEOJHOKPATHO HCIIONIB30BAJICSL Ul pacdera pas-
muuHbIX rpadenos, Hanpumep [10, 12]. Joctoun-
CTBO M HEJOCTATKH O3TOTO METOAa JIOCTATOYHO
noJpoOHO ONHMCaHbl B W3BECTHBIX MOHOTpaduUsIX
[5, 6]. Pacuer BBIMONHSUIICS B paMKax MOJEKYJISIp-
HOW MOJIeNIM B Ta30BOH (ha3e ¢ MCIOJb30BAHUEM
nporpamm [7-9].

Pe3yabTaThl pacueroB

['eomeTpuyeckoe ¥ DIIEKTPOHHOE CTPOCHHE
MoJien OKcua rpadena B pamkax moxpenu lodd-
MaHa MoCJie ONTUMH3AIIUU €T0 CTPYKTYPHI MOKa3a-
HO Ha puc. 1.

OnTUMU3UPOBAaHHBIC JUIMHBI CBSI3eH MEXIY
aTOMaMH yTJiepoJia B KOJIbIE HaXOJSITCS B JIHama-
3ouHe 1.33-1.57 (B anrcrtpemax), C-H -1.08-1.09,
C-0-1.36-1.47.

3apsaer Ha artomax: C(1) -(-0.019), C(2)
(+0.044), C(3) -(-0.028), C(4) -(+0.004), C(5)
(+0.032), C(6) -(-0.016), C(7) -(+0.078), C(8)
(+0.096), C(9) -(-0.006), C(10) -(+0.005), C(11)
(+0.098), C(12) -(+0.016), C(13) -(-0.056), C(14) -
(-0.016), C(15) -(-0.033), C(16) -(+0.086), C(17) -
(+0.049), C(18) -(-0.028), C(19) -(+0.014), C(20) -
(+0.106), C(21) -(-0.068), C(22) -(+0.036), C(23) -
(+0.086), C(24) -(+0.09), C(25) -(+0.073), C(26) -
(+0.066), C(27) -(+0.063), C(28) -(-0.042), C(29) -
(+0.118), C(30) -(+0.01), C(31) -(+0.071), C(32) -
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(-0.026), C(33) -(-0.048), C(34) -(+0.004), C(35) -  0.183), O(54) ~(-0.197), O(55) -(-0.177), O(56) (-
(-0.033), C(36) -(-0.029), C(37) -(-0.013), C(38) -  0.144), O(57) -(-0.164), O(58) -(-0.178), O(59) ~(-
(-0.056), C(39) -(+0.09), C(40) -(+0.073), C(41) -  0.182), O(60) -(-0.234), O(61) -(-0.191), H(62) -
(-0.007), C(42) -(-0.03), C(43) -(-0.011), C(44) -(-  (+0.078), H(63) ~(+0.072), H(64) -(+0.085), H(65)
0.008), C(45) -(+0.161), C(46) (-0.052), C(47) - -(+0.097), H(66) -(+0.081), H(67) -(+:0.076), H(68)
(+0.006), C(48) -(+0.037), C(49) -(-0.003), C(50) -  ~(+0.096), H(69) -(+0.079), H(70) ~(+0.09), H(71)
(-0.029), O(51) -(-0.08), O(52) ~(-0.204), O(53) -(-  -(+0.069), H(72)-( +0.083), H(73)-( +0.074).
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Puc. 1. 'eoMeTpuuecKoe 1 3IEKTPOHHOE CTPOSHUE MOJIEKYJIBI OKCHJ TpadeHa
B pamkax mozaenu ['opdmana

I'eomeTpuyeckoe ¥ OJIEKTPOHHOE CTPOCHHE TIOCIE ONTHMH3AIMM €ro CTPYKTYPHI TMOKAa3aHO
MOJIeSI OKCHJia TpadeHa B paMkax Monenu Pecca  Ha puc. 2.
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Puc. 2. 'eomeTpuueckoe 1 3JEKTPOHHOE CTPOCHUE MOJIEKYIIBI OKCH TpadeHa B paMkax Moaenu Pecca

OnrumusupoBanusle uaHBl cBs3eir mexay  0.31), H(57) -(+0.187), O(58) -(-0.319), H(59) -
aToMaMHM yriiepoja B KoJblle Haxoautcs B auama-  (+0.183), O(60) -(-0.319), H(61) -(+0.192), O(62)
soue 1.35-1.61 (B amrcrpemax), C-H -1.09-1.13, -(-0.318), H(63) -(+0.189), O(64) -(-0.32), H(65) -
C-0-1.41-1.46, H-0-0, 95. (+0.188), H(66) -(+0.068), H(67) -(+0.017), H(68)

Bapsaer Ha aromax: C(1)-( -0.093), C(2) -(- -(+0.014), H(69) -(+0.038), H(70) -(+0.069), H(71)
0.033), C(3) -(-0.076), C(4) -(+0.026), C(5) - -(+0.035), H(72) -(+0.052), H(73) -(+0.024), H(74)
(+0.214), C(6) -(-0.022), C(7) -(-0.118), C(8) - -(+0.034), H(75) -(+0.031), H(76) -(+0.056), H(77)
(+0.122), C(9) -(-0.108), C(10) -(+0.146), C(11) - -(+0.069), H(78) -(+0.026), H(79) -(+0.014), H(80)
(+0.179), C(12) -(+0.018), C(13) -(-0.061), C(14) - -(+0.022), H(81) -(+0.038), H(82) -(+0.015), H(83)
(+0.179), C(15) -(+0.066), C(16) -(-0.052), C(17) - -(+0.018), H(84) -(+0.036), H(85) -(+0.032), H(86)
(+0.116), C(18) -(-0.088), C(19) -(-0.132), C(20) - -(+0.035), H(87) -(+0.028), H(88) -(+0.017), H(89)
(-0.042), C(21) -(+0.034), C(22) -(+0.102), C(23) -  -(+0.045), H(90) -(+0.029), H(91) -(+0.054), H(92)
(+0.027), C(24) -(+0.064), C(25) -(-0.057), C(26) -  -(+0.019), H(93) -(+0.032), H(94) -(+0.011), H(95)
(-0.081), C(27) -(+0.158), C(28) -(+0.015), C(29) - -(+0.029), H(96) -(+0.024), H(97) -(+0.015), H(98)
(-0.094), C(30) -(+0.132), C(31) -(+0.058), C(32) -  -(+0.015), H(99) -(+0.061), H(100) -(+0.035),
(-0.009), C(33) -(-0.052), C(34) -(+0.064), C(35) - H(101) -(+0.038).

(-0.126), C(36) -(+0.181), C(37) -(+0.072), C(38) - Ucnone3yss  ¢opmyiny, MNOIYYEHHYIO IS
(+0.01), C(39) -(+0.075), C(40) -(-0.034), C(41) - MNDO — pKa = 42.11-147.180ma"* [13], Haxo-
(+0.08), C(42) -(+0.017), C(43) -(+0.035), C(44) - nmum 3nauenue pKa = 14 (1 momens) u pKa = 28
(+0.001), C(45) -(+0.059), C(46) -(-0.095), C(47) - (2 monmenn). I'ne pKa — yHuBepcaibHBIN MOKa3a-
(+0.122), C(48) -(-0.031), O(49) -(-0.29), O(50) -(-  TeTb KHCIOTHOCTH, Umax ~ — MAKCHMATBHBII 3apsi
0.273), O(51) -(-0.281), O(52) -(-0.282), O(53) -(- Ha aroMe BOOPO/A B MOJICTH OKCH/IA rpadeHa.
0.273), O(54) -(-0.301), H(55) -(+0.192), O(56) (-
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KsanrtoBo-xumuyeckue napamerpsi ( Eg, E g, Ex, qmaxH+ ) u (pKa) ucciienyemoro okcuaa rpagena

Oxkcny rpadena KH;&OM B ngi'mﬂb Ex, 5B ™ pKa
Monens Toddmana -971438 -1130756 6.6 +0.097 28
Mozens Pecca -990003 -12884710 8.6 +0.192 14

(Eo — obast sHEprust MOJICKYJISIPHOM CHCTeMbI OKcua rpadena, Eq — o01ast 37IeKTpOHHAst SJHEPTUsl CHCTeMa OKCHAA
rpadena, Ex — mupuHa 3anpelieHHoi 30Hbl — MUHUMAJIbHAsE SHEPIHs HeoOX0uMast JUlsl IIepexo/ia 3J1eKTPOHA U3 BaJICHT-

HOIf 0067aCTH B 00J1aCTH TIPOBOJMMOCTH).

Takum o00pa3oM, HaMu BIEPBbIE BHIOJIHEH
KBaHTOBO-XMMHYECKUH pacdyeT MOJEKYJd OKCcHIa
rpadena B pamkax momeneii ['opdmana u Pecca
merogoM MNDO. TeopeTnyeckd OLICHEHa UX KU-
cinotHas cuia (pKa=28 u pKa=14 cooTrBeTCcTBEH-
HO). YCTaHOBJICHO, YTO HCCIIEAYEMbIC MOJIEKYIIbI
OKcH/a Tpa)eHOB OTHOCHTCS K KJIACCy OYeHb Clia-
OBIX OPIHCTENOBCKUX KHCIIOT.

B koHeuHOM cuYeTe, HEOOXOAMMO OTMETHT,
YTO paccuuTaHHble 3HadeHWs Ex mis momenwn
l'odpdmana 6.6 3B u mns momenu Pecca 8.6 3B
B COOTBETCTBUU C 30HHON Teopued [12] cBume-
TCJIBCTBYCT O TOM, YTO U3Yy4aCMbIC OKCUBI rpa(be-
Ha OTHOCATCS K KIACCy IUAIIEKTPHUKOB B CBS3H
¢ TeM, uto Ex>2 3B (tabmn.1).
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Abstract. For the first time, the geometric and electronic structure of graphene oxide was calculated within the
framework of the Hoffman and Ress models by the quantum-chemical method MNDO. Optimized structures of this
compound are obtained. The acidic strength (pKa = 28 and pKa = 14) was theoretically estimated in the Hoffman
and Ress model, respectively.

Keywords: quantum chemical calculation, graphene oxide, MNDO method, Hoffman and Ress models, acid
strength, universal acidity index.
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