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Memooom CYII MO JIKAO y sarenmuomy nabaudicenni PM3 6ukoHano Kk8anmogo-ximiumi
PO3PAXYHKU  PIBHOBAJICHOI cmMpyKmypu  2i0pamo8anoi  a-CnipaibHoi  OLIAHKU — MOAEKYIU
CUPOBAMKOB020 ANbOYMIHY NIOOUHU, A0COPOOB8AHOI HA NOBEPXHi KpemHezemy. Busseneno, wo
MONEKYIU 800U 6i0ieparomy 3HAUHY pPOb V' NEPeHeCeHHi eNeKMPOHHOI 2yCMuHU 3 NOGEePXHi
KpemHe3emy Ha NOJIAPHI epynu OIIKA | HABNAKU.

Quantum chemical calculations were carried out of equilibrium structure of the hydrated
a-helix of the human serum albumin adsorbed on silica surface by SCF MO LCAO method
within the framework of valence approximation PM3. Water molecules appear to play a
considerable role in transition of electron density from silica surface onto albumin polar groups
and vice versa.

Beryn

B ocranHi poku KpemHe3eM Ta Horo Mmozauikaiii yCHIIIIHO BHKOPHUCTOBYIOTHCS SIK
ancopOeHTH MakpoMOJIeKyl, 30kpeMa OinkiB [1]. Binku, iMMoOini3oBaHi Ha TBEpAii MOBEPXHI,
3aTHI 3a JeSKUX yMOB 30epiraté cBOI0O (YHKLIOHAJIbHY CTAOUIBHICTH MPOTSITOM JOBIOTrO
yacy [2]. TIpore skicHa Ta KUIbKiCHAa TpaHC(OpMAIlis KOOpAMHAIIWHOI chepu OiTKOBOT
MOJIEKY M Tpu ii agcopOuii Ha MOBEpXHI ajJcopOeHTa MoXke OyTH NMPUYMHOIO 3MIHHM JAESKHUX
(b13UKO-XIMIYHUX BIACTUBOCTEH, IO MPHU3BOJAUTH A0 YAaCTKOBOI BTpAaTH OUIKOM O10JIOTTYHOT
akTuBHOCTI [3, 4]. Hampuxmaa, npu ouuineHHI OUIKIB XpomaTtorpapiuHUMH METOaMH,
reMojiianizi, KOHTaKTi OIIKIB KpoBI 3 KapIIOCYIMHHHUMM IMIIJITAHTOBAaHMMH MaTepiajlaMH,
KUIBKICTh OUTKOBHUX MOJIEKYJ, IO 3HAXOATHCA B PO3UMHI, 3aBXKIHM MEPEBUIIYE IXHIO KUIBKICTB,
copOoBaHy Ha IMOBEPXHI TBEPAOTO Tila. 3p0O3yMiso, 10 MK aJICOPOOBAaHUMU MOJIEKyJIaMu OiIKa
Ta TUMH, IO 3HAXOIATHCS B PO3YHMHI, BCTAHOBIIIOETHCS TUHaMiyHa piBHOBara [5]. bepyun mo
yBarm Te, IO €Heprii aacopOUIfHMX B3a€EMOJIM Ha IOBEPXHI KpEeMHE3eMYy 3HAXOAATHCS
npuOJIM3HO B IHTEpBaji €HEpriii BOJAHEBUX 3B’SA3KiB, SKI (POPMYIOTH BTOPUHHY Ta TPETUHHY
CTPYKTYpy OITKOBOT MOJEKYNIH, CIiJi BpaxyBaTH MOXKIHUBICTh il 3HAXOJKEHHS B pPI3ZHUX
KoH(opMalifHUX cTaHax: M0 aacopOuii, B agcopboBaHOMy cTaHi i micns aecop6uii. Tak, B [5]
OyJn0 MOKa3aHO, IO, HE3aJIeKHO BIJl MeXaHi3My OOMiHy MiX ajacopboBaHOw (a3o Ta
PO3YMHOM, IO MICTHTH OUIKOBI MOJIEKYJIM, OCTAHHI MICJA JecopOlii He 3aBXKIU MOBEPTAIOTHCA
710 CBO€1 HaTUBHOI CTPyKTypu. IlepeOyBaHHS MOJEKyIM MPOTEiHYy y Oi0JOTIYHOMY PO3YMHI B
KOHpopMalii, 110 BiIPI3HAETHCSI BiJ HATUBHOI, MOXe OyTH NPUYMHOIO YTBOPEHHS
KOHIJIOMEpATIB 3 MOJIEKYIaMHU CKJIaJ0BUX YAaCTUH KPOBI, BHACIIJIOK 4OT0 (POPMYIOTHCS TPOMOH,
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AKl JJaJi MOTPAIUIAIOTh 0 KPOB’SHOTO TOTOKY. 3HaHHA OcCOOIMBOCTEH ancopOuii-mecopOuil
OUIKIB Ha TBEpAUX MOBEPXHAX BAXJIMBI HE JIUILIE MPHU PO3TJILAl BIUIMBY acopOeHTa Ha KpOB
TBapHH Ta JIOAUMHU. BaxuBuMm € 1 Toi Qakt, 1o agcopOuis OUIKIB € IPOIEcoM, IO CIPUUHHSIE
YTBOPCHHS 3yOHOTO KaMEHI0, BITHOBJICHHS 3yOHOT eMaJii Ta 3a0py/JHCHHSI KOHTAKTHUX JIiH3 [6].

TakuM YWMHOM, BUpIMIATbHA POJb ancopOlii OUMKIB y MepelidyeHuX BHILE Mpolecax
aKTyali3ye JOCHiIKEHHS MOJEKYIIPHUX aCIEKTIB B3a€MOIii MPOTETHIB 3 MOBEPXHEIO TBEPAOTO
TLIA, SIKIH BJIaCTHUBA II€BHA XIMIYHA aKTUBHICTD.

O0’ekTH 10CTiTKEHHSA

OO6’exToM JnocmipkeHHs Oyna BUOpaHa MOJIEKyJa CHPOBAaTKOBOIO albOYMiHY JIOAMHHU
(CAJI). Le#t OutoK € HaHOLIBII MOIIMPEHHM Y ITUIA3Mi KPOBI JIFOJWHH, MOPIBHSHO 3 IHIIUMH
Ouikamu. BceranoBieno [7], mo Homy npuramaHHi Taki (yHKLIi, SK MiATPUMKa IIEBHOTO
3HaYeHHA pH Ta OCMOTHYHOIO THUCKY, NEPEHECEHHS PI3HOMAHITHUX PEYOBHMH IO BiIMOBITHUX
oprauiB. 3Bakaioud Ha Benukud po3mip Mmosekynmu CAJl, mpoBecTH KBaHTOBO-XIMIYHE
JOCTIDKSHHST B3a€MOJIIT LJI0T MOJIEKYJIM TAaHOTO OiIKa 3 MOBEPXHEI0 KPeMHE3eMy B JaHUH yac
HEeMOxJIMBO. ToMy B JaHiil po6OTi 3a MOJeb OUTKOBOT MOJIEKYIH TPaBUIIa O-CITipajibHa AUISTHKA
mouiekyau CAJl, mo ckiamaerbess 3 16 3aiuinkiB aMiHOKHUCIOTHOI mociigoBHocTi: Glu 208,
Arg 209, Ala 210, Phe 211, Lys 212, Ala 213, Trp 214, Ala 215, Val 216, Ala 217, Arg 218,
Leu 219, Ser 220, GIn 221, Arg 222 ta Phe 223. Bona Hayiexuth nomMeHy No2, po3raiioBaHa Ha
MOBEpXHI rI00ynu Oifka 1 MICTUTb, MOPAI 3 HEMOJSIPHUMH OOKOBUMM aMIHOKHMCIOTHHUMHU
3aJIMIIKAaMH, TOJISIPHI, 10 MOKYTh BUCTYIIATH CTEPEOAKTUBHUMH LEHTPaMHU B Ipoliecax copOrii
Ha KpeMHe3emax [8]. Buninena ninsHka, Hanami kiacrep I, 300paxena Ha puc. 1.
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Puc. 1. a-Cripanbna aitsiaka CAJI (BUrIIsT B3JOBX OCI CITipali).

[Tpu moOynoBi 3raganoi AinsHKY Mosiekynu CAJl Oynu BUKOPHCTaHI PEHTT€HOCTPYKTYpHI
nani, orpumani 3 PDB (Protein Data Bank) Oanky manux OinkiB. BinbHi 3B’s13KH, yTBOpEHI
BHACIIZIOK OOpUBY MOJINENTHIHOI cripaii, Oyln Hacu4eHi ripodoOHOI0 METHIBHOIO T'PYIOI0
Ta aToMOM BOAHIO Ha N- Ta C-KIHIAX BiIIIOBIIHO.



Ockinbku OUThII 5K 2/3 TIIPOKCHIBHHMX TPYH, sSKI BH3HAYAIOTh XIMIYHY aKTUBHICTh
JMCTIEPCHUX KPEMHE3EMIB PO3MILIEH] Ha AUISTHKAX MOBEPXHI, 110 € OJU3bKUMH 32 CTPYKTYPHUMHU
motuBamu 110 rpani (111) B-xpuctobanity [9], 3a Monens moBepxHi KpeMHe3eMy OyB BUOpaHUit
kiactep (B-knacrep), o BinoOpaxae HaHOLIBII XapakTepHi GpparMeHTy i€l rpaHi (IuB. puc. 2).
Jlnst koMIieHcanii rpaHiYHUX e(DeKTiB, MOB A3aHUX 3 OOPUBOM XIMIYHMX 3B’S3KIB 1O mepudepii
KJIacTepa, KiHIIEBI aTOMU KHCHIO 3aMuKaiucs aromamu BoaHio [9]. Ilpu moOynoBi fB-kmacrepa
BUKOPUCTOBYBAJIUCS CTPYKTYpPHI mHapameTpH, o mnomadi y Tabn. 1. Sk BugHo 3 puc. 2,
MO/IEIIbHUH KJIACTep MICTUTH 6 CHIIaHOJIBHUX I'PYIIL.

3BakaloyM Ha Te, IO B pealbHUX yMOBax ajacopOuis OiTKiB BigOyBaeThCS B BOJHOMY
CepeoBUII, CJIiI IPUMHATH JI0 YBaru MOJIEKYJIM BOJH, IO TiIpaTyroTh kinactep I.

Ta6auus 1. CTpykTypHi mapamerpu B-knacrepa (1oBxuHu 38°13Ky, A; BanenTHi kyTH,

rpamycu).

ITapamerp JloB:x1Ha 3B 13Ky ITapamerp BennuuHa kyra
Si-O 1,65 Si-O-Si 180
O-H’ 0,36 Si-O-H 105
O-H 0,95

*

H - arom BoaHio, po3ramoBanuii Ha nepudepii B-kmacrepa

° Kucenn

O Bonens

Puc. 2. Cxematnune 300pakeHHs J-Ki1acTepa, 1o MOACIIOE
nurstHKy rpaHi (111) B-kpucrobanity

MCTOI[I/I IlOCJIiI[)KeHHH Ta pe3yJibTaT

Ha mnepmomy etami mnpoBoauiacs ONTUMI3allii IMPOCTOPOBOi OyIOBH BHUAUIEHOT
a-cripanbHOi quissHKE MeTogoM PM3 [10] Ge3 Oyap-skux oOMexeHb Ha il cTpykrypy. Ilicis
onTUMi3alii reOMETpUYHHUX TapaMeTpiB KiHIEBA CTPYKTYpa JaHOTO (hparMeHTy MOJIEKYIu Olika
ICTOTHO HE€ 3MIHWJIACs, MOPIBHSIHO 3 €KCIEPUMEHTAIbHUMH PEHTI€HOCTPYKTYPHUMHU NAaHUMHU.
Jlami, 3 BUKOPHCTaHHSIM ONTHUMAJIBHOI MPOCTOpOBOi OyaoBu Kiactepa I, Oyma onepxana Horo
HeeMIipuuHa XBWIbOBa (yHKLiS B MiHiManeHoMy Oasuci (MINI), sxa gana MOXIHMBICTH
BHUKOHATH PO3PaXyHOK PO3MOJUTY MOJCKYISIPHOro enekTpocraruuHoro notenmiany (MECIT) B
MOJKJIMBHX MICIIIX JIOKAJi3allil MOJIEKYJI BOAM NEPUIOi MApaTHOI 00OJOHKH.

[TnomuHy, B sikuX npoBoauBcs po3paxyHok MECII, Bubupanucs TakuM 4MHOM, 11100 BOHH
npoxonunu 4depe3 Oicektpucy kyra H-N-H ta 38’130k C-N rpyn NH; aminokucnotHux



3amumukiB. Otpumani kaptu posnoxaity MECII no3Boiwiu BU3HAYUTH, B KM pomi —
€JIEKTPOHOJOHOpA UM MPOTOHOIOHOPA — BUCTYIIA€ MOJIEKYJa BOJIM, COJIbBATYIOUM TOM UM IHIIUH
MOJISIPHUYM aMIHOKHCIIOTHHM 3anuiiok. HalOinbmuii BUrpamn B eHeprii rigparaiii JocaraeTbes 3a
YMOBH JIOKaJli3allii HEMOJAUIEHOT Mapu eNEeKTPOHIB aToMa KHUCHIO MOJIEKYJIM BOJIM B 0O0jacTi
MO3UTUBHUX 3HAa4YeHb MOTEHIialy, a OJHOro i3 il aroMiB BOJHIO — B 001acTi MiHIMyMy
HeratuBHUX 3HaueHb MECII.

B pamkax Takoro minxoxy OyB moOynoBanuii knactep II, mo o0’ennye kmactepl Tta
10 mosiekyn Boau (puc. 3). BBemeHHs OUIBIIOI KUTBKOCTI MOJIGKYJ BOJAM OOMEXYBaJIOCS
TEXHIYHUMHU MOXJIMBOcTAMHU. [lomanbmia omnrtumizaiiss mpocropoBoi OynoBu Kiactepa Il
MoKa3aja BUCOKY €(EeKTHUBHICTh BUKOPUCTAHOI'O HAMHU METOJy TeHepalii riipaTHOi 000J0HKU
MOPIBHSHO HEBENUKOi Oi1KoBOi Mousiekynau. Lle BuaHO 3 TOro, IO pi3HUIS €Heprii Mix
ONTUMI30BaHOI0 Ta HEONTHMI30BaHOK CTpyKTypamu kiactepa Il cranoBunma 22 xJ[x/mMoib
(enepris knacrepa Il mo ontumizauii cranoBuna —5570 k/x/Monb). Takuii HeBeIMKHUI BUTpalll B
eHeprii MOXKHa MOB’sA3aTH 3 BAAIUM po3MmiuleHHAM Mojekyn H,O mo mepudepii a-cnipanbHOi
IusHKY, BUOpanuM Ha miacrasi kapt MECIIL. Jlani Tabawuii 2 BKa3yrOTh Ha pOJIb MOJIEKYI BOJIH,
SKYy BOHHU BIIIrPaOTh B IpoIieci rigparaii o-criipanbHoi AinsHku mosekyinn CAJL

Taoauus 2. EhekTuBHI 3aJIMIIKOBI 3apsiId HA AaTOMaxX MOJIEKYJI BOJIM B KOMILIEKct .

No No

MOJIEKYIH  ATOMH 3a§ TH’ MOJIEKYITH AtoMu 3aap A,
BOIU o BOJIU .0.
H 0,226 H 0.206
1 © 0,420 6 0 0,374
H 0175 H 0,198
Pazom -0,019 Pazom 0,030
H 0,196 H 0.208
2 ; 0,374 5 © -0,408
H 0,194 H 0.184
Pazom 0,016 Pazom 0,004
H 0,223 H 0.226
3 © 0,456 g O -0,455
H 0,170 H 0,178
Pazom -0’063 Pa3zom '0,051
H 0,196 H 0.200
4 © 0,397 9 o -0,430
H 0,209 H 0,179
Pazom 0,008 Pazom -0,042
H 0,212 H 0.217
5 0 0,432 10 O 0,439
H 0,183 H 0,179

Pazom -0,037 Pazom -0,043




Po3paxyHok mokasas, 10 TerjoTa rigparanii kinacrepa I B pamkax metony PM3 cknanae
163 x/I>x/Momb, 110 B MEpepaxyHKy Ha OJHY MOJIEKYTy BoAu ctaHOBUTH 16,3 k/[x/Monb. Jlana
BEJIMYUHA Y3TOKYETHCS 3 CEPEIHBOIO TEIUIOTOI0 YTBOPEHHS BOJHEBOTO 3B’ S3KY.

Ha HactynmHOoMYy eTtari AOCITIPKEHHS BUKOHAHO KBAHTOBO-XIMIYHHMI PO3PaXyHOK CHCTEMHU
knacrep II + B-xmacrep. Onrtumizaris 00’etHaHOT CUCTEMH IIPOBOJNIIACH B
CYNEepMOJICKYIIPHOMY HaOJMKEHHI 3 BapialliiMHd HPOCTOPOBOi OyAoBHM OITKOBOI MOJEKYIH,
MIOJIOKEHb 1 BHYTPINIHBOI OYJOBH MOJIEKYNI BOJM Ta CTPYKTYPHHUX HapaMeTpiB CUIIAHOJIBHUX
Ipyn TOBEpXHI KpemHe3eMmy. Bci iHINI JOBXMHHM 3B’S3KIB, BaJEHTHI Ta JABOTPaHHI KyTH
B-xmacrepa 3anMIIANMCS HE3MIHHUMHU. Pe3ynbraté  po3paxyHKiB — TEIJIOT  YTBOPEHHS
aacopOIIHHUX KOMILJIEKCIB Ta X CKIaJ0BUX MOJaHi y Tabm. 3.

Tabauusa 3. TemnoTu yTBOpeHHs aJCOPOLIHHMX KOMIUIEKCIB Ta iX CTPYKTYpHHUX €JIEMEHTIB 3a
JaHuMHu Metoay PM3

O6’€eKT HOCIIKEHHS AHyr., x/Ix/MOIB
Kunacrep I (o-cripanbHa qiistHKa MOJIEKYIH OiIKa) -3195
CousbBatHa o0osionka (10 mosekyn Boin) -2234
Kunacrep II (knacrep I + conpBaTHa 000J10HKA) -5592
B-Knacrep (ninsaka rpani (111) B-xpucrobaniry) -14450
Kommneke (knacrep 11 + B-kiacrep) -20150

Crtpykrypa aacopOLifHOTO KOMILIEKca 300pakeHa Ha puc. 4, a 30UIbIIeHH (parMeHT
I[OTO KOMILIEKCA, JIe MMOKa3aHi BOAHEBI 3B A3KH, HA PHUC. 5. 3 UX PUCYHKIB BUIHO, IO 3B’S30K
B-xnmacrepa 3 kiaactepoM | 3MIMCHIOETBCS 3a y4acTIO TPbOX MOJEKYN Bojau (mepiia, apyra Ta
n’sta MOJIeKyar). TernoTa yrBopeHHs afcopOIiiHOrO KOMILIEKCca, 00YHCIIeHa Ha OCHOBI TaHUX
tabn. 3, cranoBuTh —108 x/[>x/Monb, IO BiANOBiAAa€ €HEPriii MIICTHOX BOJAHEBUX 3B’S3KiB
(18 x/Ix/MoJb Ha OJIUH 3B’SI30K).

JletanbHuil aHami3 OyJoBU aacoOpOIIHOTO KOMIUIEKCa MOKAa3ye, 10 MOJEKYId BOAHM, SKI
3B’A3YIOTh OUIOK 3 MOBEPXHEI0 KPEMHE3EMY, BHUKOHYIOTH POJIb CBOEPIIHUX “‘€lIEKTPOHHUX
HacociB”. B rigparoBaniii ainsHui Monekynmu CAJl (muB. Tabn. 2) ta B ancopOuidHOMY
KOMILIEKCI (uB. TaOi. 4) CIOCTEPIraeTbesi CTATYBaHHS €IEKTPOHHOI T'YCTUHH MOJICKYJIAMH
rizpatHoi o6ononku. Tak, B Mojekynax Boau 1 ta 2 cnocrepiraerbes 301UIbLICHHS €IeKTPOHHOT
I'YCTHHH, IpUYOMY SIKIIO B Kiactepi Il mMonekyna Boau 2 BucTynana sIK JOHOP €JIEKTPOHHOL
I'YCTHHH, TO B aICOPOLIIHHOMY KOMILJIEKCI BOHA Oepe y4acTh SIK aKIEeNTOpP €IEKTPOHHOI I'yCTHHH.
3 iHIIOro 0OKy, Yy MOJICKY/IH BOJH, 10 3B’s3ye 3anuiiok Arg 218 (monekyna 5) 3 moBepxHero,
nocnabuiIrcs eIeKTPOHOAKIENTOPHI BJIaCTUBOCTI.

Taoauus 4. EdexTuBHI 3apsau CTPYKTYPHUX €JIEMEHTIB B a/ICOPOLIHHIX KOMILJIEKCaX.

EdexruBuuit 3apsji CTPYKTYPHUX €IIEMEHTIB CUCTEMH, (,,

Cucrema i :
a-cIipaib rizpatHa 000J0HKa B-xmactep
Knacrep II 0,196 -0,196 -
H,O (1) H.0(2) H20 (5)
Kommiexe 0,198 -0,023  -0,009 -0,025 0,063

-0,261
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Puc. 4. Ctpykrypa aacop6uiiinoro komrmiekca  Pue. 5. @parmeHT agcopOuiitHOro KoMIUIeKca
3 BOJHEBUMH 3B’SI3KaMU

Yepes monekyiny 2 (puc. 5) BitOyBa€eThCs MEPEHECCHHS €IEKTPOHHOI TYCTUHU 3 TOBEPXHI
Ha OUTKOBY MoJiekyiy. Uepes iHmii a8i Mosiekynu Boau (1 Ta 5) enekTpoHHA TycTHHA, HaBIAKH,
MIEPEHOCUTHCS 3 OLTKOBOT MOJICKYJH Ha TIOBEPXHIO.
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BucHoBknu

B pamkax po3risiHyToi MOJiesli MOXKHa CTBEPDKYBATH, IO afcopOIist OUIKOBOT MOJIEKYIIH
Ha TOBEpXHI KpEMHE3eMY BilOYBaeThCs 4Yepe3 MOJIEKYJIH BOJH, SKI 32 PaxyHOK YTBOPEHHS
BOJHEBUX 3B’S3KIB 3a0€3MeUyIOTh MEPEHECEHHS ENEKTPOHHOI I'yCTUHH 3 MOBEPXHI Ha OLIOK 1
HaBITaKH.

ITpouec ancopbuii a-criipanbHOT AUISHKY Ol1Ka BUSBUB BUOIPKOBICTH “MOCAKU” OITKOBOT
MOJIEKYJIH TaKUM YMHOM, 1[0 YTBOPHJIUCS BOJHEBi 3B’SI3KM 3 CHUJIAHOJIBHUMH TpyIlaMu 4epe3
amiHOKHCHOTHI 3amumku Arg 218 ta GIn221. Omxe npaHi Tpynu BUCTYNAIOTh AKTHUBHUMH
LIEHTpaMH B Ipoliecax copOiii 6i/1ka Ha MOBEPXHI KPEMHE3EMY.

3BHUaiiHO, B pOOOTI BUKOPUCTAHO MEBHI HAOIMKEHHS, TOMY Ui OTPUMaHHs OCTaTOYHUX 1
OUIBII MOBHUX pE3yJbTaTiB B MalOyTHOMY OyayTh BHOpaHi iHIII pealbHO iICHYIOYl TUISHKH 3
BIJIMOBITHUMH aMiHOKMCIOTHUMH 3aTHINKAMH JUIA MiATBEPLKEHHS (PakTy BUOIPKOBOI copOIrii

yepe3 Arg 218 ta Gln 221.
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