YIK 541.18.045

Ilobieau I A., Mewxosa T. I, Konosanosa B. B., Caguenxo M. O., Bypban A. @.

OTPUMAHHSA HEJIOJTO3HUX MEMBPAH
3 IMMOBUJII30OBAHOIO INTIOKOOKCUJIA3010

Ompumano Oiokamanimuyni NONIMepHi MemMOPaHU ULIAXOM IMMOOINIZayii 2II0KOOKCUOA3U HA YeioN03-
HUX MeMOpaHax 3 npuujenyienoro noriakpunogoio kuciomoio (IIAK). Ha npomucnosi ynompaghinompayivini
yentonosHi memopanu 6yno ximiuno immobinisosano IAK, axa nadana membpanam @ynxyii pH-vymaugo-
cmi. Tak, npodykmugnicmos memopanu 3 immooinizosanoio INAK npu 3pocmanni 3uavens pH pobouoeo pos-
yuny 3 3,45 0o 10 smenwiyemoca y 2,3 pasa. [Ipooykmusnicmo Memopan 3 iMmoOini308ano0 eioKOOKCUOa-
3010 3pOCIMAE 3 YACOM, WO NIOMEEPOIHCYE Oil0 (hepmenny, KA NONALAE 8 NEPEeMBOPEHHI 2TIOKO3U HA 2TIOKO-

noey kuciomy. Ilpu yvomy pH y ghinempami smenutyemucs 3 6,18 00 4, 5.

Kurouosi ciioBa: nemntono3Hi Memopanu, OiokaraiaiTuuHi Memopanu, pH-uyTinuBi MemOpaHu, mosiakpu-

JIOBA KHCJIOTa, INTFOKOOKCHda3a.

Beryn

[IpiopuTeTHUM HaIpPSMOM IOCHIIKEHb, 30Kpe-
Ma, B MEMOpPaHOJIOTIi, CyJacHii OloMeanyHii Tex-
HOJIOTIi, (hapmariii, TPaHCIUIAHTOJIOTIi TOIIO € CTBO-
PEHHSI HOBITHIX (DyHKI[IOHABHUX MaTepiaiB, sSKi 32
CBOEIO 3/IaTHICTIO pearyBaTH Ha 3MiHY HaBKOJIHIII-
HBOTO CEPENOBHINA HAOIIMKAIOTHCS A0 PO3YMHHX
IpUpoAHUX cucteM [1; 2].

Cepen nociimKeHb, IMOB’SI3aHUX 31 CTBOPECHHSIM
MeMOpaH 3 [OJaTKOBUMHU BJIACTUBOCTSMH, YU HE
HaAMOLIBITY yBary MpUIiIEHO CTBOPEHHIO OioKaTaJIi-
TUYHHUX MeMOpaH. BoHU SBIAIOTE 0000 TOMiMEpHi
MeMOpaHu 3 IMMOOITI30BaHUMHK Ha iXHIN MOBEpXHI
Oiokaramizatopamu (dpepMeHTaMH ab0 KIITHHAMH).
Taki MeMOpaHi MarOTh HU3KY IIepeBar, HaIpHKIA,
BOHHU MEHIIIE 3a0pyIHIOIOTHCS 3aB/ISKH 37aTHOCTI M-
MOO1TI30BaHUX O10KaTai3aTOPIiB PO3IICTUTIOBATH pPe-
YOBHHH, III0 MICTSATHCS B PO3UHMHI, 1[0 TPOIMYCKAETh-
csl, @ TAKOXK €(PEKTUBHIIIEC HOTO OUHILYIOTh [3; 4].

Takox BaXKJIMBO 3a3HAYMTH, 110 IMMOO1II30BaHI
(depMeHTH MaloTh HU3KY IepeBar y MOPIBHAHHI
3 BUIbHMMHU MoJiekyidamu. Hacammepen, taki dep-
MEHTH, IO SBJLIOTH COOOI0 TeTepOreHHI KaTaliza-
TOpH, JIETKO BiJIOKPEMIIIOIOTHCS BiJl PEaKIiifHOTO
CepeOBHIIA i MOXKYThH 0araropa3zoBo BUKOPHUCTOBY-
BaTucs, 3a0e3neuyroun Oe3nepepBHICTh KaTaliTHU-
Horo mporecy. KpiM Toro, iMmmoo0imizamis Beae 10
3MiHH BJIACTUBOCTEW (pepMeHTy: cyOCTpaTHOI crie-
IU(GIYHOCTI, CTIHKOCTI, 3aJIC)KHOCTI aKTUBHOCTI Bij
napaMeTpiB cepepoBuina. IMMo6inizoBaHi GpepmeH-
TH JIOBTOBIYHI 1 B TUCSUI 1 IECATKH TUCSAY pa3iB cTa-
OUTBHINI 32 BUIBHI €H3UMH. Yce IepepaxoBaHe 3a-
Oe3reyye BHUCOKY EKOHOMIYHICTh, €(EKTHBHICTh
1 KOHKYpEHTOCIIPOMOXHICTh TEXHOJIOTIH, SIKi BUKO-
PHUCTOBYIOTH IMMOO1TI30BaHi hepMeHTH [5; 6].

IcHye nBa ocHOBHI MeTomu iMmMoOimizarii ¢ep-
MeHTIB: pi3myHui Ta XiMiuauit. [Tpu Qi3uyHii iMMo-
Oimizanii epMeHT He 3B’s3aHMIA 3 HOCIEM KOBAJICHT-
HUMH 3B’s13KaMU. [OJIOBHOIO X BiJIMIHHICTIO XiMi4-
HHMX METO/IIB IMMOO1Ti3aIi] € T, 1110 MIJITXOM XIMIYHOT
B3a€MOJIi, sIKa BIUTMBAaE Ha CTPYKTYpy (epMeHTy
B HOro MOJEKymi, CTBOPIOIOTHCSI HOBI KOBAJICHTHI
3B’s3KH, 30KpeMa Mix OLTKOM 1 HocieM [7].

Ha Binminy Bin (i3n9HHX METOAIB, el crocid
iMMOO1Ti3alil 3a0e3medye MIHUA 1 HEOOOPOTHHI
3B 530K (JEPMEHTY 3 HOCIEM 1 4acTO CYMPOBOIXKY-
€ThCs CTA0LTI3aIlIEr0 MOJIEKYIIH eH3uMy. OTHaK PO3-
TanryBaHHS (PepMEHTy IIOAO0 HOCIS Ha BiJACTaHi
OITHOTO KOBAJICHTHOTO 3B’SI3Ky CTBOPIOE CTEPHYHI
YTPYAHCHHS y 3IiHCHEHHI KaTaliTHYHOTO IPOILECY.
ToMy hepMeHT BiIOKPEMITIOIOTh BT HOCISI 32 JIOTIO-
MOTOI0 crielicepa, B poJii IKOTO HalvacTille BHCTY-
naroTh OiyHKI[IOHANBHI 1 MOMiIQYHKIIIOHATBHI
areHTd (OpomiliaH, rifgpasuH, CyabQypHIXIOPHUI,
IIyTapoBUH Jiajbjaeria Ta iH.) [8].

O0’exTH 3 iIMMOOLITI30BaHUMH (DepMEHTaMH, OTPH-
MaHI i3 3aCTOCYBaHHSIM XIMIUYHHX METOIB, MarOTh
NpHHaWMHI JB1 BaknuBi nepesaru. [lo-mepiie, koBa-
JICHTHUH 3B 130K (DepMEHTY 3 HOCiEM 3a0e3Mevye BU-
COKY MIITHICTh YTBOpPEHOTO KoH forary. IIpu mmpoko-
My BapilOBaHHI TakMX YMOB, sik pH 1 Temneparypa,
(hepmeHT He necopOy€eThCs 3 HOCIS 1 He 3a0py/IHIOE 11i-
JIbOBMX TPOMYKTIB PEAKILil, 1[0 HUM KaTaJli3yeThCs.

ITo-mpyre, ximMiuHe MoaudikyBaHHS (PEPMEHTIB
3IaTHE MPUBOIUTH JIO ICTOTHHUX 3MiH TXHIX BJIaCTH-
BOCTEH, TaKMX SIK cyOcTpaTHa crierudidHicTh, KaTa-
JITHYHA aKTUBHICTH 1 cTaOUIBHICTH [9].

Meroro 11i€i po6otu € orpumanHs pH-4yTnuBIX
Ta OlOKaTANITHIHUX IIETIOTO3HAX MEMOPaH IIITXOM
NPHUIIETUIEHHS 10 IXHBOI MOBEpPXHi JIAHMIOTIB IIO-
JIaKPUIIOBOT KHCJIOTH 3 TIOANBIIO IMMOOLTI3aIlIE0
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(hepMEeHTY TIIIOKOOKCHIA3H Ta JOCIIKSHHS IXHIX
(yHKLIOHAIBHUX BIACTHBOCTCH.

Marepianu i MmeToau

Mamepianu ma peaxmugu

Y po6oTi A5 TOCIiKEHHS TpoIecy Moaupiky-
BaHHS TOBEPXHI OyJ0 BUKOPHCTAHO IENION03HI
MemOpanu iy UC100T (Nadir, Himeuuuna).

[Momiakpumnosa kucmnora (C,H,0,) — 35 % Box-
HuA po3uuH. Monekynspna maca M =~ 100 x/la
(Sigma-Aldrich).

Jurinpasun amuniaoBoi kucnotn C H, N0,
(Sigma-Aldrich).

1-etun-3-(3-AMMETUIIAaMIHOTIPOTIT)  KapOOiiMijT
rigpoxsnopun (EDAC) C.H, N,-HCI (Sigma-Aldrich).

Memoouka npuwyennients NOTIaKpUI080i KUCIomu
(TIAK) 00 nosepxui yentonosuux memopar

[Mpumernennst [TAK 10 moBepxHi IeTHONO3HUX
MeMOpaH TpoBomwIM B dotupu crami. Crepury
MeMOpanu okucHioBamu 0,1M posunHOM Hatpiif
nepiionary NaJO, nporsrom 1 rox npu Temmneparypi
323 K. Ilicnst uoro OKUCIIEHI MEMOpaHU 3aHypIOBAIH
B 0,1 % (Mac.) BOIHMIA PO3UMH JTUTIAPA3HIY aJWIIi-
HOBOI KUCJIOTU MPOTATOM 2 rof 32 KIMHATHOI TeMIIe-
parypu. OnepkaHi B pe3yJsbTaTi i€l peakilii OCHOBH
udda BiTHOBIIOBATM, BUTPUMYIOUH MEMOpaHH
30 xB y 0,01M po3zuuni Harpiii 6oprinpuny NaBH,.
Host immoOinizanii Ha MemOpanu [TAK ix 3anyprosa-
mu B 0,35 % (mac.) Boguuit po3unH [TAK. Sk xarai-
3arop wiei peaxii BuxopuctoBysanu EDAC. Tpusa-
nicth Moau(iKyBaHHs — 24 TOJ 32 KIMHATHOT TeMITe-
parypu. Ilicna xoxHOi cTazii MeMOpaHH pETeNnbHO
BiZIMUBAJIH TUCTHIHOBAHOIO BOIOIO.

OcHoBHI cTafii MonuGiKyBaHHS MOXKHA TOJaTH
Y BUIISA CXEMU.

Crania 1. AxtuBanis LEIIOJI03U OKHCHEHHSIM
HaTpii mepioaarom:
\\{\ @ NalO, CH,0H

NG D

Cranist 2. Bzaemogist mianbaerigy UeNIOI03U
3 JIMTiAPA3nIOM aJUITIHOBOT KUCJIOTH 3 YTBOPCHHSIM
ocHoB ludda:

Crazis 3. Bignosnenns ocuo llludda Terpa-
rigpoboparom HaTpiro:

M. NaBH,
CHZOH

ITO f

CHZOH
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Cragis 4. llpumennenns [TAK 1o momudikosa-
HO{ JAUTiApPa3uoM aTUMIHOBOI KHUCIOTH LENIOI03-
HOT MeMOpaHH:

KN M y Epac
CHZOHMQ M {cc} =

H2
E MNHfNHJLCH—C C‘H cHy VWA
AN M COAAA
TCH—C CH—CH;
Hy |

COOH

kOOH
n
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Memoouxa immobinizayii 2nokookcudaszu

Hdna  immoObimizamii  rmokookcugaszu  (Sigma-
Aldrich) MmemOpanu 3 npuniemneroro [TAK Butpu-
myBanu y 0,05 % (mac.) BOTHOMY pO34MHI IIBOTO
depmenTy. Sk Karamizarop BUKOPHCTOBYBAIIU
EDAC. Tpusanicts iMmMoOimizamii — 2 rog 3a KiM-
HaTHOI Temmieparypu Ta 24 ron npu 281 K.

IMMmoOO6inizanis TIIOKOOKCHIA3W 0 MeMOpaHH,
MoaudikoBaHoi [TAK, BinOyBaacs 3a cxeMoro:

9]
0 EDAC
* 2HN
OH NH

Hocnioscenns mpanchopmuux xapakmepucmux
MoOughikosanux memobpan

J1yist BU3HAYCHHS PO3LTIOBAIBHUX XaPAKTEPUCTHK
MeMOpaH (TIPOHHKHOCTI Ta PO3IUTIOBAILHOI 3/IATHO-
CTi) BUKOPHCTOBYBAJIN CTaHJAPTHY LWIHIPUIHY KO-
MipKy HerpotouHoro tuiry Amicon 8050 (Millipore,
CILIA). BaytpimHii 00’€M KOMIPKH CTaHOBHB
0,05 M°, mroma pobowoi MOBEpXHI MeMOpaHH —
13,410 M2, MakcuMaITbHII poOounii Trck — 0,4 MITa.
J11s1 3HMKEHHS BIUTUBY KOHIICHTPALIHHOT OJIpy3ariii
Ha TPOLIECH PO3AUICHHA KOMipKa oOJialHaHa MAarHiT-
HOO Mimmankoro. IIBUIKICTE OOEpTaHHS MIIIATKA
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craHoBuna 250+ 10 06/xB. [locmimm 3 ¢insTparii
npoogwin ipu 293 + 2 K. PoGouwnii TuCK y KoMipii
3a/IaBaJA 32 JOTIOMOTOIO CTHCHEHOTO a30Ty.

Jns mocmimkeHHsT 3MiHM TPAaHCIIOPTHUX BJIAaCTH-
BOCTEl MeMOpaHH 3aJIe)KHO Bija 3HaueHb pH cepemno-
BUII[Aa MOZU(IKOBaHUI 3pa30K BUTPUMYBABCS B PO3-
YHHI 13 3aJJTaHUM 3Ha4eHHsM pH npoTsrom 20 xB. Po3-
YMHU 3 HEOOXiMHMMH 3Ha4eHHAMH pH oTpumyBamu
momasanasM 0,1 M NaOH Ta 0,1 M HCI.

Jnst pocmimkeHHs OIOKATaITUYHUX BJIACTHBOC-
Tell MeMOpaH 3 IMMOOLTI30BAaHOK TITFOKOOKCHIIA3010
npoBoaiK ynsrpadinsrparito 0,02 M pozunHy miro-
ko3u («Jlapuuisy, Ykpaina). Y 50 Myl po3urHy DIIrO-
ko3u nopaBamu 0,16 r rekcauianodepary (I1I) xamiro.
Biokaranitiuna peakiis 3 rekcarianodeparom (111)
KaJlito BiIOyBaeThCsA 32 CXEMOIO, HABEIEHOO Ha pucC. 1.

CH,O0H

H,0H
O_ OH rnokookcupasa (FAD) 0
— +  [nioKookeuaasa (FADH2)
OH OH )
OH H o
OH oH

Tniokosa
TNioKOHONAKTOH

Inokookenpaasa (FADH2) +K3[Fe(CN)6] emm——p» [nioKOOKCHAasa (FADH) + Ka[Fe(CN)s]

Tniokookeupaasa (FADH) +Ka[Fe(CN)s] ————®» Tniokookcupasa (FAD) +Ka[Fe(CN)s]

CH,OH CHOH

0 OH
H0
OH 0 — OH
H OH CooH
OH OH

FnokoHonakTon lnokoHosa kucnota

Puc. 1. Cxema [ii ITIOKOOKCHAA3U B IPHCYTHOCTI
aKIenTopa eJNeKkTpoHiB rekcamianodpepary (I11) kamiro

BwMicT miroko3u y (inasTparti micas yasrpadinb-
Tparlii Kpi3b MeMOpaHU 3 IMMOO1JTI30BAHOIO TITFOKO-
OKCHa3010 BU3HAUYAIM 33 JAOIOMOTOI0 CIIEKTPOdo-
TOMETpa MpH JOBXKHHI XBHIIi 940 HM.

Pe3yabTaTn Ta iX 00roBOpeHHs!

Sk Bigomo [10], Oyab-sike MoaudiKyBaHHS, 0c00-
JUBO TNPUIIEIJICHHS MONIMEPHUX JAHIIOTIB 0
MEMOpaHHOI TOBEPXHi, TNPU3BOIUTH 10 3MiHH
00’€MHOTO MOTOKY BOAM Kpi3b MeMOpanu. | came 3a
3MEHIICHHSAM ITi€] BEJIMYHMHH BITHOCHO HeMomudi-
KOBaHMX MeMOpaH MOXHa OIIOCEPEIKOBAHO CYIUTH
po e(PEKTUBHICTD iX MOTU(IKyBaHHS.

O0’emHui NOTIK BOIU Yepe3 MeMOpaHy, MOxudi-
koBany ITAK, y mopiBHSIHHI 3 00’€MHHUM TIOTOKOM
yepe3 HeMoau(ikoBaHy MeMOpaHy 3MEHIIYETHCS
y 4,5 paza (puc. 2). Ilpu moganbmiiii iMMoOuTi3arii
IIIOKOOKCHJIa3U 00’ €eMHHMIT MOTIK BOIU depe3 MeMO-
paHy 3MEHIIY€EThCs ¥ 6,3 pasa B MOPIBHSAHHI 3 HEMO-
muikoBaHOI MeMOpaHoto. Lle cBiquuTh mpo Te, 110
Ha MeMOpaHHIH TTOBEPXHI YTBOPHBCS MPUIICTUICHHHA

Jv, n/m? rop,

300 +

250 -

200 -

150 +

100 -

50 -

0 T T f
1 2 3

Puc. 2. 3anexHicTh 00’€MHOTO MOTOKY BOIH KPi3b
LIEITIONI03HY MEMOpaHy 3aJIe)KHO Bijl TUIY MOAN(iKyrodol
pedoBuHM: / — HeMoudikoBaHa MeMOpaHa;

2 — mogudirosana [1AK; 3 —momgudikoBana [TAK
3 iIMMOO1J1i30BaHOIO TIIFOKOOKCH1a3010.
pH pozunny — 7. Pobounit Tuck — 100 xI1a

1ap TONIKKUCIIOTH, a TIOTIM 1 (hepMeHTy, SIKUH 3MeH-
nrye epekTUBHUIN pajiyc Hop MeMOpaHH.

MemOpanu, Moau(]iKOBaHI  TONIKHCIOTaMH,
€ YyTIMBHMH JI0 3MiHH 3Ha4yeHb pH pobodoro po3un-
Hy [11; 12]. Lleii eheKT MOSICHIOETHCS THM, IO B JTYXK-
HOMY CEpeloBHINI BifOyBaeThcs HOHI3alisd Kap-
OOKCHIIBHHX TPYII:

~COOH + OH — ~COO" + H,0.

et edekT MPU3BOIUTH JI0 PO3TOPTAHHS TPHIIICTI-
neHux MakponaHuiori [TAK yHacnimok BifIITOBXy-
BaHHS OTHONMEHHO 3apsIKEHUX CETMEHTIB MaKpOMO-
JIEKYJ1, Y pe3yJIbTaTi 4yoro i BigOyBa€eThCs 3MEHIIEHHS
po3Mipy Tmop MeMOpaHW. Y KHCIIOMY CEpelOBHIII
NPHILETUICH] JIAHIIOTH TOJIKUCIIOT, HAaBIAKH, MaloTh
KOMITaKTHY ~KOH(OpMaIlifo, M0 BiJIOOpakaeThes
B 3pOCTaHHI BOJIOIIPOHUKHOCTI MeMOpaH (puc. 3).

TAK pH
DRAT] = DRI

pH<7 pH>7

Puc. 3. 3anexsicTs koH(pOPMALIT MAKPOMOIEKYI
MOMIKUCIIOT, IMMOO1JTi30BaHUX Ha MeMOpaHi,
Bij 3Ha4eHHs pH cepenosumia

Jv, n/m*rop

300 120,00
——s—s—s—s—a—s—a—a—a
250 =

100,00

200 =

80,00

150 =~ 60,00 —E—1
—_2
100 S 40,00
50 20,00
0 — — — 0,00

345395443495 54 59695 8 85 9 10
pH

Puc. 4. 3anexnictb 06’ eMHOro noToKy Boau (J )
Kpi3b HeMoxudikoBaHy MeMOpaHy (/) Ta MeMOpaHy,
moaudixosany ITAK (2), Bix pH po3uuny.
PoGouwnii Tuck — 100 xI1a
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Tak, 3poctanns 3HaueHb pH poboduoro posurHy
3 3,4 no 10 mpu3BOIUTH 1O 3MEHILEHHS MPOLYKTUB-
HocTi MeMOpan, MmomudikoBannx ITAK, Ha 59 i/M* ron
(puc. 4), npu4OMy B KHCTIOMY CEPEIOBHUIL IPOTYKTHB-
HicTh MOIH(DIKOBaHOT MEMOpPaH! TIPHOM3HO BiATOBI-
nae HeMoauikoBaHiil. PazoM 3 THM NpOAyKTUBHICTH
HeMoaM(iKOBaHOI MEMOpaH! BiJi BEIMYHHU 3HAYCHb
pH pobouoro po3unHy He 3aIeXKUTb.

OTpuMaHi 1eTI0I03H1 MeMOpaHH 3/1aTHI 3MiHIO-
BaTH BOJOIPOHUKHICTb 3aJI€KHO Bl BEIMYMHHU 3HA-
yeHb pH sk y mopsiiKy 301TBIICHHS, TaK 1 B IOPS/I-
Ky 3MEHILICHHS KHUCIOTHOCTI poOOUOro pO3UHHY
(puc. 5), mo MATBEPKYE BUCOKHUA PiBEHB BiJITBO-
PIOBAHOCTI EKCTIEPUMEHTY.

Jv, n/m?rog
120

100 ==

80 \
60 — .

40

20

0 T T T T
3,45 395 443 495 54 59 695 8 85 9

10 pH

Puc. 5. 3anexHicTs 06’ eMHOr0 notoky soau (J ) kpisp
MeMOpany, moaudikosany [TAK, Bix 3nauenns pH
cepenosumia. Pobounii Tuck — 100 xI1a

3rizHO 3 OTPHIMaHUMHU TAHUMH, TIPECTABICHUMU
Ha puc. 6, kpuBa 2, 00’ €MHUI TOTIK pO34YHHY ITTIOKO-
3H Kpi3b MeMOpaHy 3 iIMMOO1TI30BaHOO TITFOKOOKCH-
JIa3010 3pOCTAE 3 HACOM, 110 HOSICHIOEThCS Ji€io hep-
MEHTY, SKa TIOJISTa€ B OKHCHEHHI IITIOKO3U CIIOYaTKy
B DJIFOKOHOJIAKTOH, SIKUH Yy TONANBIIOMY TiAPOMi3ye
JIO TIFOKOHOBO1 KUCJIOTH, 10 ¥ MPU3BOAUTH O 3MEH-
nreHHs pH cepenoBumia i, BiAnoBigHo, HAOYTTS MpHU-
MICTUVICHAMH JIAHIIOTaMH  TIOJIIaKPHJIOBOI KHCIIOTH
KOMIIAKTHOI ~ KOH(opMmanii, Mo BigoOpaxaeTbest

90
80
70

60

Jv, 1/m2 roa

50

40

30

t,xB

Puc. 6. anexHicTs 06°emHoro notoky (J ) Bomu (1),
PO34HHY TTIOKO3H (2) Ta posunHy rmokosu 3 K [Fe(CN),] (3)
Kpi3b MeMOpaHy 3 iIMMOO1TI30BaHOIO ITFOKOOKCHIA30I0 Bi
yacy npu pododomy trcky 100 kIla

B 3pOCTaHHI BOIONPOHWKHOCTI MeMOpaH. Tak, mpu
yabTpadineTpalii po3unHy IIIOKO3U Kpi3h MeMOpa-
HU 3 IMMOOLITI30BAHOKO TTFOKOOKCHJIA3010 MPOTATOM
130 xB 00’eMHmii TOTIK 3pic 3 66 10 80 /M O
Toxi sk 00’eMHUWIT TIOTIK BOIU Kpi3b i MeMOpaHU
€ MIOCTIHHMHN Yy Yaci JocmipKkeHHs (puc. 6, kpusa /).

Jis mpuCcKOpeHHS KOHBepcii IUTIOKO3HM 4epes
GiokaranmiTu4Hi MeMOpaHU B pOOOUMi pO3UHH BBO-
mun rekcanianodepar (I11) xaniro, kUit € akien-
TOPOM E€NEKTPOHIB.

Sx BUAHO 3 puC. 6, KpuBa 3, 00 €MHHUH TMOTIK
PO3UYMHY IIIOKO3H MPH J0AaBaHH1 JO HHOTO TeKCalli-
ano(epary (III) xaniro 3pocTae 3 4acoM: MPOTATOM
130 xB 3 47 10 86 11/M?-T0, 110 MaiiKe BTPUYI epe-
BHIIY€ TMPOIYKTUBHICTh YIBTpadiabTpaii po3unHy
IJIFOKO3U 0€3 aKIIeTTopa eJIeKTPOHIB rekcamianode-
pary (I1I) kauiro.

6,5
——1
6 =2
55
5
45
=
=g
35
3
25
2
0 20 40 60 80 100 120

t,xB

Puc. 7. 3anexuicts Benmuuned pH po6odoro pozunHy
rmoko3u (/) Ta pozunny mmokosn 3 K [Fe(CN),] (2)
MPH IPOXODKEHHI KPi3b MeMOpaHy 3 iMMOO0i1i30BaHOIO
DIIOKOOKcHIa3010. Pobounii Tnck — 100 kIla

Sk BumHO 3 puc. 7, KpuBa /, npu ynsrpadiias-
tpauii mpotsirom 110 xB 0,02M BOZHOTO PO3UUHY
IVIFOKO3U 3 T04aTKOBUM 3HaueHHsAM pH 6,18 Benu-
guHa pH ¢ineTpaty cTaHoBUTH 4,5, MO 3HOBY X
TaKd CBiMYUTH NPO OiOKATATITUYHY JiI0 DIIIOKO-
OKCHJIa3H1, IMMOO1JTI30BaHOT Ha TIOBEPXHI IETIOI03-
Hoi MmeMmOpanu. IIpu 1ogaBaHHI 0 PO3UUHY IIIHOKO-
3u K [Fe(CN),] cocrepiraemMo cuibHINIE 3HHKEH-
Hs1 pH, HiX 1pu 111 pepmeHTy Oe3 akuenTopa—36,18

C, mone/n

0,02

0,019

0,018

0,017

0,016 -

0,015 T T T
5 10 15 20 25 30 35 40
1, X8
Puc. 8. 3MiHa KOHIICHTpAIIil IIFOKO3H B TIEpMeaTi B Iporeci
yasTpadineTpamii Kpi3k MeMOpaHy 3 iMMOO1Ti30BaHOIO
DII0KOOKcHAa3010. Pobounii Tuck — 100 kI1a
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(pH BHXimZHOTO PO3YMHY TIFOKO3H) 10 3,39 y (k-
Tpari (puc. 7, kpusa 2).

[IpoBeneHi creKTPOGOTOMETPUYHI JTOCITIHKEH-
HSl (QUIBTpaTiB micas yIeTpadiIsTpalii po3dHHYy
IJTFOKO3H KPi3b IEI0JI03HI MeMOpaHu 3 iMMOO1JTi30-
BaHOK DJIFOKOOKCHA3010 TMokazanu (puc. 8), 1o
micist yneTpadinerpamnii npotsroM 40 XB KOHIICH-
Tpauis po3uMHy Imoko3u 3Hu3miIack 3 0,02 go
0,017 mone/n, TOOTO MOKHA  BBa)KaTh, IO
0,003 MOJNIB/N TIIIOKO3U NEPETBOPUINCH HA TIIIOKO-
HOBY KHCIOTY. OTKe, KOHBEPCisl TIIIOKO3H TIPH TIPO-
XO/DKCHHI Kpi3b MeMOpaHy 3 iMMOOiNi30BaHOO
DIIOKOOKCHA3010 CTAaHOBHUTH 15 %.

BucHoBkn

Otpumano pH-4yTMBI 1ETFONO3HI MeMOpaHH
HUIIXOM XiMiuHOi iMMOOimi3anii Ha iXHi HOBepXHi
MOTiaKprII0BOi KUCTIOTH. O0’eMHHMH MOTIK BOIH KPi3h
MeMOpaHy, MOAUG(IKOBAHY IONIAKPUIOBOIO KHCIIO-
TOO, B TIOPIBHSIHHI 3 00’ €MHHMM ITOTOKOM 4epe3 HeMO-
Jm¢ikoBaHy MEMOpaHy 3MEHIYeThes y 4,5 pasa.

BcranoBieHo, mo 06’ eMHH TOTIK KPi3h IEINF0-
J03HI MeMOpaHH 3 TPULICTUICHHMHU JaHIIOTaMH
MOJIIKUCIIOTH 3JICKUTH BiJ BeqimuuHU pH po6oyo-
ro po3uuny. Tak, 3pocranus 3uadens pH pobouoro
po3uuny 3 3,45 no 10 mpu3BOAUTH 10 3MEHIICHHS
IPOLYyKTUBHOCTI MeMOpaH, MmoaudikoBanux ITAK,
y 2,3 paza.

OTtpumaHo 6ioKaTamiTHUHI MEeMOpaHU MUITXOM
IMMOO1TI3a11iT ITIOKOOKCHIa31 Ha MEMOpaHHU 3 MPH-
miemieHo ITAK. Tlokasano, 1m0 00’€MHHME MOTIK
PO3UYUHY TIIFOKO3HW Kpi3b MeMOpaHy 3 iMMOO1J1i30Ba-
HOIO IJIIOKOOKCH/IA3010 3pPOCTA€E 3 4acoM, LI0 MOsic-
HIOETHCSI JIIEI0 (PEPMEHTY, SKa IOJISATAE B TEPETBO-
PEHHI ITTFOKO3U Ha ITIIOKOHOBY KUCIOTY. [Ipu nibomy
pH y ¢inerpari 3menmyerbes 3 6,18 mo 4,5. Kon-
BEpCis IIFOKO3H NIPU I[bOMY CTAaHOBUTH 15 %.

JocmimkeHo, mo 00’ €MHUH MOTIK 3 4acoM IpH
JIOfIaBaHHI 10 PO3YMHY DIIOKO3M aKIIENTOpa CJIeK-
TpoHiB rekcamianodepary (I1I) kanito 3pocrae iH-
TEHCHBHiIIIE, a came B 4,2 pa3a B OPiBHAHHI 3 Ai€10
gucroro epmenty. CriocTepira€Tbes OUIbIIE 3HU-
seHHs pH y dinsTpari: 3 6,18 1o 3,39.
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G. Pobigai, T. Meshkova, V. Konovalova, M. Savchenko, A. Burban

OBTAINING OF CELLULOSE MEMBRANES
WITH IMMOBILIZED GLUCOSE OXIDASE

Environment responsive (ER) membranes are potentially attractive separation media due to their ability
to dynamically change their pore size and charge properties in response to applied stimuli. In this
contribution, a method for the preparation of environmentally responsive membrane with biocatalytic
properties is reported. The biocatalytic polymeric membranes were obtained by glucose oxidase
immobilization on cellulose membranes with grafted polyacrylic acid (PAA). PAA was covalently immobilized
on the industrial ultrafiltration cellulose membranes to give them the function of pH-sensitivity. Previously
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cellulose membranes had been activated by sodium periodate to form aldehide groups on their surface.
Then adipic acid dihydrazide was used as a linker between cellulose dialdehyde membranes and PAA. Thus,
the flux of the membranes with immobilized PAA decreased by 2.3 times in working solution with pH from
3.45 to 10. The glucose oxidase grafted to PAA by form of amid bond between amino-groups of enzyme and
carboxyl groups of PAA. The transport properties of biocatalytic membranes were studied in the processes
of ultrafiltration of glucose solution. The enzyme glucose oxidase catalyzes the conversion of glucose to
gluconic acid and causes reduction of the solution pH. The productivity of membranes with immobilized
glucose oxidase increases with time, confirming that enzyme converts glucose to gluconic acid and pH of
the permeate decreases from 6.18 to 4.5.

Keywords: cellulose membrane, biocatalytic membrane, pH-sensitive membrane, polyacrylic acid,
glucose oxidase.
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N. Bortnyk, A. Brichka, O. Bakalinska, S. Brichka, M. Kartel

CATALASE-LIKE ACTIVITY OF CARBON NANOTUBES
SUPPORTED NANOCERIA

A series of CNT — CeQ, nanocomposites with different nanoceria content was synthesized by reaction
of cerium nitrate deposition in the aqueous media without stabilizers at room temperature. The amount
of deposited cerium oxide in nanocomposite varies from 0.66 to 15.29 %. The catalase-mimetic activity
of nanoceria, pristine CNT and its nanocomposites was studied in the reaction of hydrogen peroxide
decomposition in the pH range of §—11. Most of synthesized nanocomposites turned out to be effective
catalysts and have a better catalytic activity than non-deposited nanoceria at all pH-values. It was
established that enzyme-mimetic activity of nanoceria containing materials extremely depended on pH with
the pH-optimum of 9.5—10.5. It was shown that nanocomposites with the lowest nanoceria content are more
active in the reaction of hydrogen peroxide decomposition. It can be explained by the agglomeration of the
nanoparticles with the increase of ceria amount in nanocomposite that causes the surface area reduction
and decrease in the surface Ce’*/Ce*" defects content.

Keywords: catalytic decomposition, hydrogen peroxide, nanoceria, carbon nanotubes, enzyme mimetics.

Introduction (since all enzymes are proteins, they can be easily

denatured when temperature or pH varies), time-

Enzymes have numerous applications in consuming and expensive preparation, and
pharmaceutical [1], food, textile, and other inconvenience of homogeneous catalysis induced
industries [2]. However, a number of disadvantages, the exploration of the alternative materials [3]. As a
such as instability under environment changes result, a variety of materials (cyclodextrins, metal
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