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Ha ocuoBe Teopuu cBsadyomux 1eHTpoB (site-binding theory) uccieqosans: du-
BUKO-XMMHUYECKNE IIPOIECCHI, KOTOPhIE IIPOMUCXOAAT HA IIOBEPXHOCTU ILJIEHKU
HAHOKPUCTAJINYECKOTO OKCHUA IIePUs IIPU B3aUMOAEHCTBUY C OMOXUMUYECKHU-
Mu Komimiexcamu. IIpoBemenn! uccaenoBanua VICIIT (MOHHO-CEIEKTUBHBIX II0-
JIEBBIX TPAH3UCTOPOB) C TUAJIEKTPUKOM HA OCHOBE HAHOKPUCTAJINUYECKUX ILJIE-
HOK OKCH[A IePUA AJIS CO3LAHUSA YYBCTBUTEJNBHBIX, CTAOMIBHBIX U HATEKHBIX
6uocercopoB. MceiemoBanne MPOXOAHBIX U BEIXOAHBIX XapakTepuctuk VCIIT ¢
pasHbIM THIOM aumdaeKTpuka (SiO,—SisN, u HaHokpucramiudeckuii CeQO,) mo-
Kasamo yBenuuenue pH-uyBcTBuTenbHOCTH 1o TOKY crtoka MCIIT c¢ CeO,-
IUAJIEKTPUKOM 0J1arofjapsa BBICOKOM IIJIOTHOCTU ITOBEPXHOCTHBIX YYBCTBUTEJIb-
HBEIX IeHTPoB (70 102° M%), 6obIIOMY 3HAUEHUIO JU3IeKTPUUecKOil IIPOHUIae-
MocTH (€ = 26) 1 IMMTUPUHBI 3aIIpeIleHHol 30HbI (3,6 53B) okcuaa 1epus, YTo Ipu-
BOJIUT K YMEHBIIIEHIUIO TOKOB IIOTEPh Uepes NUaIeKTPUK. [loKkasaHbl pesyabTaThl
npumeneHusa VCIIT ¢ mHaHoxkpucraminyeckoi miaeHKoir CeO, B BBICOKOCIIEIIH-
UUeCKUX UMMYHHBIX 010CEHCOPaX TOKCUYHOCTH, IPUHITUAI JeHCTBUSI KOTOPBIX
basupyerca Ha maMeHeHuu pH B pesysibTaTe 06pasoBaHUA MMMYHHOTO KOM-
ILJIeKca MeXKAY aHTUTEJIOM U MUKOTOKCHUHOM.

Ha ocuoBsi Teopii 3B’a3yBanbpuux 1eHTpiB (site-binding theory) mocaimxeno
disuKo-xeMiuHi mporecu, 110 BigOyBalOTHCA HA IIOBEPXHIi ILIiBKU HAHOKPUC-
TAJiYHOTO OKCHUIY IIepilo IIpu B3aeMofii 3 GioxeMiuHMMHU KOMILIeKcaMu. Bu-
KoHaHo gociaimxenHsa VCIIT (i10HHO-CeTeKTUBHUX MOJIhOBUX TPAH3UCTODPIB) 3
IieJIEKTPMKOM Ha OCHOBiI HAHOKPUCTAIIYHUX IIJIiBOK OKCHIY IIEPil0 IJIA CTBO-
PEHHA YYyTIUBUX, cTabiIbHUX i HamittHux 6ioceHcopiB. HocaimKeHHa TPOXif-
HUX Ta BUXifgHUX xapaxrtepuctuk VICIIT 3 pisHuM Tunom gierexrpura (SiO,—
Si;N, Ta manokpucramxiunuii CeO,) moxkasajo 36inbienns pH-uyTauBocTy 3a
cTpymoM crikauHsa VMICIIT 3 CeO,-ieleKTPUKOM 3aBIAKH BUCOKif IycTHHI HO-
BEPXHEBUX UyTJIMNBUX IeHTPIB (zo 10%° M%), BHCOKMM 3HAUEHHAM HieJIeKTpHd-
HOI npoHUKHOCTH (€ = 26) Ta mupuHM 3a00poHeHOi 30HU (3,6 €B) okcuny 1e-
pifo, 110 IPU3BOAUTEL A0 3MEHIIIEHHA CTPYMiB BTpaT uepes mieJeKTpuk. IToka-
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saHo peaynbraru 3acrocyBanua VICIIT 3 HaHOKpucTaTiuHO0O mIiBKOIO CeO, v
BucOKocnenupiuvaux iMmyHHUX 6GioceHCOpaxXx TOKCUYHOCTH, IPUHIUN Aii AKUX
b6asyeThca Ha 3MiHi pH B pe3yabTaTi yTBOPEeHHA iIMyHHOTO KOMILJIEKCY MisK aH-
TUTiJIOM Ta MiKOTOKCHHOM.

Physical and chemical processes, which take place on the surface of nanocrys-
talline cerium-oxide thin film during interaction with biochemical com-
plexes, are studied using site-binding theory. Ion selective field effect tran-
sistors (ISFETs) with the nanocrystalline CeO, dielectric layer are investi-
gated for the creation of sensitive, stable, and reliable biosensors. Investiga-
tion of transfer and output parameters of ISFETs with different types of the
dielectric layer (SiO,—Si;N, and CeO,) shows an increase in pH-sensitivity by
drain current of ISFET with CeO, dielectric layer caused by high density of
the sensitive sites on the CeO, surface (up to 102° m™2), high dielectric con-
stant (¢ = 26) and energy gap (3.6 eV) of cerium oxide with a consequent re-
duction of loss current through dielectric. The results of application of the
ISFETs with CeO, nanocrystalline film in highly-specialized immune biosen-
sors for toxicity determination are presented. Operating principle of such
sensors is based on PH change as a result of formation of immune complex
between antibody and micotoxin.

KaroueBrie cjI0Ba: HAHOKPUCTAJLINYECKYE ILIEHKM, OKCUJ Iepusi, OMOCEHCO-
pul, noHocendeKTuBHBIe mojseBblie TpausucTopbl (MCIIT), uMmmyHHBIA u dep-
MEHTHBIN aHaJin3, TOKCUHBI.

(ITonyueno 12 noabps 2008 e.)

1. BBEAEHHUE

Opnmoii 3 TJIaBHBIX 3a/aU HAIIIeTO BpeMeHU SABJIAETCA U3yUeHre TOKCUYe-
CKOTO MelicTBUA PasJIUYHBIX BeI[eCTB, B TOM UHCJIe U JIEKapPCTBEHHBIX
IpernapaToB, ¥ MPOAYKTOB MUTAHUS, Ha OMOXUMHUYECKUe IIPOIIeCChI, IIPO-
HUCXOsAIIe B KuBoM opranusme. CoBpeMeHHbIe (PU3UKO-XUMUYECKUE
MeToabl (xpoMaTorpadusa, cruekrpockonusd, IMP), kakumu ObI OHU HU
OBLLIN COBEPIIEHHBIMHU, HE MOTYT JaTh OTBET HA OCHOBHOM BOIIPOC: Ha-
CKOJIbKO OIIACHOM SBJIAETCS Ta WM WHAas KOHIIEHTPAIlMSA BeIecTBa B
mpo6e MJIM CMeCch YaCTO HEM3BECTHHIX BEIECTB?

MomHbIM THCTPYMEHTOM JJIsI TAKUX MCCJIEJOBAHUN SBJIAIOTCS OMO-
CEeHCOPBI Ha OCHOBE MOHOCEJIeKTUBHLIX MOJIeBLIX TpaH3ucTopos (MCIIT).
HCIIT criocoGHBI PETUCTPUPOBATE CIOMKHBIE XUMUYEeCKHe U O1oJoruye-
CKHe MPOIlecChl — OMOXMMHUUECKUEe PeaKIIUU, COMPOBOKIAIOIIMECS TIe-
PEeHOCOM 3apsA0B UJIN OKUCIUTEIbLHO-BOCCTAHOBUTEILHBIMH IIPOIlECCa-
Mu (HampuMep, MeXaHU3Mbl TOHHOTO O0MeHa M TPAaHCIOPTa Yepes MeM-
Opany). Basupysacs Ha pyarnnonanbubiX npuHIunax UCIIT u yucieH-
HBIX MPEABAPUTENbHBIX HCCIEeIOBAaHUAX, BIIOJHE DPeaJbHO, UTO HOBOE
nokoJiernre 6uoceHcopos Ha ocHoBe VICIIT, crmoco6HO HEmoCpeaCTBEHHO
OTCJI€KMBATh TaKMe BHYTPUKJIETOUHBIE IIPOIlecChl KaK abcopbIiius, pac-
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mpocTpaHenue, meraboausm, saumuHanud [1, 2]. UccnemoBanme Bcex
STUX IPOIECCOB II03BOJIAET CO3MaBATh HHCTPYMEHTBI JJIs MOHUTOPHUHTA
XUMHUUYECKOT0 1 OMOJOTMYECKOr0 3arpA3HeH s, U3YUeHU JefiCTBUS Jie-
KapCTBEHHBIX IIPEIIapaToB, aHAJIM30B MeHHON MHKEHepUU X IeHOMHOM
MenumuHE [1].

Ha ocnaoBe UMCIIT paspaboTano 60JIbIIIOE KOJIWUYECTBO OMOCEHCOPOB,
OMOJIOTMYECKUM PACIO3HABATEJbLHBIM 39JIEMEHTOM KOTOPBIX CJIY KN
MMMOOMJIN3UPOBaHHBIE (DEPMEHTEI, HYKJIENHOBbIE KUCJIOThI, AHTHUTEJIA,
JKuUBBIe KaeTKu [1-3].

Cospemennnie MCIIT B KauecTBe YyBCTBUTEILHOIO AUIJIEKTPUKA HC-
moab3yioT Si0,, SizN,, Ta,0; u xapakTepusyoTca HEJOCTATOUHOH UYB-
CTBUTEJIBHOCTBIO IJIA 00eCIeUeH YYBCTBUTEJIbHOCTH HA YPOBHE CTEK-
JSHHBIX MOHOCEJEKTUBHBIX 3JIEKTPOAOB [3]. ITO 00bACHAETCA T€M, UTO
B OKHCJI€ M HA I'PAHUIE pasjielia OKKCJIA C MOJYIPOBOSHUKOM CYII[€CT-
BYIOT 3apsAJOBLIE COCTOSHHUSA, KOTOPbIE OTBETCTBEHHBI 34 HECTAOWJIb-
HOCTb U Ipetid.

ITonyuenne KaueCTBEHHBIX OKHUCIOB Si0,, MMEIOINX MAJIYI0 KOHIIEH-
TPAIMIO TIOBEPXHOCTHBIX COCTOAHUM @, (10 10" cm 25B™) u meGoabImoe
KOJIMYECTBO MOABUKHEBIX 3aPAN0B CBS3AHO C OOJBIINMHU TeXHUYECKUMU
TpyaHOocTAME. Kpome Toro, mosepxuocTh Si0O, 007amaeT cpaBHUTEILHO
MaJIOH KOHIIeHTpaIuell MOH-YyBCTBUTEJIbHBIX IIeHTPOB (mopazka 10'°
cM %). Hurpuj KpeMHHSA HMeeT pAJ CYIIeCTBEHHBIX IPEHMYIIECTB IO
CPaBHEHHIO C IBYOKHCBI0O KPEMHHUA: OOJIBIIYIO 3JIEKTPUUYECKYIO IIPOU-
HOCTb, XUMHUUECKYIO0 CTOMKOCTh B KMCJIOTHO-II[EJIOUHBIX CPefax 1 HeIpo-
HUIA€MOCTb AJIsI HOABUKHBIX MOHOB HATPUS, 00Jiee BLICOKYIO ILJIOTHOCTD
IIOBEPXHOCTHBIX YYBCTBUTEILHBIX IeHTPOB (10 10" cm ?), uro mpuBOAUT
K BbICOKO#1 pH-uyBcTBUTEeIbHOCTH. OCHOBHBIM HEmOCTATKOM SigN, SBIs-
eTcs OOJIbIIAA ILIOTHOCTL IIOBEPXHOCTHBIX COCTOSIHMIU HA TpaHUIE C
Kpemuuem. OmHAKO IIPKU HCHOJIb30BAHUU IBYXCJIONHOTO IHIJIEKTPUKA
(corgBuua SiO,—SizN,), B KOTOPOM COXPAHAIOTCA IPEUMYIecTBa 060ux
MATEPUAJIOB, HeCTAOUIBHOCTD CTPYKTYP 3BHAUNUTEIHHO YMEHbIIIAETC.

B KauecTBe UYBCTBUTEJIBHOIO IUIJIEKTPUUECKOr'O CJIOS MOJKHO HC-
IIOJIb30BATh TAK’Ke MATHOKKCH TaHTaJa. ITOT MaTepuasl MMeeT BechbMa
BBICOKYIO IZIOTHOCTh IIOBEPXHOCTHEIX [IEHTPOB, B PE3YJILTATE YEro JOCTH-
raercad BbIcoKas pH-uyecTBuTe bHOCTh. OZHAKO IIPKU MCCJIETOBAHUAX
Ta,0O; OBLIO TTOKA3aH0, UTO MIPY KATOAHOM MOJAPU3AIUY ITOJYIPOBOIH-
Ka OTHOCHUTEJILHO 5JeKTPOJIUTA B 00JacTH Hamps:KeHuit —1——1,5 B Bo3-
HUKAaeT Pe3KUil POCT TOKHU YyTeUeK uepes AUJIeKTPUK I0 3HaUeHui 0oJiee
100 uA. [I1g cpaBHeHUA HEOOXOAUMO OTMETUTH, UTO B AHAJIOTUYHBIX yC-
JOBUAX TOKU yTeuek Aada SiO, cocraBaaior 50—100 HA mpu HampsaKeHU-
ax —1——2 B, puia gByxcioiHoro auasiekrpuka Si0,—SisN, TOKU yTeuek He
npessimaioT 5—15 #HA [3], a aua CeO, Toku yTeuek cocrasisior 1072
1073 A mpu Tex e HANIPAXKEHHOCTAX 3JIEKTPIUECKOT0 IOJIA.

Oxcup mepusa CeO, nmMeeT psj CYII[eCTBEHHBIX IIPEMMYII[ECTB II0 CPaB-
HEHHIO C JBYOKNCHIO KPEMHUS 1 HATPUIOM KPEMHUA: BHICOKAA JUIJICK-
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TpuuecKasa IPOHUIIAEMOCTL € =206 1, COOTBETCTBEHHO, OOJbINIAA 3JIEK-
TpUuUYecKasa IPOYHOCTh, YTO IIO3BOJISET MCIOJIbB30BATh elre 0ojee TOHKIE
JU3JIeKTpUYecKHe CJION; IIMPUHA 3alpelleHHOH 30HBI E,= 3,6 3B, uTo
0o0ycJIaBIMBaeT JYUIIYIO AUIJIEKTPUUECKYIO M3OJAIUI0 CTPYKTYPHI, U
YMEHBIIIaeT TOKHM YTEeUKHU uepes AUIJIEKTPUK; XUMUUecKasa CTONKOCTL B
KMCJIOTHO-ITIEJIOUHBIX CpellaX M HEeIIPOHUIIAeMOCTDb AJIA MOABUIKHBIX KO-
HOB HaTpud, 6OJIee BBICOKYIO IIJIOTHOCTH IIOBEPXHOCTHBIX YUYBCTBUTEJIb-
HBIX IeHTpoB (7o 10'° cm?), uTo mpUBOAUT K BBICOKOH pH-uyBCTBUTEH-
HOCTH; IIapaMeTp HeCOBIAAeHUs IMOCTOIHHBIX perreTok CeO, 1 KpeMHUS
— Aa/a=0,35% , uTo obecmeunBaeT JYUIIYIO aATe3nI0 ¢ Si 1, KaK cJef-
CTBHE, YMEHbIIIEeHNE IIJIOTHOCTHU IIOBEPXHOCTHBIX COCTOHHHﬁ, yBeJIn4YeHune
KpyTusHbl BAX xapakTepUCTHUK, a TaKKe IOBbIIIeHe pH-uyBCTBUTEIb-
HOCTU cercopoB Ha ocHoBe MCIIT; BbIcOKasA TepMUUYeCKasa CTA0MILHOCTD;
KauecTBeHHAA MMMOOMIM3AIINA OMOXUMUYECKUX DJIEMEHTOB IIPU CO3Ja-
HUY OMOCEHCOPOB.

B ceHCcOpHBIX ycTpoiicTBax AMIJIeKTPUUECKUE IIJIeHKHU, HaHeCeHHbIe
Ha TOJIYIIPOBOTHUK, UTPAIOT KAK IMACCUBHYIO POJb COOCTBEHHO AUIJIEK-
TPUUYECKOTO CJIOSI, TaK M POJIb XUMHUUECKM UYBCTBUTEILHONM MeMOpaHbI
(pH-uyBCcTBUTENBbHOIT). ITO IPEABABIIIET JOCTATOUHO JKECTKIE YCIOBUS
M0 UX KauecTBY (TOJIMUHE WM OJHOPOIHOCTH), VUUTBIBAS, UTO ILJIOIIALD
KOHTAKTAa C JIeKTPOJUTOM MOKET OBIThH OTHOCUTEJIbHO 00JbImoii (ot 0,1
IO TeCATKOB MM?).

B mannoit pa6ore 60bL1u uccaemoBaHbl VICIIT ¢ HaHOKpHCTAJLIMUE-
cKuMU nusjieKTpuueckumu mienkamu CeO, nias co3maHusa 6MO0CEHCOPOB
TOKCHUYHOCTHU BBICOKOH CHeIlI/I(l)I/I‘-IHOCTI/I 1 YyBCTBUTEJIBbHOCTH.

1. TEXHOJIOTHUA ITIOJYYEHHA TOHKUX IIJIEHORK
HAHOKPUCTAJJIUYECKOI'O OKCUOA IIEPUSA —
HNOH-YYBCTBUTEJIBHOI'O CJIO UCIIT

Texuosorus usrorosiieEunsa VICIIT aHasormnuua TeXHOJIOTMH M3TOTOBJIE-
aua MJIIIT. Pacxo:xkaeHus KacaioTCs TOJbKO 3aTBOPHOII 00JacTu: B
HCIIT oTcyTcTByeT MeTaLIMUYECKUI 3aTBOP, a IMOA3aTBOPHLIN TUAJIEK-
TPUK IOTPYKeH B MCCIeAyeMbIii pacTBOpP. B KauecTBe BHEIITHETO 3aTBOP-
"Horo ausnaexTpuka VICIIT mcmoab30BanCh TOHKIE HAHOKPUCTAJLINUYE-
CKIHe IIJIEHKH OKCHAA IIePHsI, KOTOPhIe N3TOTOBJISAIACH METOIOM «OKIMCJIe-
HUSA MeTaJJIMYECKOro 3epKajia», IPH KOTOPOM CcHAdajia dJIeKTPOHHO-
JYYEeBBLIM HCHApeHWeM HOJYUYaau TOHKNE IJIeHKY epud. [[aHHasa TexXHo-
JIOTH S II03BOJIAET IIOJYUYATh KaueCTBeHHbIe TOHKHME INIEHKN JUOKCH/IA Iie-
pusa. IIpeumyiiiecTBoM ee SBJISETCA TO, UTO OHA IPOBOAUTCS Ha CTaH-
JapTHOM 000PYIOBaHUU IIPU OTHOCUTEJIbHO HU3KUX TeMIIepaTypax, J0cC-
TATOUHO IIPOCTA 1 He TpeOyeT MHOTO BpeMeHu. I1JIeHKM, TOoJIyUYeHHbIEe 110
JaHHOM TeXHOJOTHH, OTJINYAIOTCSI PABHOMEPHOCTHIO II0 TOJIIIMHE 1 OJHO-
POIHOCTBIO IapaMeTpoB. JlaBieHne B KaMepe coctaBiano 107 Ila, Tox
smuccuu paBHANCI 140 MA, yecKopsamolee HanpsKenne — 12 KB, TeMiie-
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paTypa IOoJIOKKM Haxoamaach B mpegeaax 170-180°C. Ilocae HanbLie-
HUA IJIEHKU IIOJJIOKKHN BBEIAEpP:KHBajJach IIPU OAHHOM TeMIlepaType
10 muH. C 1ebi0 TOJYUYeHNS PABHOMEDPHON IO TOJIINHE IJICHKH IepUs
HamOblIeHNEe IIPOBOAMJIOCHL B IBA 9TAlla, IIOCJE IEPBOrO dTAlla ILIACTHUHEI
moBopaunBauch Ha 180°. Oxuciaenue 1epus IPOBOANIOCHL B Audysu-
onuoi meuu npu temieparype 300°C B kucaopoaHoii cpene. ja cradu-
ausanun otkanka MCIIT miaenka oxcupa Iepus M3TOTABINBAJACH Ha
TOHKOM CJIO€ OKCHIa KPeMHUA, KOTOPLIH IIpeIBapUTEIbHO BEIPAII[MBAJICS
Ha IOIJIOMKKEe TEPMUUYECKUM OKHCIEHIEM.

B pabore mcciaemosanuck WMCIIT ¢ gBymsa TumaMu AUSJIEKTPUKOB:
Si0,—SizNy, dgio,=10HM, dgn,=50EM u Si0y—Ce0,, dgo, =10 HM,
dceo, = 50 M. 3MepeHna MPOBOAMINCE TP KOMHATHOR TeMIlepaType u
atrMmocepHOM gaBiaeHuu. asa mamepeHus pH-uyBCTBUTEIHLHOCTU HC-
MOJIL30BAJINCH CTaHAapTHBIE OydepHble pacTBopbl ¢ pH: 12,45, 9,18,
6,86, 4,01, 3,56, 1,68 (I'OCT 8.135-2004).

2. OCHOBHBIE ITPUHIIUIIBI PABOTBI CEHCOPOB HA OCHOBE
HUCIIT

B ocHOBe paboOTHI PA3IMUYHBIX XUMHUUYECKUX U OMOJOTHMUECKUX CEHCOPOB
Ha ocHoBe MCIIT me:XuT m3MeHeHHE IOBEPXHOCTHOTO HOTEHIIMAJa Ha
TPaHUIIE SJIEKTPOJUT—IUIJIEKTPUK. B 3aBUCMMOCTH OT METOIOB, O3BO-
JSIONINX peajn30BaTh M3MeHeHre ITOBEPXHOCTHOrO IIOTEeHIINATIA, CeHCO-
PBI MOXKHO Pas3feJUTh Ha ABe KaTeropuu: UMMYHHBIe niu ahGUHHLIE 1
KaTanuTudeckue ((pepmeHTHBIE). PaboTa MMMYHHBIX CEHCOPOB OCHOBaHA
Ha crennUUYecKoi peakIuy MeKIy aHTUTEeJIOM U OIIpelesiseMbIM Belle-
CTBOM, BRICTYHAIOIIIMM B POJIM aHTHUTEeHa ¢ o0pa3oBaHMEeM KOMILIeKca Ha
TIOBEPXHOCTU AUIJIEKTPUKA, UTO B CBOIO OUEpedb IPUBOIUT K U3MEHEHUIO
IIOBEPXHOCTHOTO MOTEHIINAJA Ha I'PaHUIle 3JIEKTPOJIUT—INJIeKTPUK [1,
4]. B KauecTBe aHTUTeHA MOTYT OBITH KJIETKM MUKPOOPTAaHU3MOB, BUPY-
CbI, 0eJIKY U moJsimcaxapuabl. UMMyHHBIE METOABI OTJIMYAIOTCSA BBICOKOI
cenu(pUIHOCTHIO, YYBCTBUTEJIbHOCTHIO U ITPOCTOTOM MCHOJIHEeHUA. AH-
THUTEJIO CIIOCOOHO CeJIeKTUBHO CBA3LIBATHCA C AaHAJIUTOM (AaHTUTEHOM), KO-
TOPLINA HAXOAUTCA B AUalladoHe KOHIleHTpanuii or HM go mM B mpucyTcT-
BUU THICSY APYTUX BEIECTB, JaKe eCJIM UX KOHIEHTPAIIUA ITPEBLIIIAET
KOHITEHTpaINIo aHaauTa Ha 2—3 mopanka [5]. @epMmeHTHBIE (KaTAIUTH-
YyecKMe) CEHCOPHI HCIIOJL3YIOT KATAJIUTUYECKUE PeaKINM C YJYacTueM
(hepMeHTOB, TIPOAYKTHI KOTOPBIH (MOHBI BOAOPOAA, TMAPOKCUIA U T.H.)
Tak Ke BhI3bIBAIOT msMeHeHue pH, uTo, B CBOIO ouepenb, BAUAET Ha 3apsi-
JIOBOE COCTOSTHIE Ha I'PAHUIIE 3JIEKTPOJIUT—TUIJICKTPUK.

IIpuHITUT PAaGOTHI UMMYHHBIX 1 (DEPMEHTHBIX CEHCOPOB TOKCUYHOCTH
OCHOBAH Ha MHTMOMPOBAHUU TOKCUYECKHMM BeIlecTBAMU OMOXMMUIYE-
CKUX peaxIiuii, YTO IPUBOAUT K CHUIKEHUIO MIEPBUYHOTO CUTHAJA CEH-
copa.

IIporeHT MHrMOMPOBAHU S BEIUMCISAETCS CaeAyIOIuM obpasom [6]:
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I1=100x(E, - E,) / E,,

rae E, u E; — curuaj o u Imocje BO3/IeHCTBUA TOKCHUHA.

B KaranuTnuecKux amaam3ax HA MOBEPXHOCTU AUIIEKTPUKA UMMO-
OMJIMBUPYIOT BEIeCTBO KaTaJIu3aTopa M BBOAAT aHAJU3UPYeMBIil pac-
TBop. Cpena mpUTrOTOBJIEHA TaKUM 00pPa3oM, UTO cyOCTpaT BCTyHaeT B
XUMUUYECKYI0 PeaKIUI0 TOJAbKO npu AuGyHAMpPOBAaHUU K (PEePMEHTY,
IPH 5TOM IPOUCXOAUT OKMCIEeHMe 1 00pa3soBaHMe AOMOJHUTEIbHBIX HO-
cuTeJiel 3apsana, KOTOphIe JeTeKTUpyooTed ¢ momoilrbio VCIIT.

Yro KacaeTcs Ompefe/IeHNs B PACTBOPE MOHOB C OOJBIIIMM HMOHHBIM
pammycoM, KOTOpble, KaK IPaBUJIO0, He MOTYT IPUOJN3UTHLCA K TOBEPX-
HOCTHU AUAJIEKTPUKA HA PACCTOSHUE, IIPU KOTOPOM BO3MOKHA XUMUUe-
cKadA peakIiuA, METOJ CBSA3YIONINX IIEHTPOB 37lech He paboTaeTr. OgHAKO,
MOJKHO MCIOJIL30BaTh TAKYIO PEAaKIIMOHHYIO Cpely Ha ITOBEPXHOCTHU JTH-
DJIEKTPUKA, UTO OIpeeaeMble YACTUUKY OYAYT BCTYNATh B PEAKITHIO C
oOpasoBaHMeM M30LITOYHON KOHIIEHTPAIlMM MOHOB Bomopoza. Taxkum
o0pasomM, aHaJIU3UPyeMble NOHBI OYAYT KOCBEHHO OMPeAeIsThLCA IO U3-

TABJINIIA. VCIIT-6uoceHCOPHI TOKCUYECKUX BEII[ECTB.

YyscTBU-
TeJIbHOCTH

Ne| O6sacTs mpuMeHEeHU IIpunnun paboTel GuoceHcOpa CcnliIka

MHKpOCXeMa AJIA KOH-

TPOJIA KJIETOUHOTO Me-
b WNsmenenus pH B pesysbTaTe OKuC-

Tabosm3Ma U 9JIeKTPU-
. JIEHU S Cpelbl, BEIBBAHHOI'0 MeTabo-
1 ueckoif aKTUBHOCTU . .
. JINYECKOH aKTHBHOCTHIO KJIETOYHOU
HEPOHOB, MOYKET IIPU-
MOTYJIAINN
MEHSATHCH [JIS1 OIIpesie-

JIeHre TOKCUYHOCTHU

56 mB/pH [71

NHarnbupoBaHre TOKCUHOM peak-
nuu o6pasoBanus H' B peaynbrare
TUAPONIN3a alleTUIXONNHA (hepMeH-
TOM alleTUJIXOJINHECTEePas30H, NM-
MOOUIN3UPOBAHHOM (OTOIOIMME-
pusamnuei

OmpejiesieHre OPraHo-
dochopHBIX U Kapba-
2 MATHBIX IIEeCTUIUIOB:
apaoKCcoHa
Kapbodypana

[6]
5107 M/xn
107® M/n

Nurubuposanue ¢hepMeHTATUBHONR

pPeakIuu pasJioyKeHns MOUEeBUHEI C

IIOMOIIIBIO ypeassl ¢ o0pasoBanuem 2-107°-10* M  [8]
npogykroB NH; u CO,, namensro-

mux pH

NarubupoBaHue peakum, KaTaiu-

3UPyeMoii Oy TUPUJIXOJNHECTepa- 107 M [9]
301

3 OHpe,E[e.)IeHI/Ie HOHOB
TAXKEJbIX METaJIJIOB

4 OHpeI[e.)IeHI/Ie TJINKOAaJI-
KaJIOUZ0B B KaPTOIIIKe

Nsmenenne GU3NUECKUX UIU CIIEK-
Onpenenenue .
TPOCKOIIMYECKUX CBOMCTB ITOBEPX-
cTaMIOKOKKOBOTO 9H- .
HOCTH, Ha KOTOPOH UMMOOUIN3HU-
5 TepoTOKCHHA 5 Hr/mMa [10]
POBAHEI aHTHUTEJIA B PE3YJIbTATE
Pununa 25 Hr/ma
; 06pas3oBaHUs KOMIIJIIEKCA aHTUTe-
Y. pestis 15 ur/mn

JIO—aHTUI'€H
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MeHeHHIO KOHIIeHTpaIuy IpoToHoB H'.
B rabaume npeacrasienbl HekoTopble MCIIT-6uoceHCcOph TOKCHUe-
CKMX BeIlleCTB.

2.1. Omnpenenenue ¢ MOMOIIBI0O TUCTAHIIMOHHOTO 3¢ (reKTa mMOasa

Kak mpaBuyo, JaHHBINA METO IPUMEHUM IJIA OIpeaeIeHusI GOILIITNX 3a-
PAMKEHHBIX MOJEKYJ U OPTaHUUYECKUX ITOJMMEPOB, KOTOPhIE HE yUACTBY-
IOT B IIPOCTBLIX PeaKInAX. B OCHOBHOM TaKue MaKpPOMOJIEKYJLI MMEIOT
OIlpeleJIEHHYIO CTPYKTYPY, KOTOpasa XapaKTepu3yeT UX MOJEKYJISIPHYIO
aKTUBHOCTEL. B Takmx CIy4dYadX XapaKTepUCTHUKAa OTAEJIbHBIX KOMIIOHEH-
TOB MaKPOMOJIEKYJILI IPEACTaBIISIET OONLINNI NHTEPEC, UeM OIIpeIeIeHIe
ee cymnecTBoBaHUusa (Haauumsa). Takum obpas3om, Jayke ecJIM CYIIIECTBYET
mpocTasd peakIinud, KoTopad BiauseT Ha pH pacTBopa, ompemenenue Ku-
caorHocT ¢ momoribio MCIIT He oKaskeTcsa IIOJE3HBIM, HTOCKOJBKY
WCIIT me maroT HUKaKOU mH(pOpMAaIn1 0 CTPYKType. HecMmoTps Ha 3TO,
IS JeTeKTupoBaHUa Takux MakpomosieKkys VCIIT moryr mpuMeHATbCS
apyruM cimocooomM. OcHOBHAA MAes 3aKJII0UAETCSI B NCIIOJb30BAHUY BHYT-
peHHero 3apAga MaKpPOMOJEKYJ, TaK KaK OOJBIITMHCTBO OMOJIOTHUECKUX
IMOJIMMEPOB 3apsKeHbl BHYTpU. Eciu MoJIeKyJia TOZOMAET JOCTATOUHO
O0JM3KO0 K MOBEPXHOCTH IMIJIEKTPHUKA, ee 3apsalbl MHAYIIUPYIOT B HOJY-
ITPOBOAHUKE 3apAAbLI IIPOTUBOIIOJIOMKHOI0 3HAKa Oaronaps sdderTy mo-
s (puc. 1).

Komneuno, He caenyer o:KuaaTh, UTO IPU 3TOM OyZeT JOCTUTHYTA TaKasd
JKe UyBCTBUTEJNLHOCTb, KaK IIpu ompemedenun pH, Tak Kak 3apambl He

'\-..“\
T ———— ._. ®
-_'_._,.—F‘

e® o o
e R
@

=

(]
e o°
L

— &
]
- @
e
® L]
L

] et A e
_._.—-"" e ©°
i e ®

~ *

L . _ A LS
; N
/

HHEe] CHOHHELT ?\I‘\K’DMD'(?K\'E’I Hope: ¢ mpoTHED-
FAPAT AERNELOREES TIONOEHEIM 3APATOM

°
— r‘

Puc. 1. Onpenenenre MakpoOMOJIEKYJI C IIOMOIIbIO addeKTa mois.
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OyIoyT HaXOAUTHLCA TOUHO HA ITIOBEPXHOCTH, a HA HEKOTOPOM PACCTOAHUM,
1Mo KpaiiHell Mepe, Ha PACCTOAHUM BHEITHeH miaockocTu 'enbmroabia. K
ToMy Ke MHOrue 3(GheKThl, BKJIOUYAA MOHHOE B3aMMOJAEUCTBUE BOKPYT
MOJIEKYJIbI, TOBEPXHOCTHBIN 3apAM, MOTYT SKPAHUPOBATL 3apAbl MaK-
pomosexkyJ [1].

3. ®U3NKO-XUMHUYECKHUE ITPOIIECCHI HA IIOBEPXHOCTH
IIJEHOK OKCHJIA ITEPHS

Pu3NKOo-XUMHUYECKNe IIPOIeCChl, KOTOPhLIe MMEIOT MECTO IIPY HAJUUNU
3apATOB HA MMOBEPXHOCTU JUIJIEKTPUKA, OMUCLIBAIOTCS C IIOMOIITBIO TEO-
puu CBA3YIOIUX IeHTPOB (site-binding theory) [1]. Kak npasuio, stu
SABJIEHUS BO3HUKAIOT TOJILKO B IpPeAejaxX MOJEKYIAPHBIX TUCTAHIIUN U
He PacIpoCTPaHAIOTCA Ha OOJbINNe PACCTOAHUA IIOJO00HO JIEeKTPOoCTa-
TuueckuM cujam. CiemoBaTeabHO, MOKHO IIPEAIIOJOXKUTH, UTO BO3-
MOKHBI TOJILKO T€ XMMUUYEeCKIe PeaKIini1, KOTOPbhIe IPONCXOAAT BHYTPH
BHemHero miaaHa I'exbmrogbia (puc. 2). OueBUIHO, UTO MOHBLI PACTBO-
PEHHBIX COJIeHl He MOTYT HPUCYTCTBOBAThH B 9TOI MaJOi 00JacTu, U HU
OlHAa XMMHNUYECKas PeaKIlis C YUaCTHeM STHX HMOHOB IPOMCXOAUTH He
MOKeT. B aToM ciryuae MOKHO IIpeHeOpeus cruenupuueckoii abcoporueit
MOHOB coJjieii. EnMHCTBeHHEBIEe YaCTUIIbI, KOTOPhIe IOIaJal0T BO BHEIII-
Hui miIaH ['eIbMIoJibiia — 9TO MOHEI BOAOPOa, TAK KaK OHM MMEIOT Ma-
Jble pasMephbl U He TUAPATUPOBAHLI, UTO CIOCOOCTBYET MX HPUOJIMKE-
HUIO K IOBEPXHOCTH, I'/le IIPOUCXOAUT XNMUUecKasd peaKIusd.
IToBepxHOCTL JIO00OTO OKcHAA BCeTZa COAEpP:KAT THIPOKCUJILHLIE
rpynnsl. B cayuae ¢ okcugom 1epusd 3to CeOH rpynnel, 61arogaps Ko-

BHEIITHUHA
BHYTPEeHHUN f——s
}rmaH Tenpmrossa

fe—r

Indy3UOHHBIN CIOM

- \’ 9JIEKTPOJIUT
H" yyBcTBUTENbHAA MeMOpaHa

Puc. 2. BsaumogeticTBue MOHOB BOoAopoaa ¢ aM(pOTEPHBIMU TPYIITIaMU Ha II0-
BEPXHOCTU AMIJIEKTPHUKA.
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TOPBIM HIPOUCXOAUT M3MeHeHUe IIOBEPXHOCTHOTO 3apsja OKcuaa Opu
usMeHeHuu pH. 9Ty rpynnel MOTYT OTAABATh WX IPUHUMATDH TPOTOHEI
M3 PACcTBOPA, OCTABJIAA HETATUBHO UM ITIO3UTUBHO 3aPAKEHHYIO TPYIITY
Ha ITOBEPXHOCTH COOTBETCTBEHHO B 3aBucuMocTu oT pH pacrtsBopa [3].
Mesxay mpoTOHAMM B PACTBOPE U TMAPOKCUJIbHLIMU I'PYIIIaMu, 00pa3o-
BaHHBIMU Ha rpaHuile pasaesa CeO,—pacTBOp IMPOUCXOJAT PABHOBECHBIE
peaxmuu:

CeOH < CeO” +H,", (1)
CeOH, < CeOH + Hj,, (2)
rge H) — nporoHsl B 00EMe pacTBopa.

CorstacHO MOJeJiI, OCHOBAaHHOI HA TEOPUM CBA3YIOIINX IEHTPOB,
OCHOBHOE BhIpa)keHue Mg pH 4yBCTBUTENHLHOCTH MMEET BUI:

v, kT 0. o= 1
opH,,, q (2,3kTC,, / ¢°B

1 (3)

int
rne \J, — IMOBEPXHOCTHBIN MOTEHIIMAJ IIEHTPOB 3aXBaTa Ha I'DAHUIIE AU-
DJIEKTPUK—PACTBOP, ocHoBa pH-uyBcTBUTEeAbHOM mpupoasl UCIIT; B —
nocrosauuas Boabnmana; T — abcosrorHa Temmnepatypa, pHygu — pH
pacTBopa B 00beMe; BeJIMUYNHA (. — Oe3pasMepHEBI ITapaMeTp UYBCTBU-
TeJIbHOCTH, 3HAUEHNE KOTOPOTO MOKeT n3MeHAThesa oT 0 mo 1 u 3aBucUT
oT cOOCTBEHHOI OydhepHOII eMKOCTH IOBEPXHOCTH AWAJIEKTPUKA [, U
nuddepeHINAIBHOI eMKOCTH ABoiHOrO cnos C,. Ecsiu 3HaUueHNe O Ipu-
ommxaerca K 1, To UCIIT memoHcTpupyeT Taxk HasbiBaeMyio HepHcToB-
cKy10 yyBcTBUTeabHOCTH 59 MB/pH mpu 289 K. U3 Bripakenus (3) Bua-
HO, UTO 9TO cJydail GOJIBIIIOT0 3HAUEHUA COOCTBEHHOH Oy(depHOH eMKO-
CTH, KOTOpPOE 3aBUCHUT OT TPEX ITapaMEeTPOB MaTepumajia MUIJIEKTPUKA:
KOHCTAHTHI PABHOBECHUSA JUCCOIINAIIUY KMCJIOThI, KOHCTAHTHI PABHOBECUS
IVCCOITMAIINY IeJIour aM(POTEepPHBIX T'PYIN Ha IIOBEPXHOCTU OKCHUIA, a
TakKsKe 00IIel MJIIOTHOCTH TOCTYIHBIX CBA3YIOITUX IIEHTPOB.

4. ICCJEJOBAHUE ITPOXOJAHBIX U BbIXOJHBIX
XAPARTEPUCTHR HUCIIT

KoumnenTpamusa noHOB BOJOPOa B PACTBOPE MOMKET OBITH OIpeaeeHa IIo
cMmerieHnio moporosoro Hamps:xkenus WCIIT uiu mo maMeHeHUIO TOKa
cToka I, B KaHajie TpaHaucrTopa. Ha pucyHkax 3, 4 mpeacTaBJIeHbI dKC-
HmepuMeHTAJNbHEIE XapaKkTepucTuku uccaenyembrx UCIIT.

IIpu ymenbmienun pH pacTBOpa yBeMUYMBAETCsS BEIWMUYMHA IIOJIOMKHU-
TeJFHOTO 3apAfa Ha IIOBEPXHOCTU MOH-UYYBCTBUTEJIBHHOTO AMSJIEKTPHUKA.
ITockoabKky B paboTe MCHOJIB30BAJINCH p-KaHAJBLHBIE HMOHOCEJIEKTHBHBIE
TOJIEBbIe TPAH3WCTOPHI, TO YBEJIWUEHNE IIOJOKUTEIbHOI0 3apsaaa Ha IIo-
BEPXHOCTH IUAJIEKTPUKA JTOJIKHO IIPUBOIUTH K YMEHBIITEHUIO IIPOBOANMO-
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I, mxA

Puc. 3. Bauauue pH pactBopa Ha mpoxomuble xapaktepuctuku WCIIT mpu

urcupoBannom uHampsikeHun Ugqy=5B 18 AMSIEKTPUUYECKUX CTPYKTYP
Si0,—SizN, u Si0,—CeO,.

IC, MKA
[\
ot

Puc. 4. Bausuue pH pactBopa Ha Beixonubie xapakrepuctuku VUCIIT npu puk-

CUPOBAHHOM HaNPSKEeHUU Ugy AJA JUIJIEKTPUYECKUX CTPYKTYP Si0,—Si;N, u
Si0,—CeO,.

CTHU KaHaJia, a 3HAUUT U K CHIKEHHUIO TOKa CTOKA, UTO M HaOJIIoJaeTca KaK
I cTpyKTypel SiO,—SigN,, Tark u gaa Si0,—CeO,. Kak mokasaiu skcme-
PHUMEHTbI, HanboJiee JUHEHHBIN 1 CTAOMILHBIN OTKJINK AJIA IPOXOTHBIX
XapaKTepUCTUK Habarogasca mpu Hanps:keHun Uy, = 10 B giisa oboux Tu-
TIOB AMIJEKTPUUECKUX CTPYKTYP. M3 aTOoro ciemyer, YTO Ieecoo6pasHo
HCIIOJIb30BATh 9TO 3HAUCHUE HANIPSIKEeHUA IIPU CO3MaHUM CEHCOPHOU CHUC-
TeMbI. [[JIg BEIXOTHBIX XapaKTePUCTUK IPUIOKEHe O0JILIIIETO IO MOTYJIIO
3HAUEHUSA HATPAKEHUA Ha DJIEKTPOIe CPAaBHEHUS MOYKHO HPUBOIUTDL K
yBenuueHuio npoBoaumoctu Kamasa VCIIT, uro u mabaomaioch Ipu sKC-
IePUMEHTAJILHOM HCCIeIOBaHUY 00X TUIIOB CEHCOPOB.
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3aBUCHUMOCTH 9JEKTPUYECKOr0 IIOTEHIINAA HA IIOBEPXHOCTH IUAJICK-
TPHUKAa OT 3HaueHuA pH pacTBOpa MMEOT JIMHEHHBII XapaKkTep AJsS 000uxX
THUIOB CTPYKTYpP: SiO0,—Si;N, u Si0,—CeO,. PaccuntanHas Ha OCHOBe dKC-
HepPUMEHTANbHBIX JaHHBIX PH-4yBCTBUTEIBHOCTD /A AUAJIEKTPUUECKON
cTpyKTypsI SiO,—SizN, cocraBnsana 53 MmB/pH. s crpykTypsl SiO,—CeO,
oHa paBHsIach 58 MB/pH, uTo 6,I13K0 K MaKCUMAJIHLHO BOBMOYKHOM UyBCT-
BUTEJBHOCTHU JJI CTPYKTYPHI HOJIYIPOBOIHUK—INIJIEKTPUK—PaCcTBOP, TaK
HasbIBaeMoii HepHCTOBCKOM UyBCTBUTENIBHOCTHU, KOTOpPAsA COTJIACHO TEO-
puUH CBA3YIONINX IIeHTPOB cocTasiaseT 59 mB/pH.

WUccaenoBanme xapaxtepuctuk WCIIT mokasango, UTO UyBCTBUTEJIb-
HOCTh II0 HAKOILIEHHOMY 3apany IJd IUSJIeKTPUUECKON CTPYKTYPBI
Si0,—Ce0O, BrIpocia Ha 6 MB B cpaBHeHuu ¢ Si0O,—SizN,, a YyBCTBUTEIE-
HOCTB II0 TOKY CTOKA 3a CUeT OOJILIION JUIJIEKTPUUECKOMN IPOHUIIAeMO-
cTu oKcua 1epud (€ = 26) yBenuuuiach 6ojiee ueM B 1Ba pasa. Tak 1o
BBIXOAHBLIM Xapakrepuctukam npu Uy =5 B u Ugzy = 18 B uyBcTBE-
TeJBHOCTD II0 TOKY cToKa ana Si0,—CeO, cocraBaser 1,4 mkA/pH, To-
raa, kak Si0,—SisN, oTa Benrnunna paBuaerca 0,6 mxA/pH.

5. BBIBOAbI

st m3MepeHns KOHIIEHTPAIN TOKCHUUYECKUX BeI[eCTB, KOTOPbIE MOT'YT
pearupoBaTh KaK C COOTBETCTBYIOIUMU (hepMeHTaMU, TaK U aHTUTEJIa-
MU ¢ o0pas3oBaHMEeM IPOTOHOB, Ifejiecoo0pasuo mcmoabi3oBaTts MCIIT c
IOBLINNIEHHOI YYBCTBUTEJIBbHOCTBIO 1 CTa6I/IJII:HOCTLIO.

CoBpemennbie VICIIT B KauecTBe UyBCTBUTEILHOTO MUIJIEKTPUKA IC-
moabaytoT Si0,, SigN,, Ta,0; u xapakTepusyoTcsa HeTOCTaTOUHON UYBCT-
BUTEJILHOCTBIO IS 00eCIIeUeHsI YYBCTBUTEJIHLHOCTH Ha YPOBHE CTEKJIAH-
HBIX MOHOCEJIEKTUBHBIX 3JIEKTPOIAOB. ITO 00BACHSIETCSA TeM, UTO B OKIICJIE
¥ Ha T'paHulle pasaesia OKUCIA ¢ TOJYIPOBOAHUKOM CYIIIECTBYIOT 3apAI0-
BBbI€ COCTOSHUS, KOTOPEIE OTBETCTBEHHBI 38 HECTAOUIBLHOCTD U Apeiid xa-
PaKTEPUCTUK, CBA3AHHLINA ¢ Au()(ys3ueir OCHOBHBIX 1 BO3MYIIIAIOIINX HO-
HOB TaKNX, KaK MOHLI KA U HATPUSA, BHYTPD IUDJIEKTPHUKA.

pH-uyBCTBUTENBHOCTh O CTPYKTYpPHEI Si0,—CeO, mo cpaBHEHUIO C
Si0,—Si;N, yBenmnuniace Ha 9,4% u cocrasisier 58 mB/pH, uTo 6/1M3K0 K
MaKCHUMAaJIbHO BO3MOYKHOI YyBCTBUTEJIBHOCTH AJIS CTPYKTYPBI IIOJYIIPO-
BOIHUK—INDJIEKTPUK—PacTBOP, TaK HasbIiBaeMoii HepHCTOBCKOII UyBCT-
BUTEJIBbHOCTU, KoTopas cocraBisder 59 mB/pH. CiaemoBaTenbHO, YIUTHI-
Basg BBICOKYI0 XMMHUYECKYIO CTOMKOCTh M IIPOCTOTY MHOJYYEHUS TOHKUX
miaeHok CeQ,, MOMKHO CUMTATL NX BeCbMa MePCHeKTUBHELIM AJIA MCIIOJIb30-
BaHHUA B KayeCTB€ MOH-YYBCTBHUTEJIBHOI'O MaTepHaJjia MOHOCEJIEKTHUBHBIX
IIOJIEBBIX TPaH3HUCTOPOB — OCHOBHOI'O 9JIEMEHTA MYJIBTHCEHCOPHUX CHC-
TeM GMOMEIUIIMHCKOTO Ha3HAUYEHNS, B TOM YHCJIE AJIS OIpeJe/IeHns KOH-
LEHTPAIINHU TOKCUYECKUX BEIleCTB.

Pabora BeITONIHEHA B paMKaX rocyJapCTBeHHOII mporpaMMbl « CeHcop-
HBIE CHUCTEeMBI». ABTOPHI BhIpa:karoT OgaromapHocth M. I'. [yireiiko u
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IO. B. fdcueBuuy 3a mpemocTaB/ieHre 00pas3IioB BAKYYMHbBIX KOHIEHCATOB.
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