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Abstract

Humidity sensing elements based on V-doped SiO, surface layers prepared via a sol-gel method have been
developed. Tetraethyl orthosilicate has been used as a SiO, precursor and V (ll1l) 2,4 pentanedionate as a dopant
source. The samples were sintered at 400°C and 800°C. The electrical properties and the influence of the frequency on
them within the range of 20 Hz to 5 MHz have been studied. For the sensor elements sintered at 400°C the Nyquist plot
at 91% RH and at temperature of 25°C and their equivalent electric circuit diagram have been obtained. The
experimental results show that proposed samples on V-doped SiO, surface layers have good humidity sensing at

frequencies up to 200 Hz.
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BBBEJIEHHME

N3mepBaHeTo Ha BIAKHOCTTA BHB BBH3IYII-
Ha cpejia ce Mpuiiara 4ecTo B MPOMUIILIEHOCT-
Ta, CEJICKOTO CTONMAHCTBO, METEOPOJIOTHSITA,
MIPU ChbXPAHEHHETO Ha MPOAYKTH, HA MPOU3BE-
JICHUS Ha U3KYCTBOTO | JAp. ToBa ce M3BbpIIBa
C U3IOJI3BAHETO Ha MOAXOJAIIN CEH30pU 3a
BIIQXKHOCT, YUUTO TapaMeTPH HEMPEKbhCHATO
ce moao0psiBaT Ha OCHOBaTa HA HOBU TE€XHOJO-
Uy U mMatepuanu. B ToBa HanmpaBieHue € pas-
paboTBaHETO Ha THHKOCIONHH YyBCTBUTEIIHU
SJIEMEHTH 3a BJIAXKHOCT Ha 0a3aTa Ha OKCHIHU
Matepuanu 4pe3 3oa-ren meron [1, 2]. To3m
METO/T IIO3BOJISIBA CHHTE3a Ha HAHOCTPYKTYPH-
paHu TOBBPXHOCTHH cloeBe. [Ipemmarar ce
pa3IMYHA OKCHJIM 3a MPUTOTBSIHE HA TaKbB
TUN CEH30pHU eneMmeHTH, karto TiO,, ZnO,
A|203, SnO,, Fe,03, SiOz M 1p. [3-10].

Hacrosmata pabora mpeiara CEH30pHU
SJIEMEHTH 3a BIIQXHOCTTa Ha 0a3ara Ha IO-
BBpXHOCTHH cloeBe SiOy, nerupan ¢ V u us-

TOTBEHH 110 30J1-rell MeToa. M3cieasanu ca xa-
PaKTEPUCTUKUTE U NapaMETPUTE HA YYBCTBH-
TEJTHUTE €JIEMEHTH, OJYyYeHH MPU TeMIepaTy-
pu Ha cunTepoBane 400°C u 800°C. ITomyuena
e Haiikyucr-nuarpamara Ha €1€MEHTUTE, CHH-
tepoBaHu nipu 400°C u exkBHBaJEHTHATA UM
€JIEKTPUYECKA CXEMA.

MN3I'OTBSAHE HA CEH3OPHUTE
EJEMEHTH

[IspBOHavamHO 90 ml tetraethyl
orthosilicate (TEOS) - Alfa Aesar (I'epmanus),
ce npubass kpM 60 ml n-Buthanol (n-BuOH),
npeaapuTesHo 3arpAat 10 70°C B MOKPUT Ch/I,
KaTo ce HakamBa B Mpoab/keHne Ha 30 MUHY-
TH U ce pa30bpKBa Ype3 MarHUTHa OBbpKajKa.
Crnen ToBa KbM IOJIy4E€HHUS pPa3TBOP ce Mpubda-
Bar 1.0050g V(I11) 2,4 pentanedionate (97%) -
Alfa Aesar (I'epmanus) 1 2 ml KOHIIEHTpHpa-
Ha HNO3 u ce ocraBsa npu 70°C B mpoabiixke-

HHe Ha 1 4qacC, KaTo CC p336’prBa H CJICO TOBA
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ce OoXJaxJa IpH CcTailHa TemmepaTypa 3a 20
MuHyTH. [losydyeHaTa 1o To3M Ha4MH 30J-Tell
CHCTEMa ce OcTaBs 3a e1uH JieH npu 5°C B no-
KPUT ChJ, 32 J1a ce n30erse KakBoTo U Ja € u3-
IapsiBaHE Ha ChCTaBKUTE U [0 BPEME Ha IIPO-
11eca Ha IoJIMMepU3aLusl.

IIOBBEPXHOCTHHAT CJIOW C€ HaHAcs MOCpen-
crBoMm dip-coating meton [1] upe3 TpuKpaTHO
norarsHe Ha nouioxku ot Al,O3 ¢ npenBapu-
TEJIHO HAHECEHM CpeObpHO-NAIANEBU €JIEK-
tpoau. Ilponenypara ce u3BbpIIBa 4pe3 IMO-
CJIEIBALLO MTOTAISHE HA MOJIOKKUTE B pa3TBO-
pa B npoabikenue Ha 30 munytu npu 70°C u
u3cyliaBaHe IpH cbliata Temmeparypa. Ha-
Kpasi 00pa3luTe ca CHHTEPOBAHU B MPOIbIIKE-
Hue Ha 30 munytu npu 400°C u npu 800°C,
cpoTBeTHO. OOpasmuTe ca o3nauru ¢ VS_400
u VS_800.

EKCIIEPUMEHTAJIHA
N3CJIEABAHUA

N3mepBaneTo Ha MMIenaHca HA TTONy4YEHU-
T€ CEH30pDHH E€JIEMEHTH € W3BBPIICHO C II0-
momra Ha Precision Impedance Analyzer
6505P na Wayne Kerr Electronics Ltd. mpu
yectora 20 Hz u ammiuryga 500 mV Ha Bb3-
OyIUTeIHUS CUTHAJL. BIUsSHUETO HA YyecToTaTa
e u3cinensaHo B auamnazona ot 20 Hz go 5
MHz. O6pa3uuTe ca MoCTaBsiHU B KaMepara Ha
kanuOparop 3a BiaaxkHocT VAPORTRON H-
100BL Ha BUCK RESEARCH
INSTRUMENTS L.L.C., koiiTo ocurypsBsa 3a-
JaBaHe Ha KOHTPOJHMpaHa BIAKHOCT B Jama-
30H OT 15 10 95% ¢ MakcUManHO OTKIIOHEHUE
10 1.5% oTHOCUTENIHATa BIaYKHOCT.

Ha ¢ur.1 ca mpencraBeHu XapakTepHUCTH-
kute R=f(RH) u C=f(RH) Ha enemenrtute
VS 400 u VS 800 mpu temmneparypa 25°C,
KBJIeTO R € akTuBHOTO MM chpoTuBicHHE, C -
KamanuteTbT U RH - oTHOcuTenmHaTa BiIaX-
HOCT.

O6pazen VS 400 e mo-HUCKOOMEH U C TI0Y-
T JuHeWHa QyHKOUS HA TpeodpasyBaHe
R=f(RH) B mo-mmpok auana3oH, B cpaBHEHHUE
¢ obpazerr VS 800. O6pazenr VS 400 uma
4yBCTBUTEIHOCT OT okono 43.7MQ/% RH B
u3MepBaTenHus quana3zoH ot 17 1o 91% RH, a
obpazerr VS 800 - YyBCTBUTENHOCT O
66.7MQ/% RH B nuanasona ot 50 no 91% RH.
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Que. 1. Xapaxmepucmuku: a) R=f{(RH) u 6)
C=f(RH) na oopaszyu VS 400 u VS 800 npu
yecmoma 20 Hz u memnepamypa 25°C

[To orHOomenue Ha mapamerspa C - u 1BaTa
YYBCTBUTEIHH €JIEMEHTa MMaT IO-MaJlKO OT-
HOCHTEITHO W3MEHEHHE B M3MEpBaTEeITHUS JHa-
na3oH ot 17 1o 91% RH.

Bnusanero Ha YecroraTa B JAMama3zoHa OT
20 Hz o 200 Hz BBbpXy XapakTepUCTUKHUTE Ha
W3CIeIBAaHUTE O0pa3ly € TMpeICTaBeHO Ha
¢ur.2.

C yBennuaBaHe Ha 4YecTOoTaTa HamalsBa
YYBCTBUTEIHOCTTa Ha €JIEMEHTHUTE, HO €/IHO-
BPEMEHHO C TOBA HaMaJsiBa TSIXHOTO CHIIPOTH-
BJIeHHE R, KoeTo e 6aronpusTHO 3a BKIIIOYBA-
HETO UM B U3MEPBATEITHU CXEMH.
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Due. 2. Brusnue na uecmomama 8vpxy
xapaxmepucmuxume R=f(RH)
u C=f(RH) na obpasyu:

a) VS 400 u 6) VS 800 npu memnepamypa 25°C

3a yactoru Hag 200 Hz u3zMeHenuero Ha
AKTUBHOTO CBHIPOTHUBIICHHE € HE3HAYUTEIHO.
ITopanun ToBa 3a MPAKTUYECKU MPUIIOKEHUS
pabotHara 4ectora TpsiOBa ma e mox 200 Hz,
3a ;a ce 3ama3u Jo0pa YyBCTBUTEIHOCT Ha
CJIIEMEHTHTE.

Xapaxkrepuctukure z(f) u 6(f), cborBeTHO
Ha MMITeZIaHca Z U a30BHS BI'bI 6 OT YECTOTA-
ta f, 3a oopasuu VS 400 mpu RH = 91% u
temriepatypa 25°C ca npeactaBeHu Ha ¢ur. 3.
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@Due. 3. Xapaxmepucmuxu: a) z(f) u 6) 0(f) 3a
obpasyu VS 400 npu RH = 91% u memnepamypa
25°C

VYBenuuaBaHeTO Ha 4eCTOTaTa BOAM 10 Ha-
MaJisiBaHE Ha UMIIeJ]aHCca Z U yBeIMYaBaHE Ha
¢azoBusg 6 BBl Ha CEH30PHHUTE €JEMEHTH
VS_400.

B3 ocHoBa Ha 3aBucumoctute Z(f) u &f) ¢
MOMOIITa Ha mporpamHus naket ZView e mo-
nydeHa Halikyucr-nuarpamara 3a oOpasern
VS 400 npu otHOcuTenHa BiaxHOCT 91% wu
temrneparypa 25°C, nokaszana Ha ¢wur. 4.
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@Duz.4. Haiikyucm-ouaepama 3a oopaszey VS 400
npu RH = 91% u memnepamypa 25°C

Ha Helina 6a3a e cuHTe3MpaHa EeKBUBAJICHT-
HaTa eJIEKTpUYeCcKa CXeMa 3a CEH30pHUs eJie-
MeHT VS 400. ToBa e pe3ucTop U KOHACH3a-
TOp, CBBP3aHM NapayiesHo, karo npu RH=91%
CTOMHOCTHTE Ha EJIEMEHTHTE Ca CHOTBETHO

R=3.24 MQ u C=24.55 nF.

3AKVIIOYEHUE

[IpennoxxeHn ca CEH30pHU €JIEMEHTH 3a
BJIQKHOCT, U3rOTBEHM Ha 0a3aTa Ha MOBBPX-
HoctHH cioeBe SiOy, erupan ¢ V, U3Moa3Baii-
KM 30JI-T€l MeToJ M cuHTepoBanu npu 400°C
1o 800°C. UscnenBanu ca XapaKTepUCTUKUTE
R=f(RH) u C=f(RH) na mony4enure obpasumu,
KaTo no-nH(OpMAaTUBEH € napameTbpbT R npu
IpoMsiHA Ha OTHOCUTEIHAaTa BIAXXHOCT, B
cpaBHeHue ¢ mapamerspa C. XapakTepucTuka-
Ta Ha enementa VS 400 e moytu nuHeiiHa B
IIMPOK AMarna3oH. M3cienBaneTo Ha BIMSHHE-
TO Ha YECTOTaTa BbPXY XapaKTEPUCTHUKUTE Ha
€JIEMEHTHUTE MTOKa3Ba HaMaJIsiBaHE Ha aKTUBHO-
TO CBIIPOTUBJIEHUE U YYyBCTBUTEIHOCTTA WM,
KaTo ce mpenopbyBa paboTHa yecrora a0 200
Hz. Ha ocHoBara Ha Haiikyncr-auarpamara 3a
ceHzopuus enemeHT VS 400 e mnomyyeHa
€KBUBAJICHTHA €JIEKTPHUYECKa cxema Ha oOpas-
LUTe, TpeACTaBisABalla MapajeHO CBbP3aHU
PE3UCTOP U KOHJIEH3ATOpP.

REFERENCE

[1] Brinker C.J., Scherer. G.W. Sol-Gel Science:
The Physical and Chemistry of Sol-Gel
Processing. Academic Press. San Diego-New
York-Boston, 1990.

[2] Farahani H., Wagiran R., Hamidon M. N.
Humidity Sensors Principle, Mechanism, and
Fabrication Technologies: A Comprehensive
Review. Sensors 2014, 14, pp. 7881-7939.

[3] Traversa E. Ceramic sensors for humidity
detection: the state-of-the-art and future
developments. Sensors and Actuators B 23,
1995, pp. 135-156.

[4] Nenov, T., Yordanov S. Ceramic Sensors:
Technology and Applications. CRC Press, Boca
Raton, 1996.

[5] Blanka T.A., Eksperiandova L.P., Belikov K.N.
Recent trends of ceramic humidity sensors
development: A review. Sensors and Actuators
B 228, 2016, pp. 416-442.

[6] Velumani M., Meher S.R., Alex Z.C.
Composite metal oxide thin film based
impedometric humidity sensors. Sensors and
Actuators B 301, 2019, 127084.

[7] Zhong Li, Azhar Ali Haidry, Bin Gao, Tao
Wang, Zheng Jun Ya. The effect of Co-doping
on the humidity sensing properties of ordered
mesoporous TiO,. Applied Surface Science,
412, 2017, pp. 638-647.

[8] Pedro M. F., Emanuel L. J., Cristina S. L.
TiO,:WO; composite humidity sensors doped
with ZnO and CuO investigated by impedance
spectroscopy. Sensors and Actuators B 203,
2014, pp. 340-348.

[9] Tua J., Li N., Geng W., Wang R., Lai X., Cao
Y., Zhang T., Li X., Qiu S. Study on a type of
mesoporous silica humidity sensing material.
Sensors and Actuators B 166-167, 2012, pp.
758-764.

[10] Nenova, Z., Nedev N., Kozhukharov S.,
Nenov T. Humidity Sensors Based on Doped
Titania-Silica Surface Layers. 20" International
Symposium on Electrical Apparatus and
Technologies (SIELA), June 3-6, 2018,
Bourgas, 2018, pp. 1-4.

297

Meocoynapoona nayuna xongepenyus “YHUTEX 20" — I'abposo



