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Abstract: In order to obtain high temperature ceramic pigmehts using colorless stable crystal carcasses turns out to be
quite suitable in the case of mullite and their coloring. In the paper presented experiments have been carried out on synthesis of
mullite pigments with the participation of chromophore element - Ni. The technology of sol-gel have been applied for their
obtaining. Pure grade raw materials such as TEOS - Si(OC,Hs)4 and nitrate of Ni?* have been used for the synthesis. Series of
mullite ceramic pigments were synthesized via sol-gel method and sintering at 1000, 1100 and 1200°C. The resulting ceramic
pigments were studied by powder X-ray diffraction, infrared spectroscopy, electron microscopy, electron paramagnetic
resonance. The ceramic pigments obtained by sol-gel method mainly contain mullite, which crystallizes even at 1000°C. The
color of the ceramics is determined and presented with color coordinates. The best pigments have been added to white faience
glaze and tested as a pigment for sanitary ceramics.
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BBBEJIEHUE

KepamMuyau nurmeHTd, 6asupaHd Ha MYyJIMTOBAa MaTpHlla U JOTUPAHU C Pa3IMYHU XPOMOGOPHH
CJICMCHTH B Pa3JIMYHU KOHICHTpAalWH, Ca IMMOJIYUYCHHU 110 METOJa Ha TB’I)p}IO(i)a?;HO CIIMYaHEC IMPH pa3JINYHA
temrepatypu (Dimitrov et al., 2022). OCHOBHHSAT HEJOCTATHK Ha TO3M METOJ Ha CHHTE3 € MOJTy4aBaHETO
Ha CTPAaHUYHHM MUHEpaHU a3y, KOUTO CHIIO BIMSAT BbpPXY I[BETa Ha MoyydeHara kepamuka. l[lopanu
TOBA €Ca U3BBPIHICHU CUHTC3U YPC3 MPpHUJIaraHe Ha 30JI-I'CJI TCXHOJIOTHATA. 3om-ren MCTOABT HAMUPA HINPOKO
IMPUITIOKEHUE 3a CHUHTC3 Ha pPa3/IM4YHU MaTCpHalil - CTHBKJIA, CTBKIIOKECpAMHKA, KEPpaMHUYHHU IIPaXOBE,
kepamuynu iurmenty (Eppler R., 2000), (Ganguli D. & M. Chatterjee Cooper, 1997).I1pe3 ronunute qocra
uscinenosarenu kato Eppler, Carda, Monros, Eskribano, Tena, Alarcon (Eppler R., 1987), (Monros G., M.
Tena, P. Escribano, V. Cantavella and J. Carda. 1994), (Eric-Anionic S., L. Kostic-Gvozdenovic, R.
Dimitrijevic, S. Despotovic and L. Filipovic-Petrovic. 1997) ca paboTuiu 1o CHHTE3a Ha KepaMHYHH
IIUTMEHTHU 110 TO3U METOU. OcHOBHUTE mpeaAnMCTBa 3a MOJYYaBAHCTO HAa MYJIHUTOBU IHUIMCHTHU IO TO3H
METO/J] C€ CBBP3BAT C TOBA, Y€ KpUCTAIMU3AlUATA HA MYJIUT C€ OCBIICCTBABA IIPH IIO-HUCKHU TEMIICPATYPU U
ce HabJI01aBaT MO-MaJIKO KOJTMYECTBO CTPAaHUYHH (a3H.

96



PROCEEDINGS OF UNIVERSITY OF RUSE - 2025, volume 64, book 10.1.

N3J10)KEHUE

Hauyun Ha NPUTOTBsIHE HA CHCTABHUTE

IMopamu cunHara CckIOHHOCT Ha TeTpaetwioprocwmkara (TEOS) xeM  xuwaponusa mpu
HEeNpeKbCHATO pa30bpKBaHE KbM HEro ce npubaBs 35 mi. eTwsoB ankoxosl. HuTpature Ha npyrure
OCHOBHH CYpOBHHH U CHOTBETHUTE XPOMO(DOPHHU EIIEMEHTH CBHILO MPEIBAPUTEIHO CE PA3TBAPAT B CTHIIOB
asnikoxos. Crel cMecBaHe Ha Pa3TBOPUTE, CMECTa MHTEH3MBHO Ce€ pa30bpKBa C MarHWTHa ObpKajika B
npoabikeHue Ha 30 MUHYTH 3a TO-ITBJIHO XoMoreHu3upane. [lomydenust 3011 pu Temneparypa 60°C cnen
okoJo 48 yaca ce mpeBpblla B re000pa3Ha Maca, clie]] KoeTo ce cymu npu temieparypa 120°C, a cnen
toBa ripu 180°C 3a okoHUaTENTHO OT/IENsIHE Ha HUTpaTtuTe. Clie MbJIHOTO H3CYIIaBaHe MPOOUTE CE CTPUBAT
B axaTOB XaBaH M ce MojjaraT Ha TepMuuHa oOpabotka mpu temnepatypu 1000°C, 1100°C, 1200°C ¢
M30TepMHUYHA 33/IpBXKKa OT 2 Yaca IIpy MakcHUMaliHata Temreparypa. Ha ¢wur.l e mokasana TeXHOJIOTHYHA
cXeMa 3a CUHTE3 I10 METO0JIa 30J1-Tell.

3a nojay4yaBaHETO Ha MYJIMTOBU KEPAMUYHU MUTMEHTH 110 30JI-T€JIHATa TEXHOJIOIHs ca U3I0JI3BaHU
cnenuute marepuanu: Si(OCaoHs)s, AI(NO3)3.9H20, Ni(NO3)2.6H20 u kato pa3TBOpUTEN € HM3MOJ3BaH
oe3soaeH CoHs0OH.

®ur.1 TexHonornyHa cxemMa 3a CUHTE3 Ha NUTMEHTUTE O 30JI-TeJI METOIa
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PE3YJITATHU U JUCKYCHUA

Penmeenoghazoe ananus

Ha ¢ur. 2 ca npeacraBeHd peHTreHOrpamMuTe Ha CHUHTE3upaHuTe Ni - MyJIMTOBH KepaMHUYHHU
MUTMEHTH TOJYYEHH IO 301 - resl TexHonoruara. OT mpeicTaBeHUTe PEHTTeHOTpaMH Ce€ BIDK/IA, Ye MPH
temrepatypa 1100°C Beue npeobnanasamara hasa e myaur. Odpasysa ce ChIIO IIITHHEN, HO B TIO-MaJIK{
xosuuectBa. C nmoBuiiiaBaie Ha Temieparypata npu 1200°C KoJMYecTBOTO MYJIHUT C€ YBEINYaBa.
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@ur. 2 PertrenoBu audpakrorpamu Ha Ni-MyJTUTOBH KEpAMUYHU MUTMEHTH CUHTE3UPAHHU I10 30J1-
ren merona pu 1000°C, 1100°C u 1200°C
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[IpencraBeHnTe PEHTIEHOTPAMU 32 CHHTE3 Ha IUTMEHTHUTE 110 30J1-TeJl TEXHOJIOTUATA IOTBBPKAaBaT
OCHOBHOTO NPEIMMCTBO Ha Ta3W TEXHOJIOTHS - HamallsiBaHe Temreparypute 3a cuHTe3 (¢ 100-200°C B
3aBHCHMOCT OT IUTMEHTA) B CPaBHEHHE C KJIaCHYeCKaTa TEXHOJOTHs Ha TBbpAo(dazHo cnuyane. ToBa ce
IBJDKU  Haii-Bede Ha OOCTOSTEICTBOTO, Y€ TPH 30J-Teld TEXHOJOTHATa IMPOIECUTEe NpPOTHYAT Ha
MOJICKYJISIPHO ¥ aTOMHO HUBO M CE€ IOJlydaBaT MUTMEHTH ChC BHCOKA IHMCIIEPCHOCT, BUCOKA YUCTOTA H
MHOTO JJOOpa XOMOT€HHOCT.

[Tony4yenuTe pe3ynTaTu OT peHTTeHO(DA30BHS aHATHM3 CE MOTBBP)KIABAT HAITBIHO OT IPEACTAaBEHUTE
uH(pauepBeHH crekTpu Ha ¢ur. 3 Ha cuHTe3npaHuTe Ni-MyJIUTOBH KEPaMHUYHU IMUTMEHTU I10 30JI-Tel
texHoziorusaTa npu 1000°C u 1200°C.
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®ur. 3 Y - ciektpu Ha cuHTe3upanuTe Ni-MyITUTOBH KEpaMUYHH MTUTMEHTH IO 30JI-ren
texuosorusata mpu 1000°C u 1200°C

Ha ®wur. 4 ca npeacraBenun CEM u3o0pakeHne Ha KepaMHUYHHU TUTMEHTH Ha OCHOBAaTa Ha MYJIUT C
xpomodop ruken npu 1200 °C, momyyeHa 1o 30J1-reja MeTo
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% 20KV, | X5,000 _5um 10 19 SEI

®ur. 4 CEM uzobpakeHne Ha KepaMHKa Ha OCHOBaTa Ha MyJlHT ¢ xpoMmodop Huken npu 1200 °C,
MOJTy4eHa 10 30J-TeJ METOT

Ha ®wur.5 e npencraBen EIIP cnekrsp Ha Ni 3amecten mymut (Al203+Si02), peructpupan mnpu
temneparypu 100 u 295 K.
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@wur.5. EINP ciektsp Ha Ni 3amecten myaut (AloO3+SiO2), peructpupan npu temmeparypu 100 u
295 K.

B EIIP criektpute Ha Ni 3amecten myaut ( 1200°C ) (5% Ni, Ni(NO3)2.6H20), ce Habmro1aBa mmpox
curHai ¢ g-¢akrop 2.6 npu 295 K u mmpuna va muausta okono 120 mT. C nonmkeHue Ha TemIieparypara
Ha M3MEpBaHE JIMHUATA CE€ M3MECTBAa KbM IO-CHJIHO MAarHUTHO TOJ€, KaTo MpH TOBa CE€ CTECHSIBA U
MHTEH3UTETHT I HApacTBa.

ONHUCaHMSAT CHTHAI ce IPUIMCBA Ha oOMeHHO cBbp3ann Ni?* iionn. I[Togoben curnan ot Ni* ifoHn
HAOJI0/IaBaT IPYTH aBTOPH B TeIyp OapueBo OOpaTHO CTHKIIO MPU CTOWHOCTH Ha g-(hakTopuTe B 0OIacTTa
2.0 — 2.5. Habmio1aBaHUAT CUTHAN € C HUCHK MHTEH3UTET, Thil kato Ni?* fionuTe He ca Kpamepou ioHH
(S=1), xapaktepusupar ce C IEIOYUCICHO EJIEKTPOHHO CIUHOBO 4uCiO (S=1) m OOMKHOBEHO ce
Ha0JI0/1aBaT MpPHU MO-BUCOKU MUKPOBBIHOBU Y€CTOTH U MAarHUTHU MOJIETA.
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Cnekmpogomomempuuno uzmepeane Ha yeema Ha CUHMEUPAHUIME NUZMEHMU

B tabmuma 1 ca mpeacTaBeHH pe3ysTaTUTE OT W3MEPBAHETO Ha LBETOBUTE KoopauHatdu Ha Ni -
MYJIUTOBUTE IUTMEHTH, CHHTE3UPAHH 110 301 - F'eJl B METOJIA.

Tabmuua 1. I{BeToBH koopauHaTH Ha cuHTe3upaHute Ni - MyJIMTOBH MUIMEHTH MPU Pa3IUuHH
TeMIIepaTypu

Ne Composition T-°C Colour L* a* b*
1 5%N1 cypogo 943 93 18,1
2 5%Ni 1000 805 | -112 | -6.0
3 5%Ni 1100 798 | -11,5 | -89
4 5%Ni 1200 787 | -13,1 | -59

OT npeJCTaBeHUTE JaHHH CE BHKJIa, Y€ CHHTE3UPAHUTE TUI'MEHTH ca ¢bC CUH LBSAT. C IMOBUIIIABAHE
Ha TeMIlepaTypara Ha M3IHYaHe MMa TEHACHIMS KbM HaMaJsIBAHM Ha CBeTJIoTata L* u yBennuaBaHe Ha
croiiHocTuTe HA -a* u -b*.

N3BOIHN

Pesynrature OT HacTOSIIOTO M3CiIEABaHE IIOKA3BaT, Y€ IPH 30JI-T€l METOAa 0Opa3yBaHETO Ha
xenaHarta (pa3a MyJIMT CTaBa IIPH MO-HUCKA TEMIIEpaTypa B CpaBHEHHE C OJIYUYEHUTE MUITMEHTH 110 METO1a
Ha TBbpAo(da3Ho cnuvane. [Ipu 1100°C cuHTe3npaHuTe MpaxoBe C€ ChCTOAT MOYTH M3ISUIO OT MYJIHUT U
MaJIK0 KOJHMYECTBO mpuMecH (LIMMHEN), KOWUTO HE BKJIHOYAT H30MOp(HO mo0aBeHUAT XpomModop.
[{BeToBeTE ca CHHU U ca M0-0Jeiu, B CPaBHEHHUE C MIOJYYEHUTE 110 METO/1a Ha TBBPA0(A3HO CIIUYAHE.

BaarogapHoct: HacTosmoTo n3cnenBane € mpoBeieHo ¢ (PuHaHCOBATA IIOMOII Ha JOT. KII-
06-H87/14-2024 r. na ®oHx HayYHH U3CIICABAHMS, 32 KOETO aBTOPHUTE M3Ka3BaT OJaroJapHocCT.
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