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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

Kepamuunu mnurMeHTH, Oa3WpaHW Ha MYJUTOBA MaTpUIla M JOTHPAHH C Pa3IHYHU
XpOMOGOPHH €IIEMEHTH B pa3jMYHH KOHIICHTPAIMH, Ca IMOJyYeHH 1O METOAa Ha TBHPIo(a3HO
crninyaHe npu paznuunu temreparypu (Dimitrov et al., 2022). OCHOBHHAT HETOCTATHK HA TO3U METO/T
Ha CHHTE3 ¢ MOJyYaBaHeTO Ha CTPAaHWYHH MUHEpATHH (Da3d, KOMTO CHIIO BIHUSSAT BbPXY I[BETA HA
nojyveHara kepamuka. Ilopagy ToBa ca W3BBPIICHH CHHTE3W 4Ype3 MpHIaraHe Ha 30J-Tel
TEXHOJIOTUsATA. 30JI-TeJl METOABT HAMUPA IIUPOKO MPIIIOKEHHUE 32 CHHTE3 Ha Pa3JIMuHU MaTepUAIIH -
CTBKIIA, CTHKJIOKEpaMHKa, KepaMUIHU TipaxoBe, kepamuunu nurment (Eppler R., 2000), (Ganguli
D. & M. Chatterjee Cooper, 1997).Ilpe3 rogunute mocra usciemoBarenu karo 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 KEPAMUYHH TTMTMEHTH T10
T03u MeTOoJl. OCHOBHUTE MPEAMMCTBA 32 TOJIYYaBaHETO HA MYJIMTOBH MUTMEHTH IO TO3U METO]| Ce
CBBP3BAT C TOBA, Ye KPUCTATIHM3ALMUATA HA MYJIUT C€ OCHIIECTBSBA MTPU MO-HUCKU TEMIIEPATypH U Ce
HaOJTI01aBaT MO-MaJIKO KOJMYECTBO CTPAaHUYHH (ha3u.
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N3J10)KEHUE

HauwnH Ha NpUTOTBsIHE HA CHCTABHUTE

Ilopann cunnata ckiaoHHOCT Ha Terpaetwioprocunukara (TEOS) kM xuaponusa npu
HENpPEeKbCHATO pa30bpKBaHE KbM HEro ce npubdaBs 35 mil. eTuioB ankoxoil. Hurparure Ha apyrure
OCHOBHU CYpOBHMHH U CHOTBETHHUTE XPOMO(OPHHU €IEMEHTH CHIIO MPEIBAPUTEIHO CE Pa3TBAPAT B
eTusioB ankoxois. Crex cMecBaHe Ha Pa3TBOPUTE, CMECTa MHTEH3MBHO c€ pa30bpKBa ¢ MarHUTHA
Obpkanka B mpoxab/pkeHre Ha 30 MHUHYTH 3a MO-IBJIHO XoMoreHmsupane. IlomydeHusar 301 mpu
temnepatypa 60°C ciien okono 48 yaca ce npeBpbILa B reoo0pa3Ha Maca, ciie]l KOeTO Ce CyILIH IpH
temneparypa 120°C, a cien ToBa npu 180°C 3a okoHUaTeNHO oTAeNsHe Ha HUTpaTtuTe. Cieq IbJIHOTO
u3CylIaBaHe MPOOHWTE Ce CTPUBAT B aXaTOB XaBaH M CE IMOAJAraT Ha TEPMUYHA 00paboTKa Hpu
temmnepatypu 1000°C, 1100°C, 1200°C ¢ u3orepMuyHa 3aJpbXKa OT 2 4aca HNpU MaKCHMaJHaTa
temnepatypa. Ha ¢ur.1 e nokazana TeXHOIOTHYHA CXEMa 3a CHHTE3 10 METOAA 30J1-Tell.

3a mosy4aBaHETO Ha MYJIMTOBH KEpaMHUYHM IMUTMEHTH IO 30J-TeHaTa TEXHOJIOTHS ca
m3nomsBanu  ciepanute Martepuanu:  SI(OCzHs)s, AI(NO3)3.9H20, Ni(NOs3)2.6H20 u xkaro
pasTBopHTen e u3non3san 6e3BogeH CoHsOH.

.

SN

®ur.1 TexHomornuga cxema 3a CHHTE3 Ha MIUTMEHTHUTE 110 30JI-T€J METOAA
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PE3VJITATHU U JUCKYCUSA

Penmzenogpazoe ananus

Ha ¢wr. 2 ca npeacraBeHn peHTreHOrpaMuTe Ha cuHTe3upanuTe Ni - MyJIMTOBH KepaMHUYHH
MMUTMEHTH TMOJIYYEHH I10 30J1 - Tell TexHoyorusaTa. OT mpeicTaBeHUuTe PEHTTEHOTPaMH Ce BUXKa, Y€
npu temneparypa 1100°C Beuye npeobinamaBaiiara (hasza e myaut. O6pazyBa ce ChIIO IIITHHEI, HO B
no-Majku konmuectBa. C moBuiaBane Ha Temmeparypara npu 1200°C KOJHYECTBOTO MYIIHUT CE
yBeJIMYaBa.
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@wur. 2 PentrenoBu qudpakrorpamu Ha Ni-MyJIUTOBH KEpaMHUYHU IUTMEHTH CUHTE3UPAHU
o 3os-ren metoaa npu 1000°C, 1100°C u 1200°C
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[IpencraBeHuTe peHTreHOrpamMH 3a CHHTE3 Ha MUTMEHTHTE IO 30JI-Tel TEXHOJOTHITa
MOTBBPKIABAT OCHOBHOTO IPETUMCTBO Ha Ta3W TEXHOJIOTHS - HAMAISIBAHE TEMIIEPATyPUTE 32 CHHTE3
(c 100-200°C B 3aBHCHUMOCT OT MUTMEHTA) B CPABHEHHE C KJIACHYECKATa TEXHOJIOTUS Ha TBBP10(a3HO
cnnyaHe. ToBa ce IbJDKU Hali-Beue Ha OOCTOSATENICTBOTO, Y€ TIPU 30JI-T'€ll TEXHOJIOTHUATA MPOLIECUTE
MPOTUYAT HA MOJEKYJSPHO U aTOMHO HHBO U C€ IMOJyyaBaT MUTMEHTH ChC BUCOKA JUCIEPCHOCT,
BHCOKa YHCTOTA U MHOTO JI0Opa XOMOTE€HHOCT.

[lonydyenure pe3ynTaTH OT pPEHTreHO(a30BUS aHAIW3 CE€ MOTBBPXKIABAT HANBIHO OT
Mpe/ICTAaBEHUTE WH(PpaYepBeHHU CIEKTpH Ha (ur. 3 Ha cCUHTE3UpaHUTe Ni-MYITUTOBH KEpaMUYHH
MATMEHTH 110 30J1-Tel TexHoyorusTa mpu 1000°C u 1200°C.
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@ur. 3 Y - ciektpu Ha cunTe3upanuTe Ni-MyJTUTOBH KEPAMUYHH TUTMEHTH 10
3ou-ren TexHosorusta npu 1000°C u 1200°C

Ha ®ur. 4 ca npeacraenn CEM n3o0pakeHne Ha KepaMHYHHM NMUTMEHTH Ha OCHOBaTa Ha
MyIuT ¢ XxpoModop Huken npu 1200 °C, mosrydeHa mo 3071-rej1 MeTo
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@ur. 4 CEM u3obpaxkeHue Ha KepaMHKa Ha OCHOBaTa Ha MYJIUT ¢ XpoMO(Op HUKEN MpU
1200 °C, nonyueHa 1o 30J1-I'eJI METO

Ha ®wur.5 e npencrasen EITP criextbp Ha Ni 3amecter mynut (Al203+Si0»), peructpupan
npu Temneparypu 100 u 295 K.
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@ur.5. EIIP ciextsp Ha Ni 3amecteH Mysut (Al203+Si02), peructpupat npu Temiieparypu
100 u 295 K.

B EIIP criektpute Ha Ni 3amecter myiut ( 1200°C ) (5% Ni, Ni(NO3)2.6H20), ce nHabronaBa
HIMPOK curHai ¢ g-paxrop 2.6 npu 295 K u mmpuna Ha auausTa okosno 120 mT. C nonmxeHue Ha
TeMIlepaTypaTa Ha U3MEpPBaHe JIMHUATA C€ U3MECTBA KbM MO-CUJIHO MAarHUTHO I0JI€, KaTO IPH TOBa
Ce CTECHSIBa U UHTEH3UTETHT 1 HapacTBa.

OMNMCaHUAT CHTHAJ Ce TIPUIMCBA Ha 0OMeHHO cBbp3any Ni?* iforn. TTono6en curnan ot Ni2*
HOHM Ha0JII0/1aBaT APYTU aBTOPH B TeIyp OapreBo OOpaTHO CTHKIIO MPU CTOMHOCTH Ha g-(hakTopuTe
B o6uactTa 2.0 — 2.5. HaGmoqaBaHusIT CUTHAT € C HUChK MHTEH3UTET, Thil kato Ni* HoHuTe He ca
Kpameporu #ionu (S=1), xapakTtepusupar ce C MeJOYUCICHO eJIEKTPOHHO CIIMHOBO YHCIO (S=1) u
OOMKHOBEHO ce HAOII01aBaT MpHU MO-BUCOKH MUKPOBBIHOBU YECTOTH U MAarHUTHHU TOJIETA.
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Cnexkmpogomomempuuno usmepeane Ha yéema Ha CUHME3UPAHUME RUZMEHMU

B Tabnuna 1 ca npeacTaBeHu pe3yaTaTUTE OT U3MEPBAHETO Ha IBETOBUTE KoopauHaTH Ha Ni
- MYJIUTOBUTE IUTMEHTH, CAHTE3UPAHU 110 301 - Tl B METOAA.

Tab6muua 1. LBeroBu koopauHaTu Ha cuHTe3upanuTe Ni - MyJTUTOBH TUTMEHTH TIPU Pa3IHYHH
TEeMIIEpaTypHu

Ne Composition T°C Colour L* a* b*
1 5%Ni1 cyposo 943 9.3 18,1
9 5%Ni 1000 80,5 | -112 | -6,0
3 59%Ni 1100 798 | -11,5 | -89
4 5%Ni 1200 787 | -13,1 | -5,9

OT mpencTaBeHUTE JJTaHHU CE€ BUXK/A, Y€ CHUHTE3UPAHUTE NMUTMEHTH ca CbC CUH LBAT. C
[OBMIIABaHE Ha TeMIlepaTypara Ha U3MMYaHe UMa TeHIEHIMs KbM HaMaJsiBaHU Ha cBeTioTraTta L* u
yBeJIMYaBaHE HA CTOWHOCTHUTE Ha -a* u -Dh*.

N3BOAUN

PesynTarure oT HaCTOSAIOTO U3CJIEIBaHE MTOKA3BAT, Ye MPH 30JI-Tell METoa 00pa3yBaHETO HA
KenaHara (haza MyJIUT CTaBa MPH MO-HUCKa TEMIIEpaTypa B CpaBHEHHE C IMOIyYEHUTE IIUTMEHTH 11O
Meroaa Ha TBepAodazHo cnuyane. [Tpu 1100°C cuHTE3UpaHUTEe MPAXOBE CE CHCTOST MOYTH H3IISIIO
OT MYJIUT U MaJIKO KOJIMYECTBO MPUMECH (IIIHUHEN), KOUTO HE BKJIHOYAT W30MOPPHO TOOABCHUST
xpomodop. LlBeroBere ca cuHUM H ca MO-OineaAu, B CpaBHEHUE C MOJIYYEHUTE MO METOJa Ha
TBBpA0(]a3HO crinyaHe.

Baaromapuoct: Hactosmoro u3cienBaHe € MpoBeACHO ¢ (prHAHCOBaTa MOMOIN Ha JIOT.
KII-06-H87/14-2024 r. na ®oHa HAy4YHU M3CIICIBAHMUS, 38 KOCTO aBTOPUTE W3Ka3BaT 0J1aroapHoOCT.
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