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(54) Bonnas JAUCIICPCHA HA OCHOBC HAHOYACTHI] OKCHIA TaHTaJla, crocob IIOIY4YCHHUA U IPDUMCHCHHUC €€ B KAYCCTBE

KOHTPACTHOTO CPEJICTBA I in-Vivo JUaTHOCTHKH
(57) Pedepar:

I'pynna wu3o0peTeHUN OTHOCUTCS K XUMHUKO-
(bapmaneBTHYEeCKOM TPOMBIIIIICHHOCTH U BKITIOYAET
B ce0s MOJIy4eHUe BOJTHON JMCIIEPCHU HA OCHOBE
HaHOYACTHI[ OKCHJIa TaHTAJIa, BOAHYIO JUCIIEPCHUIO
Y ee IPUMECHEHHE B KAUECTBE PEHTTEHOKOHTPACTHOTO
CpencTBa I KOMITBIOTEPHOM  TOMOTpaduH.
CrmpTOBYIO AUCTIEPCHIO HAHOYACTHUI OKCUJIA TAHTAIA
TaOy, rae x ot 1 10 2,5, ¢ pa3zmMepoM yactull 2-6 HM

MOJIYYaloT MyTeM CMEUIMBAHUS 3TUIIATa TAHTANIa C
OPTraHUYECKUM pacTBOpUTEIIEM B BUJIE
W30IMPONWIOBOIO WM MPOIMIOBOIO CHUpPTA U
BBIICPKKU cMecu B Teuenue 10-12 4 1ipu
temmnepatype 200-220°C co ckopocTsio Harpesa 2°C/
MuH. [logyueHHYI0O  CIUPTOBYIO  IUCIEPCHUIO
HAaHOYACTUI] MPUKATBIBAIOT K BOJHOW cpene Mpu

Crp.: 1

WHTEHCUBHOM nepeMeIIBaHuH, MPOBOJSAT
MeJIJIECHHOE BBIIIApUBaHUE OPraHUYECKOTrO
pactBopuTens mpu Temieparype 65-75°C u pH
nucriepenn 5-7. IlonyueHHy10 BOJHYIO JUCIIEPCUIO
HAHOYACTHI] MOJABEPraroT YJIbTPa3BYKOBOM
obpabotke B TeueHue 0,5-3 u. BogHas mucriepcust
TBepaoit daszbr cocrasisier 0,2-2 mac.%, arperatsl
YaCTUIl OKCHAA TaHTala HUMEIOT  CpeaHui
TUAPOJMHAMMUUECKUN nuamerp 64-147 HM, a
SIEKTPOKUHETHUCCKUN  TOTEHIHMAT  JTUCTIICPCUU
cocTaBiseT ot -52 MB go -35 MB. Ob6ecnieunBaercst
BBICOKAs CEIUMEHTALMOHHAs W arperaTuBHas
YCTOWYUBOCTD JIUCIIEPCUM B TEUEHME IJIUTEIHHOTO
BPEMEHU W paCUIMpEeHHEe apceHaja CpeACTB I
KOHTPAcTUpPOBaHUsl. 3 H.II. ¢-71bl, 2 TA0MI., 15 ui., 20

p.
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(54) AQUEOUS DISPERSION BASED ON NANOPARTICLES OF TANTALUM OXIDE, METHOD OF
PRODUCING AND USE THEREOF AS CONTRAST AGENT FOR IN VIVO DIAGNOSIS

(57) Abstract:

FIELD: chemistry.

SUBSTANCE: group of inventions relates to the
chemical-pharmaceutical industry and involves
preparing an aqueous dispersion based on nanoparticles
of tantalum oxide, aqueous dispersion and use thereof
as an X-ray contrast agent for computed tomography.
Alcohol dispersion of nanoparticles of tantalum oxide
TaOy, where x is from 1 to 2.5, with particle size of 2—-6

nm is obtained by mixing tantalum ethylate with an
organic solvent in the form of isopropyl or propyl
alcohol and holding mixture for 10-12 hours at
temperature of 200-220 °C with heating rate 2 °C/min.
Obtained alcohol dispersion of the nanoparticles is
added to the aqueous medium with vigorous stirring,

Crp.: 2

the organic solvent is slowly evaporated at temperature
of 65-75 °C and pH of dispersion is 5—7. Obtained
aqueous dispersion of nanoparticles is subjected to
ultrasonic treatment for 0.5-3 hours. Aqueous
dispersion of the solid phase is 0.2-2 wt. %, the
aggregates of the tantalum oxide particles have an
average hydrodynamic diameter of 64—147 nm, and the
electrokinetic potential of the dispersion ranges from
=52 mV to =35 mV.

EFFECT: providing high sedimentation and
aggregation resistance of the dispersion for a long
period of time and widening the range of products for
contrasting.

3cl, 2 tbl, 15 dwg, 20 ex
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N300peTeHne OTHOCUTCS K XUMUKO-(apMalieBTUYECKOM MPOMBIIIEHHOCTH, @ UMEHHO
KacaeTcsl CMHTEe3a YaCTUIl OKCH/Ia TAHTaJIa, MOJIYyUYEeHUIO BOJIHBIX AUCTIEPCUI HA UX OCHOBE, U
MIPUMEHEHHIO B KAUECTBE PEHTTEHOKOHTPACTHOT'O CPEACTBA TSl KOMITBIOTEPHOM TOMOTrpaduu.

N3BecteH cnocob cuHTe3a YaCTULl OKCHIA TAHTAJIa IIyTeM THAPOIn3a aJKOKCHAA TaHTala
(meHTabyTOKCU/ TAaHTaJla) B OPraHUYECKOM pAacTBOpUTENE (TOIYyOJ, 1-OKTaJeleH) B

KoHTelHepe rmpu Temnepatype 205°C< T <300°C u gapiaenuu P=0.9 MIla B Teuenue 1 — 10
yacoB. OTIMYUTETTbHOM 0OCOOEHHOCTBIO SIBJISETCS JOOABIIEHUE BOABI B AUCIIEPCUOHHYIO CPEY
TIPU CUHTE3E, UTO BMECTE C BBICOKMMU TEMIIEPATYPOH U TABJIICHUEM TI03BOJISIOT CPOPMUPOBATH
KPUCTAJJIMYECKHUE YaCTHIIbI AeTbTa (a3bl okcuaa Tantana [US2012108745].

HenocraTtkom gaHHOTO crioco0a SIBIISIETCS UCTIOJIb30BAHUE BBICOKUX TEMIIEPATYP MpU
CHUHTE3E, UCITOJIb30BAHUE TOKCUIHOTO PACTBOPUTENS, POPMUPOBAHUE KPYITHBIX YACTHII.

N3BecteH criocob moyyeHus: TOPOIIKOB NMEHTAOKCHIA TAHTAJIa COJIbBOTEPMAJIbHOM
00paboTKOM pacTBOpa NEHTA0YTOKCUIA TaHTaJIa B TOJIyosie mpu 473 — 573 K B mpUCcyTCTBUM
Boabl [H. Kominami, M. Miyakawa, S. Murakami, T. Yasuda, M. Kohno, S. Onoue, Y. Kera, B.
Ohtani. Solvothermal synthesis of tantalum (V) oxide nanoparticles and their photocatalytic
activities in aqueous suspension systems // Physical Chemistry Chemical Physics, 3(13), 2697-2703.
doi:10.1039/b101313k]. Croco06 3akirouaetcs B ciaeayromieM. [leHTadyTokcua TaHTajaa B

KoJMuecTBe 4.85 r 106aBIIOT K 70 cM° TOJIyOJ1a, TIOCJIE Yero MOJIy4YeHHYIO0 CMECh B TPOOUPKE
nomenaroT B 200 oM aBTOK/IaB. B 3230p MEXTy MPOOUPKOM U BHYTPEHHEN CTEHKOM aBTOKJIaBa
3aIMBAIOT 25 CM° BOJIBI (v ToTyos1a). ABTOKJIAB TIIATEIBHO IMPOIYBAIOT A30TOM, HATPEBAIOT

10 T=200 — 300°C co ckopocThio 2.5°C /MUH U BBLIEPKMBAIOT IIPH 9TOM TEMIIEPATYPE B
Teuenue 2 — 8 yacoB. [1osyueHHbIE MOPOLIKK OKCHIA TAHTAJIA TPOMBIBAIOT B AllETOHE U
BBICYIIMBAIOT HA BO3AYXE IIPU KOMHATHOM TeMIepaType. IIopOLIKY, CHHTE3MPOBAHHEIE ITPHU

T=300°C, npeacraBisior co6oi OpTOPOMOMUECKHI OKCUJ] TAHTAIIA, & TIOPOIIKH, ITOJTyIeHHBIE

nipu 200 u 250°C, - aMmopdHBEL.

K HemocTaTkaM JaHHOTO CIOCO6a OTHOCATCS HEOOXOAMMOCTb UCTIOIb30BaHMUS CIIOKHOTO
060pyI0BaHuUS I COTBBOTEPMAIILHON 0O6PabOTKH, UCIIONB30BAHUE TOKCUYHOTO
PACTBOPUTENS IIPH CUHTE3E, 4 TAKKe MOJIyUeHUe YacThll Hecepuueckoi Gopmbl mpu T=

300°C.

M3BecTeH cobBOTEpMAIIbHBIN CIOCOO CMHTE3a YAaCTHIL OKCHIa TaHTaJa, B3ATHIN 3a
MIPOTOTHII, OCYIIIECTBIISIOLIMICS MyTeM qo0aBieHus 0.2 r aTumaTa TaHTajia K 20 M1 0e3BOTHOTO
OeH3uIoBoro cnupTa. [TomydeHHy0 cMech TIEPEHOCHITH B TEIIOHOBBIN CTaKaH 00BeMOM 45
MJI, TOCJIE YE€TO TMTOMEIIAJIM B CTAJIbHOM aBTOKJIAB, IJIOTHO 3aKPbIBAJIA U CTABUIIU B T1€Ub.

ABTOKIIAB BhIIEpKUBaIcs Ipu TemmnepaTtype 250°C B Teuenym 24 yacos. [Tos1ydeHHyI0 MyTHYIO
CYCIEH3UIO LEHTPUPYTUPOBaIH, IPOMBIBAIN OCAJOK B ITAHOJIE U TUXJIOPMETAHE U

BBICYIIIMBAJIM HA BO3yX€ IMPHU 60°C [N. Pinna, G. Garnweitner, M. Antonietti, M. Niederberger.
Non-Aqueous Synthesis of High-Purity Metal Oxide Nanopowders Using an Ether Elimination
Process // Advanced Materials, 16(23-24), 2196-2200. doi:10.1002/adma.200400460].
[TonydyeHHBIN TOPOIIOK MPEJCTABIISIT COOOM MEJIKME YaCTUIBI OKCH/Ia TAHTaJla C pa3MeEPOM

KpUCTaIMTOB 0KoJIo 1.2 Hm. ITocne o6xwura mpu 600°C pasmep yacTun yBeaudamics 10 20
— 30 HM ¥ OHU OPraHU30BAJIUCh B AaHU30TPOITHBIE ATrJIOMEPATHI.

K HenocraTkaMm TaHHOTO METO/1a MOKHO OTHECTH 0Opa30BaHKUE MYTHOM O€I0H CyCIIeH3Un
Ha CTaJIuy CUHTE3a YaCTHUll, UCTIOJIb30BAHUE TOKCUUHBIX KOMIIOHEHTOB U HEBO3MOXKHOCTD
MOJTy4YEHUs yCTOMYMBOM BOHOM IUCTIEPCUM HA X OCHOBE 0€3 UCTIOJIb30BaHUS CTaOUIIU3aTOPOB.
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M3 ypoBHSI TEXHUKHM U3BECTHBI CPEJICTBA, IPUMEHSIEMbIE B MEIULIMHE B KAUECTBE
KOHTPACTHBIX CPEJICTB ISl PEHTT€HOBCKON KOMITHIOTEPHOM TOMOTpaduu Ha OCHOBE OKCHIA
ta"Tana [RU2639567;US8871310;W0O2008092059].

N3BecTHbIE cpeAcTBa MOMYYEHBI HHBIM CIOCOOOM U MMEIOT MHbIE CBOMCTBA.

3amaya u300peTeHUs COCTOUT B pa3paboTKe HOBOTO Criocoba MOTyYeHUsT YaCTHUI] OKCHIA
TaHTaJIa ¥ YCTOMYMBBIX BOJIHBIX JIUCIIEPCUI HA UX OCHOBE U UCCIIEOBAHUE 00J1aCTH
MIPUMEHEHUSI CAHHTE3UPOBAHHBIX MATEPUATIOB.

TexHuueckuii pe3yabTaT criocoda MoTydeHUs YaCTHUIl OKCHU/Ia TAaHTaIa COCTOUT B TOM, UTO
o0ecrieurBaeTCs COKpaIleHne BpeMEHN CUHTE3a [IEJIEBOTO ITPOIYKTA, CTAOUILHOCTD 38 TaHHBIX
CBOMCTB, ITPY 3TOM IIPU BAPbUPOBAHUM YCIIOBUM CUHTE3a CIIOCO0 MO3BOJISET MOIyYaTh YACTHIBI
C 3aJIaHHBIMU pa3MepaMu, B HACTHOCTHU: HAHOYACTHIBI C MAJILIM pa3MepoM sjpa (2 — 6 Hm)
C Y3KMM pacIpeieJieHueM 1o pazMepam u chepudeckre Mukpodactuipl (0.1 — 5 MxM) 6e3
UCIIOJIb30BaHMUS TOKCMUHOT'O PACTBOPUTEIS, a TaK)Ke 00pa30BaHUsI TOKCUIHBIX COSAUHEHUN
IIPU CUHTE3E.

TexHuueckuii pe3yabTaT crocoda MmojydeHus] BOJHBIX JUCTICPCHII HAHOYACTHI] COCTOUT B
TOM, UTO ITO3BOJISIET IOJIYy4aTh YCTOMYUBBIE AUCTIEPCUM 0€3 UCTIOIb30BAHUS CTAOWIIU3ATOPOB,
00J1a/1a1011IMe BRICOKOM CeIMMEHTAIMOHHOM U arperaTUBHOM YCTOMYMBOCTBIO B TEUEHHUE
JUTATEJIbHOTO BPEMEHM. XapaKTEPUCTUKU TUCTIEPCUI: CPETHUM THAPOIMHAMUUECKUN TUaAMETP
arperatoB 4acTtul 64 — 147 HM, BEJIMUMHA 3JIEKTPOKUHETUYECKOT O TOTEHMAala oT -52 MB 110
-35 MB, xonnenTpanus TBepaor ¢assl ot 0.2 Mac.% 10 2 mac.%.

TexHuuecknii pe3yabTaT 1o MPUMEHEHHUIO TTOJIYYEHHON BOJHOW JUCIIEPCUU HAHOYACTHI]
COCTOUT B PACILIMPEHUM APCEHAJIA CPEACTB, IPUMEHSIEMBIX TSI KOHTPACTUPOBAHUS B MEULIMHE.
BricokHe peHTT€eHOKOHTPACTHBIE CBOMCTBA TAKUX JUCIIEPCUI MTO3BOJISIIOT UCIOJIBL30BATh UX
B KQU€CTBE KOHTPACTHOT'O CPEJCTBA JIs1 PEHTI€HOJIOTMYECKUX UCCIIETOBAHUMN
(perTreHorpadus, peHTTeHOCKOIIMS, PEHTTEHOBCKAsl KOMITBIOTEpHasi TOMOTpadus U IpyTHe).

TexHuueckuii pe3ynbTaT JOCTUTAETCS TEM, UTO CIIOCOO MOJTyYeHUSI YACTHIL OKCUJIA TAaHTAA,
BKJTIOUATOIIWI T00aBICHUE 3TUIAT TAaHTAJIa K OPraHUIECKOMY PACTBOPHUTEITIO, BBIACP)KUBAHKE
CMECH ITPHU BBICOKOM TEMIIepaType B TEUEHUE BPEMEHH, 00ECTICUNBAIOIITUM TTOTyYSHHUE YACTHII,
COIJIACHO U300pETEeHMS], B KAUECTBE OPTaHUUYECKOTO PACTBOPUTEISI UCTIONB3YIOT
W30TPOIMIIOBBIN MITH IIPOTUIIOBBIN CIIUPT, IIPOLECC BEAYT B aTMOchepe HHEPTHOTO Ta3a,

BBIZIEPKUBAHUE CMECH OCYIIECTBIISIOT B Teuenue 10 — 72 u. npu Temnepatype 200 — 220°C

co ckopocThio Harpesa 2°C/MuH. BoaHYIO IUCIIEPCUIO HAHOYACTHI, OKCHIA TAHTANA C
KOHIeHTpanuer TBepaoi dassl 0.2 —2 Macc.% co CpeTHUM THUIPOIMHAMUUECKUM TUaMETPOM
arperaToB 4acTuil 64 — 147 HM, BEJIMYMHOM 3JIEKTPOKMHETUUECKOTO ITOTeHIMala oT -52 MB
110 -35 MB noydaroT nmyTeM 3aMeHbl CHUPTOBOM JUCIIEPCUOHHOM Cpe/ibl HAHOYACTHUI] OKCUIA
TaHTaJIa C Pa3MEPOM siJipa OT 2 HM 40 6 HM Ha BOJHYIO Cpeay MyTeM MEIJIEHHOTO

BBIITIAPMBAHUS OPTAHUYECKOTO PACTBOPHUTENS Npy Temmepartype T=65 — 75°C npu
nepememiBanuu U pH=>5 — 7. I1onyyenHas BogHas qUCIiepcHs HAHOYACTUIL OKCU/IA TaHTalla
IIPYMEHMMA B KA4€CTBE KOHTPACTHOI'O CPEACTBA I in-Vivo IUarHOCTUKU METO0M
PEHTI€HOBCKOM KOMIIBIOTEPHON TOMOTpaduu.

N306peTeHue ocyiiecTBIseTCs CIEAYIOIUM 00pa3oM.

ITepBoe TexHUUECKOE pellieHre BKIoyaeT nonyyeHue yactul TaO, CHHTE3 TPOBOISIT

IyTeM J00aBlIeHUs TpeKypcopa (3TWIAT TaHTaJIa) K OPraHUYECKOMY PACTBOPUTEITIO
(M30IIPOTUIIOBBIN, TPOMMIIOBBIN CIIMPTHI) B Te(DIIOHOBOM CTaKaHe B aTMOc(epe MHEPTHOTO
rasa (apros, a3or), [IOCJI€ YETO CTAKAH MIOMELIAIOT B CTAJIbHOW ABTOKJIAB, FEPMETUYHO

3aKPBIBAIOT €0 U CTABAT B Ileub. YcinoBus 06pabotku: 200 — 220°C, narpes 2°C/muH,
BBIAEPKKA MTPU MaKCUMaJIbHOU Temmniepatype 10 — 72 4.

Crp.: 4



10

5

20

25

30

35

40

45

RU 2733521 C1

B 3aBUCMMOCTH OT yCIIOBUI CUHTE3a, ITOJTyYeHHbIE YACTHUIIBI TTPEACTABIISIIOT CO00M: 1)
HAHOYACTHIBI C MAJIBIM Pa3MepoM sapa (2 — 6 HM) € y3KUM pACIPEACIIEHUEM IO pa3MepaM
1 2) Mukpoyactuibl chepudeckoit popmsal (0.1 — 5 Mxm). YacTuipl peacTaBIsioT codoit
amoponyto a3y okcuna tantana (TaOy, rae x=1 - 2.5). s popmupoBaHus

opTopombuueckoii pasnl TayO5 HEOOXOAMMO MTPOBECTH OOKUT YACTHL ITpH Temiiepatype 700

—800°C. Mcrionb30BaHME STUIATA TAHTAJIA BMECTO APYTOrO PACIPOCTPAHEHHOTO IIPEKYPCOPa
—xaopuaa tantajna [M. Niederberger, N. Pinna. Metal Oxide Nanoparticles in Organic Solvents.
Synthesis, Formation, Assembly and Application // Springer Science & Business Media, 2009,
p.217;Y.Zhu, E Yu, Y. Man, Q. Tian, Y. He, N. Wu. Preparation and performances of nanosized
Ta,O5 powder photocatalyst // Journal of Solid State Chemistry, 2005, 178(1), 224-229. doi:

10.1016/j.jssc.2004.11.015], a Takke OTCYTCTBUE CTAOMIIM3ATOPOB, MTO3BOJISET MOTYUYUTh
YACTUILBI M IUCTIEPCHUU HA UX OCHOBE 00JIaJar0I1e BICOKON YMCTOTOM U HE COJIepIKaIIne
IpUMeceH.

brnarogapst cBouM BBITAIOIIMMCS XUMUUECKUM U (PU3NIECKUM CBOMCTBAM, TAKUM, KaK
KOHCTAaHTa AUIIEKTPUUECKON TpoHHaeMocTtu 50 — 70, mupHHa 3anpeieHHoN 30Hb1 ~4 €B,
MOKa3aTelb IPEIOMIIEHUS ~2.125, BBICOKOTEMIIEPATYPHBIM ITbE303JIEKTPUYECKUM CBOMCTBAM,
a TAK)K€ XUMUUYECKOU, MEXaHUUECKOW U TEMITEpATYPHON CTOMKOCTH, HAHOMATEPUAIBI HA
OCHOBE OKCHJIOB TaHTAJIa HAXOJAAT MHOECTBO ITPUMEHEHUI: OT MEAULIMHBI 1O
MUKPO3JIEKTpOHUKH [Naveenraj, S., Lee, G.J., Anandan, S., Wu, J. J. Nanosized tantala based
materials — synthesis and applications // Materials Research Bulletin, 2015, 67, 20—46. doi:10.1016/
j-materresbull.2015.02.060]. I3BecTHO ITpYUMEHEHUE HAHOYACTUL] OKCUA TAHTAJIA B KAUYECTBE
KaTajauzatopa /i poToaerpaganud OpraHuIecKux CoeIMHeHUI o1 aeicTBueM Y O-
usnyuyenus [Q. Li, C. Liang, Z. Tian, J. Zhang, H. Zhang, W. Cai. Core—shell Ta,O@Ta,0O5

structured nanoparticles: laser ablation synthesis in liquid, structure and photocatalytic property.
Cryst. Eng. Comm., 2012, 14, 3236. L. E. Gomes, M. E Silva, R. V. Gongcalves, G. Machado,
G. B. Alcantara, A. R. L. Caires, H. Wender. Synthesis and Visible-Light-Driven Photocatalytic

Activity of Ta*t Self-Doped Gray Ta,O5 Nanoparticles // The Journal of Physical Chemistry C,

2018, 122(11), 6014-6025.doi:10.1021/acs.jpcc.7b11822.] u potonmuza Bose! [J. Duan, W. Shi,
L. Xu, G. Mou, Q. Xin, J. Guan. Hierarchical nanostructures of fluorinated and naked Ta,Os5

single crystalline nanorods: hydrothermal preparation, formation mechanism and photocatalytic
activity for H, production // Chem. Commun. 2012, 48, p. 7301-7303.]. Oxcua TaHTama sIBISETCS

MEPCHEKTUBHBIM MAaTEPUAIIOM 111 AHTUOTPAKAIOLIMX (ITPOCBETIISIONINX) TOKPBITUI JIMH3 U
conHeuHbIx O6aTapeit [K. Koc, EZ. Tepehan, G.G. Tepehan. Antireflecting coating from Ta,Os5

and SiO, multilayer films // J. Mater. Sci., 2005, 40, p. 1363—1366.]. Kak npe30351eKTprUaecKuit

MaTepuall, OH MOXET OBITh MCIIOIB30BaH IS U3TOTOBJICHHS (PUITBTPOB HA TOBEPXHOCTHBIX
aKyCTH4ecKux BoiHax [J. Rubio, J.M. Denis, J. Albella, M. Martinez-Duart. Sputtered Ta,O5

antireflection coatings for silicon solar cells // Thin Solid Films, 1982, 90 (4), p. 405.] 1 pa3nuyHbIX
MeXaHU4YeCcKuX 1aTuukoB [S.M. Vaezi-Nejad. Selected Topics in Advanced Solid State and Fibre
Optic Sensors // The Institution of Electrical Engineers and Technology, 2000, p. 253.]. bararongaps
BBICOKOW KOHCTAHTE JIUIJICKTPUUYECKON IMTPOHULAEMOCTH U COBMECTUMOCTH C KPEMHHUEM,
TOHKHE TIJICHKW HA OCHOBE OKCHMJIa TaHTAJIa UCIIOJIb3YIOTCA B TpaH3ucTtopax [Y. Nakagawa,
M. Yawata, S. Kakio. Enhancement of Photoelasticity Assisted by Surface Acoustic Wave and
Its Application to the Optical Modulator // Electron. Commun. Jpn., Part II: Electron. 2001, 84
(5), p- 46.], a Tak)Ke NPU U3TOTOBJIEHUM AKTUBHBIX 3JIEMEHTOB 3HEPTrOHE3ABUCUMON MaMSTH
HoBoro tvra ReRAM [Konstantin V. Egorov, Dmitry S. Kuzmichev, Pavel S. Chizhov, Yuri
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Yu. Lebedinskii, Cheol Seong Hwang, and Andrey M. Markeev. In Situ Control of Oxygen
Vacancies in TaOy Thin Films via Plasma-Enhanced Atomic Layer Deposition for Resistive

Switching Memory Applications. ACS Applied Materials & Interfaces., 2017, 9 (15), 13286-
13292. DOI: 10.1021/acsami.7b00778.].

Bropoe TexHrueckoe pereHue OCHOBAHO Ha UCITOJIb30BAHUM HAHOYACTUL U1 TOTyYEHUS
BOJIHON qucniepcud. Ha ocHOBE MOJTydyeHHBIX HAHOYACTHL OKCH/Ia TAHTaJa Mo Criocooy,
OIIMCAHHOMY BBIILIE, IPUTOTABIMBAIOT YCTOWYMBYIO BOJHYIO JUCIIEPCUIO, KOTOPAsI MOXKET
OBITh UCIOJIb30BAHA B KAYECTBE KOHTPACTHOI'O CPEJICTBA B PEHTT€HOBCKUX METOJAX
JIMarHOCTUKM (peHTreHorpadusi, pEHTT€HOCKOINHUS, PEHTT€HOBCKAsl KOMIIbIOTEPHASI
ToMorpadus 1 Ipyrue).

VYcroiunBas BojiHas1 IMCIIEpCHs ¢ KOHLEHTpauuen TBepaon ¢assl 0.2 — 2 Mmacc.% Ha OCHOBE
MOJIYYEHHBIX HAHOYACTHUI] (POPMHUPYETCS IyTEM 3aMEHbI CIIUPTOBOM TMCIIEPCUOHHOM CPEIbI
Ha BOJHYIO MEIJIEHHBIM BbIIIAPUBAHUEM OPraHUYECKOTO PACTBOPHUTENS IIPU TEMIIEpaType

T=65 — 75°C npu nepeMeIMBaHuy 1 PHcnepenyn=3 — 7. JL1st obecrieveHust 10AroBpeMEHHOM

CEIMMEHTALIMOHHOM ¥ arpETATUBHOM YCTOMYUBOCTHU AUCTIEPCUS ITOABEPTraeTCA YIbTPa3ByKOBOM
o6pabotke B Teuenue 0.5 — 3 u. [lonyyaroT Aucriepcun co CpeTHUM THAPOIMHAMUYECKUM
JIMAMETPOM arperaToB yacTul 64 — 147 HM, BETMUMHOU 3JIEKTPOKMHETUYECKOTO OTEHIMATIA
oT -52MB 110 -35MB, KOTOpBIE COXPAHSIOT CBOIO YCTOWYMBOCTD B TECUEHUU MUHUMYM 6 MECSIIEB
IIPU KOMHATHOW TeMIlepaType.

TpeTbe TEXHUUECKOE PELIEHUE 3AKIII0YAETCS B IPUMEHEHNH IIOJIyYEHHOM TUCIIEPCUU T10
Ha3zHavyeHuto. Bonnbie aucnepcun HaHovyactul TaOy 0651a1at0T BBICOKUMU

PEHT€HOKOHTPACTHBIMU CBOWCTBAMU U SBJISIIOTCS OCHOBOM KOHTPACTHBIX CPEJICTB IS
PEHTIEHOBCKOM KOMITbIOTEpHOM ToMoTpaduu. Tak, mpu KOHIEHTpANUU TBEPAOH (a3l 2
Macc. %, BENMMUMHA KOHTPACTHOCTH IUCTIEPCUU cOOTBeTCTBYEeT 419 +~ 4 HU.

J171s1 MOsSICHEHUS peain3alii U300 pETEeHUs MPOBEICHbI HAYUHbBIEC U TTPUKIIA/IHBIC
ycciie1oBaHusl. Pe3ynbpTaThl UcciieqOBaHUM MTPEACTABICHBI HA PUCYHKAX 1-15.

Pucynok 1 — PacrnipenenieHue yacTui o pazmepam JJisi CIMPTOBOM AUCIIEPCUA HAHOYACTHL]
OKCHJIa TaHTAaJA.

PucyHox 2 — PenTreHorpaMmma nopouika CAHTE3MpOBAHHBIX HAHOYACTHUI] OKCUA TAHTaJa

(T=220°C, BbIIEpKKa 12 4acoB).

Pucynox 3 — [I9M uzo0paxkeHue HaHOYACTHUL OKCU/IA TAHTAJIA.

Pucynok 4 — EDX-ciekTp HaHOYACTHL OKCH/IA TAHTAJIA.

Pucynox 5 — 3oTepma HU3KOTEMITEpATYPHOM aICOPOLMM a30Ta HA HAHOYACTHUIIAX OKCUA
TaHTajia.

Pucynok 6 — COM u306paeHusl CHHTE3UPOBaHHBIX YacTul] okcuaa tanTana (T=220°C,
BBIIAEPKKA 72 yaca).

Pucynok 7 — COM u306pa)eHue CMHTe3MPOBAaHHBIX YaCcTUIL okcua TanTtana (T=220°C,
BbIIEPKKA 12 9acoB, Vo, =0.02 Mi1).

Pucynok 8 — [I9M u306pakeHus CAHTE3MPOBAHHBIX 9aCTUL oKcuza TanTana (T=220°C,
BBIICPXKKA 12 4acoB, Vg, =0.02 mi).

Pucynok 9 — COM u3006pakeHUs CHHTE3MPOBAHHBIX YaCTUL okcuza TanTana (T=220°C,
BBIIEPKKA 12 4acoB, Vo, =0.045 Min).

Pucynok 10 — COM u3006pa’keHne CHHTE3MPOBAHHBIX YacThIl okcuaa TanTana (T=200°C,
BbIIEPKKA 12 9acoB, Vo, =0.02 Mi1).
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Pucynok 11 — PenTreHorpaMmMa nopoiika HaHOYaCTUI OKCUIa TAHTaJIa, TEPMUYECKH

o6paboranubix nmpu 700°C (ronybas xpusas) u 800°C (cuHss KpuBas).
Pucynoxk 12 — [TOM u3o06paxkeHust CHHTE3UPOBAHHBIX YACTHIl OKCU/IA TAHTAJIA, TEPMUYECKU

o6paborannbix npu 700°C.

Pucynox 13 — JKuzHecrmocoOHOCTB KJIETOK JIMHUI (prOp0oOIaCTOB COCOUKOBOTO CII0S ACPMBI
Y ME3CHXMMAaJIbHBIX CTBOJIOBBIX KJIETOK IO OTHOIIEHHUIO K PA3HBIM KOHIEHTPALUSIM
HaHOYaCTHII.

Pucynok 14 — a) Canmvku KT 115 nucniepenii okcuaa TaHTana pa3iiMuHON KOHUEHTPaLUH;
0) 3aBUCMMOCTb PEHTI€HOBCKOM INIOTHOCTU JUCTIEPCUU OT coiepKaHus TBep1oH ¢a3bl Ta,Os.

Pucynox 15 — Cepust KT-CHUMKOB KPBICHI J10 ¥ MIOCJIE€ BBEJIEHUS AUCTIEPCUU B JKETYTOK
yepes ClIeAyIoIue BpeMeHHble mpoMexkyTku: 0 muH, 10 muH, 30 MuH, 1 4, 24, 34, 44,

Pe3ynbTaThl MpOBEIEHHBIX UCCIIEOBAHUI MOATBEPKIEHBI KOHKPETHBIMU IIPUMEPAMM.

B npumepax 1 — 11 npuBeneHbl 5KCIIEPUMEHTAIBHBIE TAHHBIE IO MOJIYYEHUIO YACTHLL
OKCHJA TAHTAJIa, OTIUCAHBI UX CBOWCTBA;

B npumepax 12 — 16 npuBeeHbI 3KCIEPUMEHTAIIbHBIE JTAHHBIE I10 ITOJIyYEHUIO YCTOWYUBBIX
BOJIHBIX JIUCIIEPCUI HA OCHOBE HAHOYACTUI] OKCUJA TAHTAJIA, OMIMCAHBI UX CBOWCTBA;

B npumepax 17 — 18 npuBeieHbI 3KCIIEPUMEHTATbHBIE JAHHbIE 10 U3YYEHUIO TOKCUUHOCTH
YCTOMUYMBBIX BOJHBIX JUCIIEPCUI HA OCHOBE HAHOYACTHUL] OKCUIA TAHTAJIA;

B npumepax 19 — 20 npuBeIeHbI IKCIIEPUMEHTAIIBHBIE JAHHBIE 110 U3YYEHUIO
PEHTIEHOKOHTPACTHBIX CBOMCTB YCTOWYMBBIX BOJHBIX IUCIIEPCUI HA OCHOBE HAHOYACTHUI]
OKCHMJIa TaHTAaJIA.

ITpumep 1

B tedmoHOBBINM cTakaH 00BeMOM 25 MIT cofiepKaliuii 12.5 Mi1 0e3BOJHOTO U30ITPOITUIIOBOTO
cnvpra 1o karisaM nooasisii 0.130 mut atunata Tantana Ta(OC,Hs)s B aTMocdepe aprosa.

CrakaH ¢ 1oJIy4eHHOM CMeChI0 ITOMEIIAIU B CTAJIbHOM KOXKYX aBTOKJIaBa U INIOTHO 3aKPhIBAJIY,
craBUIM B niedb. [apameTpsl TepMooOpaboTKY: BEIAEpkKKa 12 4 ipu TeMnepatype 200°C,

ckopocth Harpesa 2°C/MuH.

Ha BbIxo/1€ osty4yanu yCTOMYMBYIO TPO3PAYHYIO TUCIIEPCUIO HAHOYACTHUL OKCU/IA TAHTAJIa
B U30MPONMWIOBOM CIIUPTE C Y3KKUM pacipeaeieHreM yactui 1o padmepam (PdI=0.164) u
CpEeIHUM TMaMeTpoM 2 HM. Pe3ynbTaThl onpefenieHus: TIpOIMHAMUUYECKOTO AUaMETPa YACTHI]
MPEACTABIICHBI HA PUCYHKE 1.

CornacHo JaHHBIM MTOPOIIKOBOM PEHTI€HOBCKOM MU PAKIMU, OTOOPAKEHHBIM HA PUCYHKE
2, YaCTHUIIBl UMEIOT PEHTIeHOAMOP(GHYIO CTPYKTYPY. Pe3yabTaThl M3yueHus: CTPYKTYPHI U
Pa3MePOB YACTHUIL ITOATBEPAKAAOTCS TAHHBIMU ITPOCBEUMBAIOIIEH 3JIEKTPOHHON MUKPOCKOTIHH,
npeacraBieHHbIM Ha pucyHke 3. [To nanabiM EDX-criekTpa, n300pakeHHOTO Ha PUCYHKE 4,
00pa3upbl HE UMEIOT TpUMecer. Y IenbHas TUIOIAaAb TOBEPXHOCTH 00pa3L0B, ONpeIeIeHHAs

METOJIOM HU3KOTEMIIEPATYPHOI cOpOLMHM a30Ta, cocTaBuia 72 M2/ N3zotepma
HU3KOTEMIIEPATYyPHOI COpOLMU-IeCOPOLMY a30Ta MOPOIIKA HAHOYACTHI] OKCH/IA TaHTaJIa
IIpEACTABIICHA HA PUCYHKE 5.

ITpumep 2

Cunre3 otinuaercs oT Ilpumepa 1 Tem, 4TO CUHTE3 TPOBOAMIICS B aTMOChEpE a30Ta.

[Tpumep 3

Cunres otamuaercs ot [Ipumepa 1 TeM, 9To TemmepaTypa Belaepkku coctasuna 220°C.

Ha BbIXo/1€ 1oJTy4yaiu yCTOMUYUBYIO MIPO3PAYHYIO JUCTIEPCUIO IEPBUYHBIX HAHOYACTHI]
OKCHJA TAHTAJIa B U30IPOIMUIOBOM CIIMPTE CO CPEAHUM IUAMETPOM 5.8 HM.

[Tpumep 4
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Cunte3 oTimuaetcst oT [Ipumepa 1 Tem, uTo 00beM dTUIaTa TaHTana cocraBui 0.2 M, a
BpeMs BBIACPKKHU - 10 gacos.

Ha BpIxo/1€ nostyyanu ycTOMUYMBYIO IMTPO3PAYHYIO JUCTIEPCUIO IEPBUYHBIX HAHOYACTHI]
OKCHMJIa TAHTAJIA B U30IIPONWIOBOM CIIMPTE C ABYMS IMKAMM B PACIIPEAETICHUAX YACTUL 110
pasMmepam: cpeanue nuaMeTpsl 3.4 u 105 Hm.

[Tpu 3ameHe AUCIIEPCUOHHOM Cpe/ibl Ha BOAHYIO TPOUCXOIMIIO ObICTpOoe GOPMUPOBAHHUE
KPYIHOTO MOJIUIMCIIEPCHOTO OCAAKA.

ITpumep 5

Cunres otimuaercs ot [IpuMepa 1 TeM, uTo Temmeparypa BoaepKKku cocTauia 220°C,
a BpeMsl BBIICPKKM - 72 yaca.

Ha BpIxoze momy4ann 4acTUIbI MUKPOHHBIX pa3MepoB chepudeckoit popmsl (0.9 — 3.6
MKM). MukpodoTorpaduy norydeHHbIX YaCTHL IPEACTaBIEHbl HA PUCYHKE 6.

[Tpumep 6

Cunre3 oTimuaetcst oT [Ipumepa 1 Tem, uto K 12.5 M1 6€3BOAHOTO U30ITPOIUIOBOTO
criuprta go6asisiu 0.02 M1 BOABI, IEpeMEIIMBaJId CIIUPT C BOJAOM B TeUeHHUE 15 MUHYT, TTOCIIE
yero no karwtsaM q1o6asisty 0.130 mi atunata tantana Ta(OC,Hs)s B aTMocdepe aproHa.

[MapameTpsl TEpMOOOPAaOOTKH: BEIAEPKKa 12 4 mpu Temnepatype 220°C.

Ha BbIX0/1€ moJTyJay moIuaMciepCHbIe YaCTUIBI chepudecKoi (OopMbI: OCHOBHAS (hpaKIUS
pazmepom 200 — 300 aM, qrama3oH pazmepos 100 — 1200 am. MukpodoTorpadur morydeHHbIX
YACTUL ITPEACTABIIEHBI HA PUCYHKAX 7, 8.

ITpumep 7

Cunres otnimyaetcs ot [Ipumepa 6 Tem, 4To 00BeM BOIbI, JOOABIEHHOM K CIMPTY COCTABUIT
K 0.045 mu.

Ha BrIx0/1€ 1M0TyJasmv moamaucnepcHble 4acTHIbl cpeprdeckoit popMbl: OCHOBHAS (PpaKIus
pazmepoM 300 — 400 um, quarna3oH pazmepon 300 — 1400 aM. MukpodoTorpadum moTyIeHHBIX
YACTUL IPEJCTABJIEHBI HA PUCYHKE 9.

ITpumep 8

CunTes ormimuaercs ot IIpuMepa 6 TeM, 4TO TeMIepaTypa Belaep:xkku coctasuna 200°C.
Ha BbIxoze nomyyasnu 6enblil 0cal0K MOJUIMCIEPCHBIX YacTHL chepruecKoi (popmbl
pasmepamiu 1.5-5 MkM. MukpogoTorpaduu noaydyeHHbIX YaCTHL] ITPEICTABICHBI HA PUCYHKE

10.

[Tpumep 9

Cunres otnnyaercs oT [Ipumepa 1 TeM, 4TO OpraHUYECKUl paCTBOPUTETH — IPOMUIIOBBIN
CIIUPT.

Ha BbIXo/1€ mostyyaaym HAaHOYACTHUIBI OKCUIA TAHTAJIA B IPOIMUIOBOM CIIUPTE CO CPEAHUM
JIUaAMETPOM 2.7 HM.

Tabmuua 1 YcnoBust cuHTe3a U cBOMCTBA HaHouacTul TaOy

Momve VcnoBus nomyueHust YCTOHUUBOCTD AUCTIEPCHI
pNo Pl Peaxrusbr (TeMniepaTypa/Bpems JunameTp yacTul (IMana3oH, METO)
° BBLICPIKKHN) B crupre B Boze

1 200°C/12 4 2 1M (0.8 — 4.85 um, AIPC*) Ha Ha

2 200°C/12 4 2.2 M (1.5 - 3.12 am, JPC*) Ha Ha
Mzonponuio- .

3 BBIH CITMPT, 9TH- 220°C/12 4 5.8 um (2.7 - 11.7 am, APC¥*) Ja Her

JIaT TaHTajta 3.4 1M, 105 am (1.12 - 6.5 HM, )

4 220°C/104 9173 - 255 1, JIPC*) Ha Her

5 220°C/72 4 TTomumucniepcHsiit oopasen 0.9 — 3.6 MM (COM**) Her Her
Mzonponuio- IMomaucniepcHsiit o6pasen: ocHoBHas (paxuus 200 —

6 BBIi CIIUPT, 3THU- 220°C/124 300 uM, muana3oH 0.1 — 1.2 Mxm (COM**, [TDM*3#:¥) Her Her
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[MonuaucniepcHslit 0Opa3zen: ocHoBHas (ppakmus 300 —
7 JIaT TaHTaJIa, 220°C/12 4 400 1M, quanaszoH 0.3 — 1.4 mxm (COM**) Her Her
BOJA
8 200°C/12 4 TMonuaucnepcusiit o6pasen 1.5 — 5 mxm (COM**) Her Her

TTponunossiit
9 CIIUPT, 3THJIAT 220°C/12 4 2.7 um (1.5-4.85 um, IPC*) Ha Jla
TaHTana

* JIPC - meTo1 AMHAMUUYECKOro cBeTopaccesiHus. Mzmepenus: mpoBoaninch Ha mpubope
Malvern Zetasizer Nano ZS;

** COM - ckaHUpYyIOIIAs 3JIEKTPOHHAS MUKPOCKOIIUS (CKAaHUPYIOLLUI 3JIEKTPOHHBIN
mukpockon VEGA3 TESCAN);

*#% [T9M — mpocBeurBaroas 3JIeKTPOHHAST MUKPOCKOITHSI.

ITpumep 10

Bonnas nucrniepcrss HAaHOYACTULL, ITOJTYYEHHBIX B COOTBETCTBUM C TPUMEPOM 3,

BeIcymmBanach npu 105°C. Tlocie mpoBoauay TepMoodpaboTKy nopoika mpu 700°C u

800°C (BBIIEPKKA IPY MAKCUMaJIbHOM TemmepaType 1 1ac, ckopocTs Harpesa 5°C/Mun).
Ha BbIxoze mosyyanau yacTULbI OKCH/IA TaHTAala, UMEIOLIUE YIIOPSII0YSHHYIO
KPUCTAJUTMUECKYIO PEIIETKY, COOTBETCTBYIOIIYIO OpTOpoMOmnueckon pase Ta,O5 (JCPDS 01-

089-2843),uT0O TOATBEPKIAETCS METOJIOM PEHTIeHO()a30BOT0 aHAIIM3a, ITPEICTaBICHHBIM
Ha pucyHke 11. Pazmep 0651acTH KOT€pPEHTHOT'O PACCESIHUS, PACCUMTAHHBIN 110 YPAaBHEHUIO

leppepa g 06pas3nos Tepmudecku odopadorannsix mpu 700°C u 800°C, cocrasui 16 HM.
ITpumep 11
CuHTE3 YacTul| MPOBOIUJICS B COOTBETCTBUU C TpuMepoM 6. [TonyueHHYI0 TUCTIEPCUIO C
0CaJKOM LEHTPUDYTUPOBATIH, ITOCTIE YETO OCAAOK MPOMBIBAJICS HECKOJIBKO Pa3 3TUIOBBIM

CIIMPTOM, BOZOM. JIUCiepcHIo yacTull B Boje BhicyimmBaiy rpu 105°C, mocre uero mpoBoauiu
TepMoo6paboTky noporka nmpu 700°C (BelIepKKa TP MAKCUMaJIbHOM TeMIepaType 1 uac,

ckopocTh Harpesa 5°C/MuR).
Ha BbIxoze nmomyyanu yacTULbI OKCHA TaHTasa chepuueckort Gopmbl, UMEIOIIIME
YIIOPSITOYCHHYIO KPUCTAJUIMUECKYIO PEIIeTKY opTopomounueckoi ¢assl Ta,O5 (JCPDS 01-

089-2843),4TO MOATBEPKAAECTCA METOLOM ITPOCBEUMBAIOIIEN JIIEKTPOHHON MUKPOCKOIIHH.

MukpodoTorpaduu npeacTaBieHbl Ha pUCyHKe 12.

ITpumep 12

JI71s1 IpUroTOBJIEHUSI BOJHOM TUCIEPCUM OKCUIA TaHTalla K PUKCUPOBAHHOMY 00BEMY
BO/JIbI [P UHTEHCUBHOM II€PEMELLIMBAHUU ITIPUKAIIBIBAJIACH CIIMPTOBAS AUCIIEPCHUSI HAHOYACTHULL,
ITOJIyYEHHBIX B COOTBETCTBUHU C TpUMEPOM 1. [Tocie uero u3onponuioBslii CIIMPT BBITAPUBAIICS
U3 MTOJIyYEHHOW AUCIIEPCUM MEUIEHHO IIPU TEMIIEPATYPE HUXKE TEMIIEPATYPbl KUTIEHUS

opranuueckoro pactsopurens 70 — 75 (Tg=82.5°C). CimproBas aucrepcus ¥ Boaa Opauch

B 00BEMHBIX COOTHOIICHMSIX, PACCUUTAHHBIX JUIS TTOTYYEHHUSI KOHIEHTPAUU TBEPAOH (ha3bl
OKCH/1a TaHTaJia 2 MI/MJI B BOJJHOW JIUCTIEPCUM.

[Tomyuennast qucrniepcrsi XapakTepU30BAIACH CIIEAYIOIIUMU MTApaMETPAMU: CPEITHUN
JMaMeTp arperatoB yactul 80.6 HM, UHIEKC nojaucniepcHocTH 0.206, 3JIeKTPOKUHETUYECKUM
noteHnmaln -35 mB.

ITpumep 13

ITpouecc nonyyeHus yCTOMUMBOI BOJTHOM TUCTIEPCUM OTIIMYAETCS OT puMepa 12 TeM, uto
CIIUPTOBAS IUCTIEPCUS YACTHULL, ITOJIYYEHHBIX B COOTBETCTBUM C IIPUMEPOM 1, TPUKATIBIBAIACH
k Boje ¢ pH=9 — 10 (20 Mk 0.1 M NaOH Ha 20 MJ1 BOJIbI).

[Tomyuennas qucrniepcrsi XapakTepU30BAIACH CIIEAYIOIIUMU ITApaMETPaAMU: CPEIHUN
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JIMAMETP arperaTtoB yactuil 63.6 HM, HUHAEKC MOJMAUCIIEPCHOCTH 0.228, 3JIEKTPOKUHETUYECKUI
noteHnman -52 mB.

[Tpumep 14

JU1st IpUrOTOBJIEHNS] BOOHOW JMCIIEPCUM OKCHUIA TAHTAJIA K BOJE IPY UHTEHCUBHOM
NepeMelIMBaHUU TTPUKATIBIBAIACH CIIMPTOBAS AUCIIEPCHSI HAHOYACTHL, TOJTYYEHHBIX B
COOTBETCTBUU C IpuMepoM 9. [1ocie yero nponuIoBbIi CIMPT BbINIAPUBAJICS U3 ITOJIYYEHHOMN
JIUCTIEPCUM MEJIEHHO TIPU TEMIIEPATYPE HUKE TEMITEPATYPbl KUIIEHUS OPTraHUYECKOTO

pactBoputens 85 — 90 (Tg=97°C). CiuproBas aucnepcus U Boaa Opaiuch B 0ObEMHBIX

COOTHOIIEHUSIX, PACCYMTAHHBIX 15 [TOJIyUYeHHsI KOHIIEHTpaLUU TBEP/10ii (pa3pl OKcuia TaHTana
2 MI/MJI B BOJHOW JIUCTIEPCUM.

[Tonyuennas nucriepcust XapaKTepru30BaIach CIECAYIOUIMMHU MapaMeTpaMu: CPEIHUN
JMAMETP arperatos 4acTl 83.39 HM, nHAEKC nomuaucnepcHocTH 0.123, 351eKTPOKUHETUYECKUI
norennuan -47.7 mB.

ITpumep 15

[Tpouecc noyyeHus: ycTONYMBOM BOJHOMN AUCTIEPCUM OTIIMYAETCS OT TpuMepa 12 teM, 4To
TUJIs 0OECTIeUeHHs JOJITOBPEMEHHON arperaTUBHOM U CEAMMEHTAMOHHON YCTOMYUBOCTH,
BOJIHASl AUCTIEPCUS C KOHLUEHTpauuen 2 MI/MJ1 TOABEPraiach yiabTpa3ByKoBoOM 00paboTKe B
teueHun 30 muH (35 xI'1, 150 BT).

ITocne 00paboTKHU IUCTIEpCHs XapaKTePU30BaIach CIAEAYIOIIMMU MapaMeTpaMU: CPeTHUIMA
JIMAaMETP arperaToB YacTull 68.8 HM, MHIEKC oUauciepcHOCTH 0.237, 3JIeKTPOKUHETUYECKUMN
noteHnman -48.2 mB.

ITpumep 16

ITpouecc nonyyeHus yCTOMUMBOI BOJIHOM TUCTIEPCUM OTIIMYAETCS OT mpuMepa 13 TeM, uto
CIIMPTOBAS AUCTIIEPCUS U BOJA OpaTUCh B OOBEMHBIX COOTHOIICHUSIX, PACCUUTAHHBIX 151
TOJIyYeHUsT KOHIEHTpAIUMK TBepaoi (a3bl okcuaa TaHTama 20 MI/MIT1 B BOJHOM JTUCTIEPCUM.

Jliist obecriedueHust 10JrOBPEMEHHOMN arperaTUBHON U CEIMMEHTAMOHHOM YCTOMYUBOCTH,
ToJIydeHHas BOIHAs AUCTIEPCUsI OKCUJIa TaHTalIa MOoABEprajaach yJIbTpa3ByKOBOM 00paboTke
B TeueHue 3 yacoB (35 kl'u, 150 Br).

Jlncriepcust XapakTepu30BaIaCh CIAEAYIOIMMU NapaMeTPaMU: CPEIHUN TUAMETP arperaTton
yactul 147 M, UHAEKC nmoauaucnepcHocTy 0.361, 3J1EKTPOKUHETUYECKUI TTOTEHIMAI -46.4
MB.

Tabmuua 2 CBolicTBa YCTOMYMBBIX BOJIHBIX Ucniepcuit Ha ocHOBe TaOy

y Lo KosutongHas yCTORIMBOCTD TUCTIEPCHIA
DJIEKTPOKUHETHYECK M T10-| [upoimHaMudeckuit 1ua- | Muaekc momaucnepe- -
Tpuvep Ne TeHuuan, MB METP arperatos (Z-ave), HM HOCTH (IPOTIOTBKHMTENBHOCTE )x paseHu — 6 Meci-

’ ’ LIEB
-35.0 80.6 0.21

12 - - - Jla
1.6 MB 1.3 M 0.01
-52.0 63.6 0.23

13 e~ - - Nla
1.3 MB 0.9 am 0.01
-47.7 83.4 0.12

14 - - - Ha
0.5 MB 0.7 am 0.02
-48.2 68.8 0.24

15 1 1 4 Ja
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10

5

20

25

30

35

40

45

RU 2733521 C1

3.3 MB 0.6 HM 0.02
46,4 147.1 036

16 i i - Ta
2.6 vB 411w 0.03

ITpumep 17 Tect Ha TUTOTOKCUYHOCTH HaHOUACTHUL TaOy
Jns uccneqoBaHus IMTOTOKCUUHOCTH HaHo4dacTUl TaO, Obl1a MpUroTOBIIEHA BOAHAS

JTIUCTIEPCHS B COOTBETCTBUM C ITpuMepoM 12. J1J1s1 pabOThI ¢ KIIETOUHBIMU JIMHUSIMU TTOTyUYEeHHAS
Jvcnepcus Obl1a pa3zdaiieHa 10 KoHueHTpanuu 200 MKI/MIJI M METOIOM ABOMHOTO pa3BeIeHUS
JIoBeJIeHa 10 KoHueHTpanuu 0.781 MKr/mit.

[IUTOTOKCUYHOCTH CUHTE3UPOBAHHBIX HAHOYACTHUI OKCH/IA TAHTAJIA U3y4aJIaCh C TOMOIIBIO
MTT-tecTa Ha 3M0POBBIX KJIETOYHBIX JIMHUX: (UOPOOIACTAX COCOUKOBOTO CIIOS IEPMBI U
ME3€HXUMaJIbHBIX CTBOJIOBBIX KJIETKaX. BpeMs skcro3uiuu coctaBuiio 72 4. Pe3ynbTaTsl
npeacTaBiieHbl Ha pucyHke 13. IToka3zaHo, 4TO UCCIeAyeMOe BEIIECTBO HE OKa3bIBAET
CYIIECTBEHHOT'O TOKCHYECKOTO BIIUSIHUS HA KJIETKU BO BCEM HUCCIIEAYEMOM JUANA30HE
KOHIIEHTpaIuii (BBDKHBAEMOCTh COCTaBIIsIeT 6onee 75%).

ITpumep 18 Tect Ha OCTPYIO TOKCUYHOCTDH BOJAHOM nucriepcny HaHoyactul TaOy

JI71st ucciieqoBaHUs OCTPOM TOKCUYHOCTH in Vivo OBLT TPUTOTOBJICHA BOIHAS JUCTICPCHUS
HaHOYACTHIl OKCH/Ia TAHTajIa B COOTBETCTBUM C TPUMEPOM 12, C TEM OTJIMUKEM, UTO CIIMPTOBAS
JTUCTIEPCHUS U BOJa Opaliuch B 0ObEMHBIX COOTHOIICHUSIX, PACCUMTAHHBIX TS TIOJTYYSHUS
BOJTHOM JUCIIEPCUM C KOHIIEHTpaNMel TBep o ¢a3bl okcuaa TaHTaina 4 mr/mi. ucnepcun
BBOJIMJIMCH B JKEJIYIOK KPBIC C IOMOIIBIO OPaJIbHOIO 30HAA 10 KOHIEHTpaluu 3 I/KT.
CocTosiHUE JKUBOTHBIX TIOCIIE BBEJICHUS IUCTIEPCUH, X TTOBECHNE, IO IBUKHOCTH, ITUITIEBHIE
MIPUBBIYKH M COCTOSIHME IIEPCTH HE OTIMYAIIUCH OT KOHTPOJIBHOM I'PYIIIBI, 110 KpaitHel Mepe,
B TeueHue 14 queit. Takum obpaszoM, cornacHo pekomeHgauusim OICP (Opranuzanus
9KOHOMHUYECKOT'0 COTPYAHUYECTBA U PA3BUTHS), MaTepHal ObLT MICHTU(PUIMPOBAH KaK
HETOKCUYHBIN; LD5q > 3000 Mr/Kr.

[Tpumep 19 OueHka peHTT€eHOKOHTPACTHBIX CBOMCTB BOAHBIX aucnepcuit TaOy in-vitro

JI1s1 n3yueHus: 3aBUCUMOCTH PEHTI€HOKOHTPACTHBIX CBOMCTB BOJIHBIX IUCTICPCUI
HAaHOYACTHI] OKCH/IA TAHTAJIa OT COIePKaHUS TBEPAOM (pa3bl ObLTa MPUTOTOBJICHA YCTONIMBAS
BOJIHASI AUCTIEPCHUS], TOJTyUYEHHAsI B COOTBETCTBUM C MpuMepoM 16. Ee KoHIeHTpalysi cocTaBUiia
20 mr/mu. [i1st mocTpoeHust rpalyupoBOYHOM 3aBUCUMOCTH 00pasel ObUT pa3Be/IeH B
cieayromux KoHueHTpamusx: 0 (soga), 2, 4, 8, 10, 16 mr/mi. KoHTpacTHOCTB U3Mepsiiach B
cragmaptHbix equHunax HU (Ilkana Xayacdunaa, anria. HU Hounsfield units). O6bem
JIUCTIEPCUM — | MJI, MaTepUas KIOBETHI — TOJUCTUPOJI. MccinenoBanue mpoBOAMIOCh Ha 16-TH
cpe30BoM KoMmbloTepHOM ToMorpade Philips MX-16. [TapameTpbl CbeMKH clleAyIoIIue:
HacTporKku 3kcno3uimu — 100 MkA u 120 kB; mmpuHa kommManyu - 1.5 MM; CKOpOCTh POTalUr
- 0.5 ¢; TUIT KOMITBIOTEPHOM TOMOTpauu - CIIMpaIbHAS; TOJIIIMHA CHUMKA - 1 MM.

Pe3ynbTaTel, mpencTaBieHHbIC HA PUCYHKE 14, TOKA3bIBAIOT, YTO PEHTTE€HOBCKAs INIOTHOCTD
JIMCTIEPCUI YBEIMUMBAETCS C POCTOM KOHIEHTPALMU TBEP1oM (pa3bl Mo JIMHEHHOMY 3aKOHY.
3HaueHue KOHTPACTHOCTH 171 aucnepcuu 20 Mr/mit coctaBuiio 419 ++ 4 HU.

[Tpumep 20 Mcnionbp3zoBanue BogHow aucnepcuu TaOy 1J1s1 IMarHOCTUKHUIN-VivVO

J111s1 n3yueHust IpUMEHUMOCTU BOTHOM TUCTIEPCUY HAHOYACTHUI OKCHIA TAHTaJIa B KAUEeCTBE
KOHTPACTHOT'O CPEICTBA JIJIS in-Vivo JUATHOCTUKHU METOJOM PEHTTEHOBCKOW KOMITBIOTEPHOM
tomorpaduu (KT) 6pu1a MpUroToBaeHa yCTOMUMBasI BOAHAS JUCTIEPCHS, TTOJTyUYEeHHAS B
COOTBETCTBHH C TpuMepoM 16. KoHTpacTHOCTH OlieHMBaIaCh C TOMOIIBIO ToMorpada Philips

Crp.: 11
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MX-16. DKciepuMeHT MPOBOIUIICS ¢ OECITOPOTHBIMU caMiiamMu Kpbic (Bec 0.8 Kr)

Boanas nucnepcust BBOaMIach B UCCIIEAYEMbIN OpTraH NEPOPaATIbHO MPU MTOMOIIHU
KeIyA0o4HOTO 30HAa. O0BeM AUCTIEPCUM MTOIOUPATICS B COOTBETCTBUM C 00BEMOM KeTyaKa
AKHUBOTHOTO — 2 MJ1. Ha Bpemsi mpoBeneHus 5KCIIepUMEHTa HETTOIBUKHOCTD )KUBOTHOT'O ObLIa
obecrieueHa MHTaISIMOHHOM aHacTe3uel uzodaypanoMm. Ha pucynke 15 npencrasienst KT-
CHUMKM KPBIC, CACITAHHBIE KaK J0, TAK U IIOCJIE BBEICHUSI KOHTPACTHOI'O CPEJCTBA, YEPE3
cleayome BpeMeHHble mpoMexyTku: 0 muH, 10 muH, 30 muH, 1 dac, 2 yaca, 3 yaca, 4 yaca.
Uepes 4 yaca nocie BBeIeHUS AUCTIEPCUM 3a(PUKCUPOBAHO, YTO MIPENapaT JOCTUT TOJICTOTO
OTJeJIa KUIIEYHHUKA, U3 YETO MOKHO CAENIATh BBIBOJ, YTO HAHOYACTHULBI ITPOIIIMA BECh
xenynouHo-kumeyHbid TpakT (ZKKT). KoHTpacTHOCT HAHOYACTHIL, @ TAKXKE MEPUO UX
umpKyJsiiyn B 2KKT mo3BossioT AeTalnbHO U3YYUTh MOPGOIOTMYECKHE OCOOEHHOCTH OPTaHOB
OPIOITHOM MOJIOCTH.

BHerHuit 00JIMK )KUBOTHBIX, UX (PU3UOJIOTUYECKUE TTPU3HAKHY U ITOBEICHUE HE MEHSUIIUCH
B TEUEHME BCErO BpeMeHU HaOmonenus (14 nueit).

Taxum 0OpazoM, yCTOMUMBBIE BOJHBIE TUCIIEPCUM HA OCHOBE HAHOYACTHII OKCH/Ia TAHTAala
IIPUMEHMMBI ISl UCITOJIb30BAHUS B MEAULIMHE U MOT'YT BBICTYIIATh KaK B KAUECTBE
WHAUBUIYAJIBHBIX KOHTPACTHBIX CPEACTB ISl PEHTT€HOBCKUX METO/I0B MEIUIMHCKOMN
JMarHOCTUKU (peHTreHoTrpadusi, pEHTT€HOBCKasi KOMIIBIOTEpHAsl TOMOTpadusi), Tak U B
KayeCcTBE OCHOBBI JIJISI UX CO3/1aHUsl. Pe3ynbTaT OTKphIBAE€T BO3MOKHOCTH ISl JAJIbHEHUIIINX
UCCIIeJOBAHUI, HATPUMED, JJIsI pa3padOTKH pagMOCEHCUOMIIN3ATOPOB JIJIs1 YBEIIUUEHUS
apexTuBHOCTH TyueBor Teparmu [Y. Chen, G. Song, Z. Dong, X. Yi, Y. Chao, C. Liang, K.
Yang, L. Cheng, Liu, Z. Drug-Loaded Mesoporous Tantalum Oxide Nanoparticles for Enhanced
Synergetic Chemoradiotherapy with Reduced Systemic Toxicity // Small, 2016, 13(8), 1602869.
doi:10.1002/smll.201602869; E. Gong, J. Chen, X. Han, J. Zhao, M. Wang, L. Feng, Y. Li, Z.
Liua, L. Cheng. Core—shell TaO, @MnO, nanoparticles as a nano-radiosensitizer for effective

cancer radiotherapy // Journal of Materials Chemistry B, 2018, 6(15), 2250-2257. doi:10.1039/
c8tb00070k], cucrem 1t moctaBku jgekapcTs [K. Bogusz, M. Zuchora, V. Sencadas, M. Tehei,
M. Lerch, N. Thorpe, A. Rosenfeld, S. X. Dou, H. K. Liu, K. Konstantinov. Synthesis of
methotrexate-loaded tantalum pentoxide—poly(acrylic acid) nanoparticles for controlled drug
release applications // Journal of Colloid and Interface Science, 2019, 538, 286-296. doi:10.1016/
jjcis.2018.11.097], 6uocencopos [Ravi Kant, Rana Tabassum, Banshi D. Gupta. A highly sensitive
and distinctly selective d-sorbitol biosensor using SDH enzyme entrapped Ta,O5 nanoflowers

assembly coupled with fiber optic SPR. Sensors and Actuators B, 2017, 242, 810-817.].

(57) ®opmyna uzobpeTeHus
1. Cnioco6 mosty4eHust BOAHOM TUCTIEPCUM HAHOUYACTHI] OKCHIA TAHTAJa,
XapaKTEPU3YIOLIUNCS TEM, YTO MOJYYAIOT COUPTOBYIO JUCIIEPCUIO0 HAHOYACTHUIL] OKCHIA
tanTana TaOy, rae x oT 1 10 2,5, ¢ pa3zMepoM yacTull 2-6 HM ITyTEM CMELIMBAHUS 3TUIATa

TaHTaJIa C OPraHUYECKUM PACTBOPUTEIIEM B BUJIE U30TTPOITUIIOBOTO UJIM ITPOIMIIOBOTO CIIUPTA
U BbIJIEpKKU cMecH B TeueHue 10-12 g mpu temmepatype 200-220°C co CKOpOCThIO HarpeBa
2°C/MuH, TTOJyYEHHYIO CIMPTOBYIO UCTIEPCUIO0 HAHOUYACTHUI PUKATTBIBAIOT K BOJITHOM Cpefie
MIPU UHTEHCUBHOM MEPEMENIMBAHNH, TPOBOAST MEIJIEHHOE BBIITAPUBAHUE OPTraHUUECKOTO
pacTBopuTens pu Temnepartype 65-75°C u pH aucnepcuu 5-7, mocie 4ero nojay4eHHYo
BOJHYIO JUCTICPCHIO HAHOYACTHIL ITIOJIBEPrafoT yIbTPa3ByKOBOM 00paboTke B TeueHue 0,5-3
9.

2. Bognas nucniepcust HAHOYACTHI] OKCH/IA TaHTAala, MOJIydeHHas ClIocoOOM 110 1.1,
XapaKTEePU3YIOIIAsICS TEM, UTO KOHIEHTpaIus TBepaoit (asbl coctapisiet 0,2-2 mac.%, mpu
3TOM arperaThl 4aCTHUIL OKCH/A TAHTAJIa UMEIOT CPEIHUN TUAPOAMHAMUYECKUAN TUaMeTp 64-
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147 HM, a PIEKTPOKMHETUUECKUI ITOTEHIMAJT IMCIIEPCUU cocTaBisieT oT -52 MB 1o -35 MB.
3. IIpuMeHeHue BOTHOW UCIIEPCUA HAHOYACTUI] OKCH/IAa TAHTAJIA T10 1.2 B KAYeCTBE
KOHTPACTHOT'O CPEACTBA 1 in-Vivo AIMATHOCTUKY METOJOM PEHTIEHOBCKOWM KOMITBIOTEPHOMN
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TOMOTpaduu.
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SEM HV: 2000 kY WD 1500 mm | VEGAY TESCAN| SEM HV: 20.0 kV WD: 15.00 mm I 111 | VEGAS3 TESCAN

View field: 100.0 pm Det: BSE 20 pm
Date(m/dly): 05/24/19 image07143 MUX Komu HU YpO PAH

View feld: 2000 pm Det: SE
Date{mid'y): 052419 ImagedT 141 WX Kowm ML YpO PAH
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E
SEM HV; 20.0 kV WD: 15.01 mm
View field: 10.0 pm Det: SE
Date(m/dly): 06/11/18 image06480
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SEM HV: 20.0 kV WD: 15.00 mm | VEGA3 TESCAN SEM HV: 20.0 kV WD: 15.00 mm | VEGA3 TESCAN,
View field: 10.00 ym Det: BSE View field: 50.0 ym Det: BSE 10 pm
Date(m/dly): 07/11/18 image06644 WX Komwm HU YpO PAH Date(m/dly): 07/11/18 image06643 WX Komu HU YpO PAH

Puc. 9

-
SEM HV: 20.0 kV WD: 15.00 mm
View field: 50.0 ym Det: BSE
Date(m/dly): 06/25/18 image06607 VX Kowmu HL| YpO PAH

Crp.: 18



RU 2733521 C1

- 110 111 Optopombuueckas f-Ta,Og

g 001 311

I- 0

= 020319 800 C

8 002 N7

gl

|_

Q

o]

I o

m J ‘ 700 C

X

(&

T

()

|_

I ’h JCPDS 01-089-2843

X B N N B I
20 30 4 0 70 80

0 50 6
20 (rpag.)

Puc. 11

100 nm

Puc. 12

Crp.: 19



6)

BhiMsagMocTs Knetok (%)

RU 2733521 C1

KonuenTpauus (mxrimn)

Puc. 13

'50 T T T T T T T T T T T
2 0 2 4 8 10 12 14 16 18 20
KoHueHTpauua (Mr/mn)

Puc. 14

Crp.: 20

Pubpobnactit
=3 MCK



RU 2733521 C1

Puc. 15

Crp.: 21



	Биб.поля
	Реферат
	Bibliography
	Abstract
	Описание
	Формула
	Чертежи

