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[ns npoBeneHus npouecca nosay4e-

HWUSI BBICOKOYMCTOrO TeIlypa METOAOM
BakyyMHOW OUCTUNNSALMM NPensioxeHa
KOHCTPYKLMS peakTopa 13 BbICOKOYNCTbIX
KBapLLEBOro cTekna n rpadura. B xone
npowecca pacnias Tennypa ncnapsier-
Cs1, Map NEPEHOCUTCS U3 ropsiHen HacTu
cucTemsbl B 601€e XONOOHYIO Y KOHAEH-
cupyeTcs B Buae tsepaon ¢passl (amc-
TunnaTa) 6e3 06pas3oBaHNS XUAKOCTU.
M3y4eHbl 3aKOHOMEPHOCTY Nepepacnpe-
OeneHvs NpuMecen Mexay AMCTUIATOM
11 KyOOBbIM OCTATKOM, a Takxe MPOCTPaH-
CTBEHHOE pacnpenenieHne NnpumMecen B
OUCTUNNSATE NPY NPOBEAEHUN OHUCTKN
MEeTaIM4eckoro Tennypa. YCTaHOBMEHO,
YTO 4aCTb MPUMECEN, HANPUMEP LLESTOY-
Hble meTanbl, Zn, Ni, V, peako3emenb-
Hble MeTassbl pacnpeneneHbl PaBHOMEP-
HO no anvHe guctunnaTa (20 cm). B to
Xe BpeMsi KOHLeHTpaLmsa Se B fasibHewn
(oT neperoHHoro ky6a) 4actn gucTUNNs-
Ta NPeBbILLAET KOHLLEHTPaLMIO B 6511X-
HEeWn YacTn Ha NOPSAOK.

KniouyeBble cnoBa: BbICOKOYMNCTLIE Ma-

Tepuvansl, TeNNyp, BakyyMmHas AUCTUNSA-
L1sl, MacC—CrneKTPoOMEeTpUs C UHAYKTUB-
HO CBSI3aHHOW MNasmMon.

2000 «APMOJIER>,

Muycckas nn., 8. 9, cTp. 5, MockBa, 125047, Poccus

Beenenne

B HacToAmEee BpeMA BBICOKO-
4MCThIN Teqnyp (6N uan sayuie)
IIMPOKO MCIIOJIB3YIOT B IOJYIIPO-
BOJMHUKOBOJ IIPOMBIIIJIEHHOCTU U
JIK—-onTtuke [1—5]. B paborax [6—S8]
ONNCAHO MTOJIyYeHMe BBICOKOUVICTOTO
TeJIIypa TaK Ha3bIBaeMbIMI MOKPbI-
My criocobaMy, BRIIIOYAIOIIVIMHY CTa-
IUN TepeBoJa MCXOLHOIO TeJlIypa
B pacTBOpP B OKMCJIEHHOV popme C
IIOCJIeLYIOIIYIM CeJIEKTYBHBIM BOC-
CTaHOBJIEHMEM COEIVHEHUAMU CEPbI
(IV) nan anextpudgecknum TokoM. On-
HAaKO TaKye MeTOAbI UMEIOT HU3KYIO0
IIPOM3BOAUTEJBHOCTD, COITPAYKEHBI
¢ OOJIBIIIMMU TPYO03aTPaTaMu, pac-
XOZIOM BBICOKOUYMCTBIX KIUCJIOT U pe-
aKTHMBOB, a TakyKe ¢ 0Opa3oBaHUEM
3HAYNUTEJbHBIX KOJIUYECTB SKUIKUX
OTXOZOB, TPEOYOINX YTUINIALVIL
Hawubonee pacnpocTpaHeHHBIMU
MEeTOZIaMM IT0JTy YeH A BBICOKOYVICTO-

IO TeJIIypa ABJAITCA BaKyyMHasd
OVUCTUJIIANNA Y 30HHAA IIJIaBKa [9,
10]. Teopms 8TUX IPOIECCOB XOPOIIIO
onucaHa B pabore [11]. IIpobsema
IIpOoM3BOACTBAa 3HAYNMTEJIbHBIX KO-
JIMYECTB TEJIIIyPa C YMCTOTOM BBIIIIE
6N ocTaeTca aKTyaJIbHOV 3ajiadeis.
OpnHoOJ M3 OCHOBHBIX IIpMMecell B
KOMMEPYECKY JOCTYITHOM TeXHU4e-
CKOM TeJIype ABJiAeTcA ceJeH [11,
12]. VIzBecTHO, uTO apoBasda dpasza Haj
criaBaMy cucteMel Se—Te uMeer
CJIOKHBIN COCTAB IIPY TEMIIEPATYPax
~800 K, mpu KOTOPBIX 0OBIYHO IIPOBO-
AT BAKYYMHYIO AUCTUJLJIALINIO TeJI-
aypa [11, 13]. IIpu HeOGoNbIIINX KOH-
LIEHTpalMAX Se B pacIyiaBe TeJlypa
I1ap COCTOUT IIPEMMYIIECTBEHHO U3
mosierys Tey, Sep g u TeSeq_g [14,
15]. C moBBILIEHNEM TEMIIEPATY PBI
JIOJIA CJIOXKHBIX MOJIEKYJI CHIUIKAET-
cAa. OCHOBHBIMM KOMIIOHEHTaMU IIa-
pa CTaHOBATCS MOJIeKYJbl Tey, Sey,
Sey U CJIOMKHBIE MOJIEKYJIBI Se(1_y)Te.
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BoJjee BrICOKOE maprmaJbHOE JaBJIEHNME MOJIEKYJI, CO-
JlepsKaIMX cejieH, o0ycyaBaMBaeT IPUHIMIINAJIBHYIO
BO3MOYKHOCTB OUVICTKM TeJIJIypa OT CceJieHa C IIOMOII[bI0
BaKYyMHOV OVICTUJIIJIALIVIN.

IIpn paspaboTke TEXHOJOTUM MOJYyUEeHUS BbI-
COKOYJCTOr'0 TeJJIypa OCHOBHOE BHUMAHNME yAEJSIOT
YMEeHBIIIEHNIO YCJIa OIIePalii 1 yBeJIMYEeHNIO BIX0a
ounIeHHoro TeJsypa [16, 17]. Ilens paboTsr — ucce-
JIOBaHME Ipollecca BaKYYMHOM AVICTUJIIIAINN TeJJIy-
pa, KOTOPBIN IIpesCcTaBJiA coboli cCIapeHye TeJlIypa
M3 pacliaBa, IIepeHoc napa B 0oJee XOJIOAHYIO 4acThb
CUCTEMBI ¥ KOHJIEHCALIMIO [1apa B BUJeE TBEPHON (pasel
(ZrecTmnIAT), MMHYSA KUIKYI0. Bech mporiecc mpoBoamm
IIpY AVHAMMYECKOM BaKyyMe, KOTOPBI obecriednBall
3¢ peKTUBHBIN MaccollepeHoC I1apoBoii (passbl.

METO,IU/IKa IIPOBEIACHUA IKCIIEPUMEHTAa

Ilpumecnoiii ananuz. KoHIeHTpaUO IpuMeceli B
JMICXOIHOM TeJlIype, KyOOBOM OCTAaTKe U OVICTUJIIIATE
OIIpeJIeJIAN METOJIOM MacC—CIIEKTPOMETPUY C UHAYK-
TUBHO CBA3aHHON NJa3Moil. VI3MepeHMs NPOBOAMIN
Ha Macc—crekTpomerpe NexION 300D (Perkin Elmer,
CIITA) B xonnmamonHoM pesxkume (KED) [18]. YemoBua
M3MepeHNII IPVBEIeHbI HIKE.

Tun pacnbLInTeIs Konnenrpuyecknii
(Majiaxappna), PFA
Pacneinurenbrasa kamepa JIByxXnpoxonHasa

ramepa Crorra, PFA
IToToxu aprona, s1/MuH:

— yepes pacublINTeNb 0,96

— IJ1a3M000pa3y oIt 15

— BCIIOMOTaTeJIbHbI 1,2
MourxocTs renepatopa, Br 1450
ITorox KonnmamonHoro rasa (He), 1/MmunH 46
Uucso nMKIOB CKAaHMPOBAHUA 10

OnpepeseHne KoHIeHTpauuu npumecein B Te
npoBoauau metogoMm PerkinElmer Total Quant [19].
OTOT MeTOZ II03BOJIAET OIPeNesATh KOHIeHTpamy 68
XUMUYECKUX DJIEMEHTOB B XOJIe OJHOTO U3MEPEeHUA U
MIPUTOJEH JIJ1A Oy KOJMUECTBEHHOTO CPaBHUTEIBHOIO
aHaJsuza obpasuos. IIpnu ucnonmbzoBanumu Total Quant
OTHOCUTEJbHASA MOTPEITHOCTD OIpenesIeHNA KOHI[EH-
Tpaluii IPUMECHBIX BJIEMEHTOB cocTaBJsaaa 25 % (0TH.)
n BoapacraJa 70 100 % (0TH.) IpM KOHI[EHTPAIUAX, 0113~
KUX K IpeJiesy onpenaeseHnd [19].

Il pactBopenusa 00pasios Te (~200 Mr) ucmob30-
BaJ a30THyI0 KucyoTy (HNOs) ¢ uncroroit 99,9999 %
(mac.) (o 68 pyrleMeHTaM) B KOJIMYECTBE O MJI, IOy deH-
HYI0 METOJIOM IIOBEPXHOCTHOI aucTuiarmy (BSB-929—
IR, Berghof, I'epmaHnsa) cooTBETCTBYIOIIEN KUCIIOTHI
mapku OCY T'OCT 11125—-84. ITosy4deHHBI pacTBOp
pasbapiany B 10 pas genMoHN30BaHHOM BOJOM. DJIEKTPU-
4ecKoe COIIPOTYBJIEHNE MCIIOJIb3yeMOi JeOHN30BaHHOM
Bogbl (HyO, Aqua—MAX-Ultra 370 Series, Young Lin
Instruments, South Korea) cocraBasio 18,2 MOwm - cm,

a uncroTa 1o 68 snementam — 99,99999 % (mac.). B xka-
4ecTBe BHYTPEHHErO CTaHjapTa [Py aHaJIM3e UCIIOJIb-
30BaJIVt MHIMIA.

Memoouxa npoeedenua oucmunnayuu. JycTuiig-
LIMI0 IPOBOOMJIIM B pPeakTOope Py AMHAMMUYECKOM Ba-
KyyMe He Hyoke 1073 M pr. cr. (puc. 1, a). BayTpennuit
IvaMeTp peakTopa cocTaBiaa 40 MM npu obiiieit nivHe
700 mMm. B peakTop momerasy rneperoHHeIin Kyb ¢ muc-
XOOHBIM MaTepMaJiOM U NPUEeMHUK IJIA JUCTUJLIIATA.
IIpu sTOM Mcmonb30BaJM TPU TUIA peaKkTopa. Peak-
Top I u Bce BHyTpeHHNME 3JIeMEeHTHI ObLIV M3TOTOBJIE-
HbI 13 I1JIaBJIEHOTO KBapIieBoro creksa Mapku KrlgA
(mo 'OCT 15130-86). Bce wacTu peakTopa IpoTpaBim-
BaJIM IOOYEPETHO KOHIIEHTPUPOBAHHOM a30THOM 1 10%—
HOJ/ [1J1a BMKOBOJ KMCJIOTaMY ¥ MHOTOKPATHO [IPOMbBIBAJIN
JEeMOHM30BaHHO BOJIOM.

Peaxrop II 6611 TaKsKe M3TOTOBJIEH U3 KBaPIIEBOTO
creksa Mapky KrlgA, Ho, B oToiune oT peakropa (I), Ha
BCE €ro BHYTPEHHUE YacTH ObLIO HaHECEHO IMUPOYTJIe-
POZHOE IOKPBITYE, TIOJIY YEHHOE IIOCPECTBOM IMPOJI3a
arrerora OCY TV 6-09-3513-86 (5N 1o HeopraHude-
ckuM nnpumecsam). [Tocsie mpoBesieHNA MUPOIN3a JeTaIN
peaxTopa MHOTOKPATHO IpoMbIBasiu areTorom OCY.

Kopnyc peakTopa III 6611 M3roTOBJIEH U3 KBapIle-
Boro crekya Mapku KrlgA (cm. puc. 1, 6). BuyTpenune
YaCTy BKJIIOYAJIV [I€PETOHHBIN Ky0, IPUEMHUK U AU~
dy30p. Inddysop npegHaszHadeH Q1A PEryINPOBAHNUA
IIOTOKA I1apa M3 IIePeroHHOro Kyba B npueMHUK. Bee
BHYTPEHHME YacTy ObLIM MBrOTOBJEHBI U3 0c000 UM~
croro rpacdura (MI'-1, OOO IIKII BMAJI, Poccniickas
Denepanua).

Puc. 1. Cxema ycTaHOBKM OJ191 OYNCTKM Teypa BakyyMHON ANC-
TUANSILMER C MCNOJIb30BaHNEM KBapLLEBOro peakTopa (a)
1 KBApLEBOro peaktopa ¢ rpadutoBbIMU YacTamu (6):
1 — neperoHHbIN Ky6; 2 — npuemMHunk; 3 — ouddy3op;
4 — Kopnyc peakTopa 13 KBapLLEeBOro cTekna; 5 — ABy30H-
Has pe3ncTnBHas neyb; 6 — OUCTUANAT Tennypa

Fig. 1. Schematic of vacuum tellurium distillation plant with (a)
quartz reactor and (6) quartz reactor with graphite parts:
(7) still, (2) receiver tank, (3) diffuser, (4) quartz glass reactor
body, (5) two—zone resistance oven and (6) tellurium distillate
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Puc. 2. PacnpeneneHune KOHUEHTpauum NpuMecein B TeNnype nocne AMCTUNNALNN B KBapLLIEBOM peakTope (a) 1 B peakTope ¢ Nnpoyrie-

POAHBLIM MOKPbLITUEM (6).

3necb n panee: 1 —n3MepeHHbIE KOHLEHTPALMK NPUMeceit; 2 — npefenbl 00HapPyXeHUs MPUMECHbIX 3JIEMEHTOB

Fig. 2. Impurity concentration distribution in tellurium after distillation in (a) quartz reactor and (6) quartz reactor with zinc—carbon coat-
ing. Hereinafter: (1) experimental concentration profiles and (2) impurity detection thresholds

Ilepen nposeneHMeM mpolecca OYMCTKM TeJLIypa
peakTopbl BCeX TUIIOB OTIKUTAJIM IIPU TeMIlepaType
T = 1200 K B Teuenne 6 4 mpyu AHAMIYIECKOM BaKyyMe
107 MM pT. cT.

3arpyskeHHBII PEAKTOP MOMEIIaJay B ABY30HHYIO
PE3UCTUBHYIO Tleub, BAaKyyMupoBaJu 1o 107 mm pr. cT.
U B YCJOBMAX AVHAMMIYECKOI'O BAKyyMa HarpeBaJju JI0
3aJIJaHHOJ TeMIIEPaTypPhl, TOYHOCTD NOAJEPIKAHNSA KO-
Topoit coctaByana t1 K. Ilocse okoHyaHMA IIpolecca
JIVICTUJLIIALN, PEAKTOP OXJIAK AV 10 KOMHATHOM TeM-
IepaTypbl, AUCTUIIIAT U3BJEKAJIN U 0TOMPaJ IIPOOEI
113 Pa3HbIX €r0 YacTell.

Pe3yabTaThl U X 00CyKAEHNE

VlcxogHBIM MaTepMaJjoM AJIS OYMCTKM CJIIYSKNUJI
3N8 renmyp mapru TA-1 (mpoussoactso ITAO «T'opHO—
MeTaJUIyprudeckas KoMInauusa « HopuiibCcknuit HUKeJIb»).
IIpu npoBegeHUN OMCTUINIALNK B peakTope I 13 KBap-
1IEBOTO CTEKJIA VIMEJIO MECTO IIPUJIUIIAHE NUCTUILIIATA K
CTeHKaM IpueMHuKa. [Ipy 5ToM BO3HMKAIIN TPYIHOCTH C
M3BJIEUEHNEM OUICTUILIIATA U, KaK CJIeICTBIE, TOIIOJIH-
TeJIbHOE 3arpA3HeHMe IPOAYKTa, YICTOTa KOTOPOro CO-
crasJyana 4N8 (puc. 2, a, Tabauna). IlonbITka yMEHBITUTE
aAre3uIo TeJIypa K KBaplieBbIM CTEHKaM II0CPEACTBOM
HaHeCeHM)A Ha HUX IIMPOYIVIEPOIHOr0 NOKPbITHA [20] (pe-
akTop II) He mpuBeJsa K 3HAUMMOMY YJIYYIIIEHUIO YUCTO-

TBI AUCTUJLIIATA, KOTopas cocTaBuia HNb (cm. puc. 2, 06).
JeTaJsbHbIN aHAIN3 ITOKAa3aJl, YTO IMPOYyIJIEPOHOE I10-
KPBITME VIMEeJI0O MUKPOIIPOKOJIbI, KOTOpPbIe (hOopMMUpPOBa-
JIVCh 13—3a Je(PEKTOB KBAPIIEBOTO CTEKJIA.

Coaep:kaHue OCHOBHOTO BellleCTBA
B IPOo0ax TeJLIypa, MOy YEHHBIX B Pa3JIMIHbIX
YCJIOBUSX ¢ y4eTOM 11 0€3 yJyera mpejesia
obunapy:xkenus (I10), % (mac.)
[Main component content in tellurium samples
taken under different conditions with and without
detection threshold (wt.%)]

Cognepsxanne
o .y BerecTsa, % (Mac.)
mycaHue mpodkl / mporecca
C yueTom Bes
18(0) yuaera IIO
Vlexopuwiit TA-1 99,988 99,989
JucTnnnanus B peakTope 99.9989 99.9984
13 KBapleBOro CTEKJIa ’ ’
JucTnananusa B peakTope
C MPOYTJIEPOLHBIM IIOKPBITHEM 99,9995 99,9997
JucTunnanus B peakTope
C OCHACTKOI 13 rpadpura;
Ky6oBoii ocTaTor 99,9910 99,9913
JvcTuanar 99,99931 | 99,99952
IIpo6a (I)* 99,99936 | 99,99958
IIpo6a (IT)* 99,99967 | 99,99992
* MecTo oTbopa mmpob nokasaHo Ha puc. 1, 6.
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Puc. 3. PacnpepneneHne KOHLEHTpaumm npuMecein B obpaauax Tennypa go (a) u nocne (6, B) npouecca ANCTUNNALUM B peakTope

C OCHACTKOI U3 BLICOKOYMCTOrO rpadura:

a — UCXOAHbIN MaTepuran; 6— Ky6OBOl71 OCTaTOK; B — ANCTUNNAT

Fig. 3. Impurity concentration distribution in tellurium specimens (a) before and (6) after distillation in quartz reactor

with high—purity graphite fittings:
(a) source material, (6) distillation residue and (B) distillate

B cryenyromiell KOHCTPYKIIMM BCe BHYTPEHHUE
3JIEMEHTBI peaKkTopa OblIM M3TOTOBJIEHBI U3 BBICOKO-
YJCTOro rpaduTa BMECTO KBapIIEBOTO CTeKJIa. ANre3ns
Tesypa K 060 beMHOMY IpapUTy 3HAUYUTEJIbHO HU-
JKe, 4eM K TOHKOMY IUPOYIJIEPOAHOMY IOKPBITUIO.
IloaTomy mcnosb3oBaHMe 00'bEMHOTO IpaduTa 4aJjo
BO3MOKHOCTDb IIPEOOJIETh IPOOJIeMY MPUIAUIIAHUA
OUCTUJIATA Y CHUBUTH 3arpA3HEHNd, CBA3AHHBIE C
BBITPY3KOIi IPOLYKTA, YTO, B CBOIO OYePeb, II03BOJIN-
JIO TIOJIYYUTH IIpelnapaT ¢ IPUMeCHOM 4ucToToi SNH
(puc. 3).

Bon n3ydyeHbl 3aKOHOMEPHOCTY pacHpeneseHns
IIpuMeceil Mex Iy AUCTUIIIATOM M KyOOBOM OCTaTKOM,
a TaK/Ke pacIipejiesieHNe IIPUMeceli 10 AJIMHE JUCTIII-
aara (20 cm). CorstacHo padote [13], mpu TeMneparype
IIPOBeJIEHNA Ipoliecca AVCTUIIIALNY AaBJIeHNe 1apa
ceJieHa MIPEBBIIIAET JaBJIeHE IIapa TeJIIypa IPUMEPHO
Ha JBa NOpAJKa I10 BesJndrHe. TeopeTudecKy IIpoLecc
IUCTUILIAIAN SABJIAETCA IEePCIEKTYBHBIM AJIA KOJI4e-
CTBEHHOTO yaJIeH) A IIPMMecH ceJleHa U3 Tesurypa. Oxn-
HaKO Ha IPAKTVUKe OJHOKPATHAA AVICTUILIIALNSA IPUBO-

JUAT K CHVKEHMIO KOHI[EHT DAL CeJIeHa BCero Ha OJIMH
IIOPAJOK (CM. puc. 3).

Kpowme Toro, 661710 yCTaHOBJIEHO, YTO HEKOTOPHIE
mpuMecHu, Takyue Kak I[eJIOUHble MeTaJibl, Zn, Ni, V,
penKo3eMesbHbIE METAJLIIBI, PACIIpeiesIeHbl PABHOMEPHO
o aJvHe auctuiiaTa. CeseH, HAIIPOTUB, TEMOHCTPY-
pPyeT APKO BbIpakKeHHOe paclpefiesieHue: B JaJibHell
(oT meperonHoro ky6a) gactu auctuianaTa (puc. 4, a)
KOHI[eHTpalusa Se IPEeBBIIIAeT Ha MOPAJOK KOHIIeH-
Tpaiuio Se B OuiyskHeN gacTu (CM. puc. 4, 6). 9TO MOYKHO
00'bACHUTE IIPOCTPAHCTBEHHBIM pasziesieHyIeM B [IapOBOii
aze moseryn Se(;_g), TeSe(;_7), u Te, mpu TemnepaTtype
muctuanaimu ~800 K BcoencTBue pasinyma B mapipu-
aJIbHBIX JaBJeHUAX [14]. Cpeau nepedncjaeHHbIX MOJIe-
KYyJI HAYIMEHbIIIee ITaplajbHoe JaBJjeHye OyIeT MMeThb
Te,. IToaTomy 06pasIibl TENTYpa, KOHAEHCUPYIOIEerocs
B JlaJIbHEl OT IEPETrOHHOro Ky0a 9acTy IPMeMHIKA, CO-
JlepsKasiu OoJIblllee KOJIMYECTBO CeJleHa 10 CPaBHEHMIO
¢ obpasnamu, B3ATBIMU OJysKe K KyOy. KoHeuHbI BbI-
XOJ{ IPOJYKTa C 4MCTOTON He xysxe 99,9999 % (mac.) co-
crasui 20 %.
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Puc. 4. PacnpepeneHune KOHUeHTpaLm npuMecein B ANCTUANATE Tennypa no AnvHe rpadmutoBoro npueMHmka:

a — npoba (Il); 6 — npoba (1)

Fig. 4. Impurity concentration distribution in tellurium distillate along the graphite receiver tank:

(@) sample Il and (6) sample |

3akJjrodenne

PaspaboranHas MeTOAMKA BaKyyMHOM AMCTIII-
JIALMY TI03BOJISIET CHUBUTH KOHILIEHTPAIINIO OOJIBIINH-
cTBa mpumeceii 1o ypoeus 10°—107 % (mac.). OgHaxo
CpeIHAA OCTATOUHAA KOHILIEHTPAIUA Se B AUCTUILIIATE
ocraeTcsd Ha ypoBHe exmHuil ppm. Mekay Tem 4acTb
IVICTUJLILATA, PACIIOJIOMKEHHOr0 OJIMsKe K IIePEerOHHOMY
KyOy, numeet uncroty 99,99992 % (Mmac.) mpu KOHIIEHTPa~
uuu ceseHa 0,27 ppm c Berxomom ~20 %.
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Deep tellurium purification for electronic and photonic materials
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Abstract. The regularities of impurity distribution between the distillate
and the still as well as the spatial distribution of impurities along the
distillate length have been studied. We conclude that some impurities
such as s—-metals, Zn, Ni, V and rare metals distribute uniformly along
the distillate length (20 cm). Contrarily, Se tends to concentrate in the
distant (from the still) region of distillate with more than one order of
magnitude higher concentration compared to the nearest region.

Keywords: high pure materials, tellurium, vacuum distillation, induc-
tively coupled plasma mass—spectrometry
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