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Buvinonneno uccrnedosanue 603moxicHocmu opmMuposanusi UOHO8 NPOMOHUPOBAHHO20 AP2OHA
6 CBEPX38YKOBOM KIACMUPOBAHHOM NOMOKE CMeCU apeoHa ¢ 6000podom. s pesucmpayuu
UCTIONB306AH MEMOO MOLEKVIAPHO-NYYKOBOU MACC-CREKMPOMEMPUY 8 8apuanme UOHU3AYUL 2A30801
cMecu HenocpeOCmeeHHO 8 Cmpye ¢ NOCIeOyIouwuM MPAHCHOPMOM 00pA308A8UIUXCS UOHO8 Yepe3
MONEKYIAPHO-NYUKOEYI0 CUCIEMY HA OemeKmop macc-cnekmpomempa. Kpome maccoewvix nuxos ArH'
obuapyscenvt maxce uonvl Ar,H*, ArsH” u (ArH),". Conocmasnenvt pezynomamol, nonyueuuvie 6
cmpye u 6 cmamuyeckux ycaosusx. Buickazamer npeomnonooicenuss o ponu Komoencayuu npu
00paA306aHUY UOHOB NPOMOHUPOBAHHBIX OUMEPO8 U MPUMEPOS AP2OHA.

The results of argon protonation in a supersonic jet. A.E.Zarvin, V.V.Kalyada,
V.E.Khudozhitkov. The possibility of the protonated argon ions formation in a supersonic clustered
flow of an argon-hydrogen mixture was studied. For registration, the method of molecular beam mass
spectrometry was used in the variant of the gas mixture ionization directly in the jet with the
subsequent transport of the formed ions through the molecular beam system to the mass spectrometer
detector. In addition to mass peaks of ArH™, ions Ar,H™, Ar;H™, and (ArH)," were also detected. The
results obtained in the jet and under static conditions are compared. Assumptions have been made
about the conditions for the formation of ions of protonated argon dimers and trimers.

Beenenue

AproH, Kak W JIpyrue WHEPTHBIE ra3bl, 00JaaeT KpaiHe HU3KOH XMMHUYEeCKOH aKTHBHOCTEIO.
Tem He MeHee, ObulM OOHApPYXEHbI HEKOTOPHIE COCIUHEHHUS C MX ydyacTueM. Tak, C cepeluHbI
HPOILIOr0 BEKa BEIIMCh HCCIIENOBAHUS MOJICKYJISIPHBIX MOHOB HMHEpTHHIX raszoB. CormacHo [1-2],
MoKy IApHbIil non ArH', HasplBaeMblii Takke aproHueM, oOpasyeTcs HpU B3aUMOJEHCTBMH HOHA
aprosa ¢ Mojekynoii Bojopoma: Ar' + H, — ArH' + H. DToT MexaHusM OblI yCTaHOBJIEH B
U3MEPEHMAX OTHOCUTENBHOIO BBIXOJAa IPOTOHMPOBAHHOIO AaproHa IpPH HU3KOH OHEPrUH
MOHM3UPYIOIUX 3JEKTPOHOB U TMOCTOSHHON HANpsHKEHHOCTH 3aIllUpaloNero HOHbI moisid. MoHHo-
MOJIEKYJISIDHBIE PEaKIMU TaKOro pojia, KOTOpble HAONIONAIOTCS KaK BTOPUYHBIC PEakiMd B Macc-
CIIEKTPOMETPAX, OMUCHIBAIOTCA METOAAMHI COBPEMEHHOM KMHETHUECKOU TeopuH [2].

IIpoToHHpOBaHHBIE MOJEKYJSAPHBIE HOHBI PEAKUX Ta30B  SABISIIOTCA  CPaBHUTEIBHO
ctabunbHeIMH. OHM MOTYT OOpa30BBIBAaTHCS B JJIEKTpHUECKUX paspsaax [3]. B cmexkTpanbHbBIX
u3Mepenusx monekyna ArH™ 6bi1a Bepsbie oO0HapyskeHa B 1982 roxy [4].

[Ipy BBEAEHHMH MOJOKUTENBHO 3apsHKEHHBIX HMOHOB B IUIOTHYIO Cpely HHEPTHOrO rasa
(GOPMUPYIOTCSL aCCOLMATHI, MPEACTABISAIONIME COOOH IEHTPAIbHBIM HOH ¢ B3aUMOJCHCTBYIOIIUMU C
HUM OKpYyXarommMu aromamu. OCHOBHOW MOJIETIbIO, OTHCHIBAIONIeH Tporiecc GOpMUPOBAHUS TAKHX
KOMIUIEKCOB, SBISIETCS MPEANONIOKEHHE, YTO TOJOXKUTEIbHBIN 3apsl MOJSAPU3YET OKpYXKarollve
atoMbl W (opmupyer Hekylo 'mryOy" Bokpyr ce0s. Kak moxazano B [3], mpum BHempeHHH
TNOJIOKHUTENBHBIX 3apsigoB H' B IUIOTHBIX ra3000pa3sHbIX CpelaX MHEPTHBIX Ta30B MOTYT
dopmupoBatses MosekynspHbie MoHbI ArH™ m Ar,H'. OpHako aBTOpHI OTMETHMIIM OIPaHHYEHHS
Mozene, OOBACHSIOMINX  BO3HUKHOBEHHE 3apsAA0BBIX  KOMIUIEKCOB UCKITIOUUTEIBHO
NOJIAPU3AINOHHBIME  cuaMi. CpaBHMTENbHO HelaBHO HOHbI ArH' Obutd  OOHapy’keHbl IpH
WCCIIEIOBAHNAX METOJJOM MacC-CIEKTPOMETPHH COCTaBa MOJIEKYJSIPHBIX ITyYKOB CMECEH aproHa C
napamu  Boabl [5]. Hac 3amHTepecoBad BOHNPOC O BO3MOXKHOCTH 00pa3oBaHUs HOHOB
MPOTOHHPOBAHHOTO AaproHa B CBEPX3BYKOBBIX KIIACTUPOBAHHBIX TIOTOKAX CMECH aproHa cC
MOJIEKYJISIPHBIM BOJIOPOJIOM.
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JKcHepUMeHT

PaboTa BBIMONHEHA Ha Ta30AMHAMHYECKOM KomIuiekce HoBOCHOMPCKOro rocyaapcTBEHHOTO
yHHUBepcuTeTra [6]. M3MmepeHnss NpOM3BOAMINCH Kak TPAAUIMOHHBIM METOIOM MOJEKYJISIPHO-
MYYKOBOH Macc-criekTpomerpun (metoq SEM), Tak W 0OpM HOHU3AIMK Ta30BOrO IOTOKA
HETOCPEACTBEHHO B CTPYyEe XOpOWO C(HOKYCHPOBAHHBIM 3JEKTPOHHBIM IIYYKOM C SHepruei
anektporoB 10 k3B. B sTOoM BapmaHTe OCYIIECTBILLICS TPAHCIOPT MOHOB HYepe3 MOJIEKYISIPHO-
MyYKOBYIO CHCTEMY Ha KBaApymoibHbII Macc-ciekTpometp HidenEpic 1000 (metox SIMS) [7].

[Tockonbky crmoco® MOHU3AKHN KIACTHPOBAHHBIX T'a30BBIX MOTOKOB HETIOCPEICTBEHHO B CTPYE
HaxXOJIUTCA Ha CTauM anpoOauy, OblIM BHIIIOJHEHbI IPEABAPUTEIbHBIE METOANYECKUE U3MEPEHUS 10
IPOBEPKE peabHOM pa3peraronield CIIOCOOHOCTH Macc-CIEKTPOMETpa IPH HCIOJIB30BaHUU METOIa
SIMS. VYcraHoBieHBbl Tpenenbl, B pPaMKaX KOTOPBIX Macc-CIIEKTPOMETpHS 0OeCIeYrBacT
paspeliaonylo CrocoOHOCT, He Xyxe | a.e.M., HEOOXOAMMYIO Ul TOCTOBEPHOTO ONpEACICHUs
COOTHOIICHHS MEX Ty aMIUIiTyAaMu ko 40-it u 41-it macc.

[Ipumep Macc-crieKTpa YUCTOTO aproHa, 3aperucTpupoBaHHOro MetogoM SIMS, npuBeneH Ha
puc. 1. M3MmepeHuss B CBEpPX3BYKOBOM IOTOKE IPOU3BOJUINCH 33 CBEPX3BYKOBBIM COILIOM,
o0ecreynBaroIeM Pa3BUTYI0 KOHACHCALMIO ¢ OONBIIMM pa3MepoM kiacTepoB. Kak mokasan ombIT
u3MepeHnii aBTopoB paboTsl, Merox SIMS obGecreunBaer > ¢eKTHBHOE W3MEpPEHHE KIAacTepOB B
JUHAMUYECKOM JHana3oHe Macc-CIEeKTPOMETPa.
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Puc. 1. Macc-cnexmp 6 cmpye yucmoeo apeona. Memoo SIMS. Py = 70 kPa.

B npuenennom Ha puc. 1 pexxuMe cpenHui pa3mMep KIacTepoB, OIEHEHHBIH 10 [8], cocTaBu
N = 34. MoHu3upytonuii moTOK BEICOKOBOJBTHBIN 3MEKTPOHHBIN MyYOK HaXOAWJICS Ha PACcCTOSIHUU
0K0J10 30 MM OT BBIXOJJHOTO CE€YEHHS COILIA, T.€. B YCIOBHAX HU3KOM TEMIEPATyphl MOTOKA.

Jnst ompenenieHus] BIUSHHAS KOHACHCAIIMKM Ha Tporecc (pOPMHUPOBAHHS MPOTOHHPOBAHHOIO
aproHa pe3yJbTaTbl B CBEPX3BYKOBOM CTpPyE COIOCTAaBJIEHBI C PE3YJIbTaTaMHM, IIOJYYEHHBIMU IIPU
UCIIOJIb30BaHUU TOTO k€ MeTofa auarHocTuku (SIMS) B cTaTmdeckux yciaoBUSIX, B 3aBUCHMOCTH OT
COOTHOILEHHS B pa3peKeHHOM (POHOBOM ra3e KOHLEHTPALMH aproHa U MOJIEKYJIIPHOTO BOJIOPOJA.

Pe3yabTaThl M 00cyxkIeHHE

Ha puc. 2 npuBeneHo cpaBHEHHE MAacC-CIEKTPOB, 3apETHCTPUPOBAHHBIX IPH HCTEUYCHHUU
cmecu 90%Ar + 10%H, depe3 cBepx3BYKOBOE COIIIO B BaKyyM, AByMs criocobamu, SEM u SIMS.
OuKCHpOBANTACh 3aBUCHMOCTh aMIUIUTYABI MacCOBOro muka m/e = 41 OT mapaMeTpoB Ta30BOTO
MOTOKA, ¥, COOTBETCTBEHHO, Pa3MEPOB U JIOJIHU KIACTEPOB, B CPABHEHUH C aMIUIUTYAOM MHMKa aproHa,
m/e = 40. B 060oux BapuaHTaX u3MepeHuii kpoMme nuka nona Ar’ (m/e = 40) 60JIbII0N MHTEHCUBHOCTH
HaOIIOIAI0TCS TaKKe MUK JBYKPATHO MOHM30BaHHOTrO aproHa Ar' (m/e = 20), a Takxke MUK Maloi
MHTEHCUBHOCTH JUMepa aprona, Ar,” (m/e = 80). Kpome Toro, B pexume SEM oOHapy)uBaroTCs
WHTEHCUBHBIE TUKU UOHOB IIAPOB BO/IBI, H,0", OH" n aTOMapHOT'0 KUCIIOPO/a, 0" (m/e=18,17 u 16,
COOTBETCTBEHHO) O0OyCIIOBJIEHHBIE HAJMYMEM ITapoOB BOJBI B KaMepe AETEKTOpa Macc-CIEeKTpOMeTpa
BBUAY OCOOCHHOCTEH BBICOKOBAKYYMHOH OTKAaYKM CEKIUHM JACTEKTOpa MOJIEKYJISIPHO-ITYYKOBOM
cucTeMbl. B Macc-cieKTpe NpUCYTCTBYIOT Takke HeGoJIbLION MUK MoHa Bojopoaa, H,™ (m/e = 2), a
TaK)Ke HE3HAuMTeNbHBIA MK MojeKyspHoro asora, N,° (m/e = 28) (Bce B pexume SEM).
HesnaunTenbHas aMIUINTYAa MUKA MOJIEKYJISIPHOT'O BOJOPOa B criekTpe MeToaoM SEM o0ycioBieHa
0c00EHHOCTBIO (POPMHUPOBAHUST MOJEKYIAPHOTO IMy4Ka M MAacC-CIEKTPOMETPHUH CMECH TSDKEJIOro U
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NErKOr0  KOMIIOHEHTOB  cTpyd [9]. OpHako T1JaBHOE  OTJIMYHE  MEXKIY  CIEKTpaMu,
3apETUCTPUPOBAHHBIMU JIBYMS PEKUMaMH, COCTOUT B HAMUYUH B pexkume SIMS MHTEHCHBHOTO MHKA
m/e = 41, KOTOpPBIH aBTOPBI OTOKIECTBISIOT ¢ HoHOM ArH™,

Kak ObuUl0 OTMeueHO BhIIIE, OCOOCHHOCTRIO pexuma SIMS sBisgercs WOHM3ANMS
CBEPX3BYKOBOM CTpyHM B O0JIACTH JOCTATOYHO BBICOKOM IUIOTHOCTH TI0 CPaBHEHHUIO C IUIOTHOCTBHIO
YacTHIl B MOJEKYJsIpHOM Tyuke. CchopMupoBaHHBIE B CTpye MOHBI Ha MYTH OT OOJACTH MOHU3AIIUN
(37MeKTpOHHOTO Ty4yKa) 1O CKAMMEpPa MOJEKYJISIPHO-IYYKOBOH CHCTEMBI CTaIKHUBAIOTCA C
HEUTpaTbHBIMU YaCTHIIAMU CTPYH, BO3MOXHO, ¢ (DOHOBBIM Ta30M, NPOHHUKAIOINIMM B CTPYK W3
OKPY’KafOIIEero MPOCTPAHCTBA, U 32 CKUMMEPOM OECCTOIKHOBUTEIHHO IOCTABISIOTCS HAa JETEKTOP
Macc-criektpomerpa. [loaromy B pexxnme SIMS B CBEpX3BYKOBOW CTpye peau3yeTcss BOZMOXKHOCTB
B3aMMOJICHCTBUS HOHM30BAHHBIX YACTHUIL [ PeakIuu o6pazoBaHus HoHOB ArH'.
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Puc. 2. Cpasnenue macc-cnexkmpog, nonyuenuvix memooamu SEM u SIMS. /lasnenue mopmosrcenus Py
= 100 klla.

B otmuume ot SIMS, B pexxume SEM mpu noHmM3anmm HEMOCPEICTBEHHO B JETEKTOPE
CTOJIKHOBEHHSI MOHM30BAHHBIX YACTHIl MPAKTUUECKH OTCYTCTBYIOT. [loatomy Ha m/e =41, kak u Ha
mle = 27, 29, 43, 55, 57 wabmogar0TCs TOJIBKO TPAJAMIIHOHHBIE IS MACC-CIIEKTPOMETPHHU CIIEIbI
OCKOJIKOB YTJICBOJOPOAHBIX MOJIEKYJI.

B pexume SIMS HeoxkumaHHON OKasanach BbICOKas MHTeHCHBHOCTH nuka ArH'.mpu nonzom
OTCYTCTBHHM B MAacC-CIIEKTpe HMOHOB Bojopona. Kak mokaszanm JanpHeWIne SKCIEpUMEHTHI,
BbIOpaHHasi CHCTEMa TPaHCIIOPTHPOBKM HOHOB U3 CTPYH Ha JIETEKTOP MAacC-CIEKTPOMETpa B ITOM
pesxume He 3¢ GEeKTHUBHA 7151 HOHOB JIETKUX T'a30B: BOJOPOAA U [EeITHsL.

B pabore mpu wucnomp3oBanmn Mmerona SIMS mpoBeseHb H3MEpEHUs] COOTHOIICHUS
WHTEeHCUBHOCTEH nKoB 40-i1 1 41-i Macc B 3aBUCUMOCTH OT JIaBJICHUS TOPMOXKEHHUS B KaMepe CoIlia
(COOTBETCTBEHHO, B 3aBUCHMOCTM OT CpPEIHEro pasMepa KIacTepoB), OT COCTaBa CMECH, T.C.
COOTHOILEHHUS MEXAy KOMIIOHEHTaMM, aprOHOM M BOJOPOJOM. BBINONHEHBI Takke M3MEpeHHs NpU
pa3HBIX COCTaBaX CMECH B CTATHUYECKHX YCIOBHSX, T.C. NMPH HAMOJHEHHW Kamepbl PacIIUpeHHs IO
OTIpEe/ICTICHHOTO JaBlieHusl mccaenyembiM coctaBoM, oT 100% Ar go 100% H,. Pesymprarer B
CTaTUYECKUX YCJIOBHSAX CONOCTABIECHBI C PE3yJbTaTaMH B CBEPX3BYKOBOM KIJIACTUPOBAHHOM IIOTOKE.
(meron SEM B 3THX yCHOBUSIX HE MOXET OBITh HCIIONB30BaH B MpUHIMIE). Kak M 0XHIanock, B
CTaTUYECKUX YCIIOBHSAX JIONSi WOHOB TPOTOHMPOBAHHOTO aproHa IpH TOM K€ COOTHOIICHUH
KOHIIEHTpALMii KOMIIOHEHTOB CMECH OKa3ajach Bblle. [I[puunHO#, no-BuaANMOMY, sBIIsieTcS Oobliee
YHCIIO  CTOJNKHOBEHWI  WMOHWU30BAaHHBIX  YaCTHI[  TIepe]l  IONaJaHhueM B  CKUMMEp U
0CCCTONKHOBUTENBHBIM ~ TPOJNETOM  4Yepe3  MOJEKYJSIPHO-ITyYKOBYID  CHCTEMy Ha  Macc-
CHEKTPOMETPUUECKHH JETEKTOP.

[Ipumep COOTHOLIEHHSI HMOHOB MOHOMEPOB M MalbIX KJIAaCTEpOB aproHa W aprosHa
NPOTOHHPOBAHHOTO B 3aBUCHMOCTH OT CPEJHEr0 pazMepa KIacTepoB, OIIEHEHHOTO 1O [8] U3 JaHHBIX
110 BapHalluK JaBJIeHUs TOpMOxeHus Py, mpuBeaeH Ha puc. 3 (pexum SIMS). HecMoTpst Ha JOBOJIBHO
0onpIION pa3dpoc IKCIIEPUMEHTANBHBIX JaHHBIX, BUAHO, YTO B KJIACTUPOBAHHOM CBEPX3BYKOBOM
notoke cMecH GopMHUpyIoTCs HOHBI He Toabko ArH', Ho n Ar,H™ u ArsH', a Taxoke (ArH), . MoxHo
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MPEINOJI0KUTh, YTO B KJIACTEpaX PEaIn3yeTCs] MEXaHU3M, aHAIOTHYHBIA OMMCAHHOMY ISl IJIOTHOM
razoBoi cpensi [3].
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Puc. 3. Cpasnenue unmencusnocmeii uoH08 NPOMOHUPOBAHHO20 AP2OHA C APSOHOM 8 3ABUCUMOCTU
om oasnenuss mopmodxcernust Po. Cmpys cmecu 90%Ar + 10%H,. Ceepx3gyxogoe cono.

BroiBoabI
HccnemoBana BO3MOXHOCTE — (DOPMHUPOBAaHUS HOHOB  MPOTOHUPOBAHHOTO aproHa B

CBEpPX3BYKOBOM IOTOKE, a TaK)Ke B CTATHUYECKUX YCIOBUSAX B CMECSIX aproHa ¢ Boaopojom. s
JNIMarHOCTUPOBAHUSl  MpPOLECCa UCIOJB30BAH METOJ  HOHHU3AIMM CMECH  BBICOKOBOJIBTHBIM
Cc(hOKYCHPOBAHHBIM 3JICKTPOHHBIM IYYKOM C MOCJICAYIOIIMM TPAHCIOPTOM HOHOM C IIOMOIIBIO
MOJIEKYJIAPHO-TIYYKOBOW CHCTEMBI Ha KBaJPYIOJBHBIA JAaTYNK MAacC-CIEKTPOMETpa C OTKIIOYEHHBIM
coOcTBeHHBIM noHM3aTOpoM (Meton SIMS). [Tokazana 3pPeKTHBHOCTH UCTIONB30BAHHOTO METO/IA IS
WHHIIMAIMY Peakinii 00pa3oBaHus MPOTOHUPOBAHHOTO aproHa. [TokazaHo, 4To (opMUpOBaHUE HOHOB
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ArH" 6osee >pdeKTHBHO B BHIOPAHHBIX CTATHYECKHX PEKHUMAaX, YeM B cTpye. B To ke Bpems B

CBEPX3BYKOBOM IIOTOKC 06Hapy>1<eHLI HOHBI Ar2H+ u Ar3H+, a TaKXKeE, BCJICACTBHUEC KOHACHCAlIlUHU, NOH
(ArH)2+.
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