«KBaHTOBas 21eKTpoHnKay, 49, Ne 2 (2019)

ke@sci.lebedev.ru — http://www.quantum-electron.ru 157

IIPUMEHEHHUSA JIA3EPOB U JIPYTHE BOIIPOCHI KBAHTOBOH DJIEKTPOHUKHU

N3mepenne KOHIIEHTPAIMH M30TONIOMEPOB MOJICKYJI BOJIbI
B pa3psijie B HHEPTHOM rase ¢ jo0askamu napos H,O u D, meToom
JAHOIHOH JIA3ePHOH CHEKTPOCKONMHU € BHEIIHUM PE30HATOPOM

A.B.bepnaukuii, B.B.JIarynos, B.H.Oukun

s uccne0osanuil naasmvl paspsoa 8 UHEPMHLIX 2a3ax ¢ 000A8KAMU NAPOS8 800bL U detimepusi UCNONb308AH U ONINUMUSUD0BAH
Memoo OuoOHOT 1a3epHOti CNEKMPOCKONUU ¢ BHEUHUM Pe30Hamopom. Popmuposarie CHeKmpaibHo NIOMHOL cemKu coocmeer-
HBIX 4ACHIOM NONEPEUHbIX MOO Pe30HAMOPA NO380IAeN ONPe0eaUunb NAPaMempbl OONIEPOBCKO20 YIMUPEHUS TUHULE RO2TOWCHUS,
KUHeMUYeCcKy1o meMnepamypy Moaekya u ux cmamucmudeckue cymmol. C nomMowpio smux napamempos no eeuuume Kodpgu-
yuenma no2noujeHus. onpeoenenvl Koppenayuu Konyenmpayuii uzomonomepos H,O u HDO npu pasnuunslx coomuowenusx
KOMNOHEHMO8 Niazmoo6pasyouux 2azos. Ommevena 6adcHdas poib a0copoupo8aHtbIX CIMEHKAMU MOACKY]l UCXOOHBIX 24308 6
@opmuposanuu cocmasa naazmel. QoHapyscero, umo omuowenue Konyenmpayuii H,O u HDO 00unako6o npu pasiuyHwix co-
omnowenuax konyenmpayuii H,O u D, 6 niasmooopasyiowux 2azax u coxpansemes 6 npoyecce 20peHust paspsaod.

Knroueswie cnosa: abcopoyuonnas cnekmpockonusi, OUOOHbIL 1a3ep, BHEWHUL Pe30HAMOp, 2a308blli pazps0, U30MONUYECKUe MO-

oupurayuu MoIeKyi 600bl, NIAZMOXUMUSL.

1. Beeaenne

B nocnenane npumepHo 20 JIeT IS ONpeIeNieHus CIeno-
BBIX KOHLIEHTPALUK YACTULl U UX U30TOMUUECKUX MOAU(DUKA-
LIUH pa3BUBAIOTCS METO/bl A0COPOIIMOHHON CIIEKTPOCKOITNN
BBICOKOT'O pa3pelIeHNs C HCIIOIb30BAHNEM INOTHBIX JIa3epOB
[1]. 3mepenue conepkaHusl TAKUX YACTHULl BAXKHO JIJIS MHO-
TUX IPUMEHEHHIA, B TOM YHUCTIe JJTs1 KOHTPOJISl COCTaBa aTMO-
cdepsl [2,3] 1 mapamMeTpoB ra3oBbIX MOTOKOB [4], 115 Meau-
LIMHCKOM AuarHoctuk [S]. MccmenoBanoch TakiKe U OTHOCH-
TeJapHOE conepkanue uzoronomepo H,O u HDO [6-8].
OmHAKO TOYTH BCE M3MEPEHUS BBIMOJHSIOTCS B YCIOBHSX
TEPMOIMHAMUYECKOTO PABHOBECHSI HCCIIEIYeMbIX Cpell, 1 HUC-
MOJIb30BATh MOJIYYEHHbIC PE3yIbTaThl IS HEPABHOBECHBIX
CHCTeM IPAKTUYECKH HEBO3MOKHO.

B nacrosiee Bpems B CBsI3U € TOATOTOBKOM K 3aITyCKY pe-
axtopa U'TOP Bo3HuKIa oCcTpasi HEOOXOIMMOCTH B KOHTPOJIE
MprMecei B IIa3Me, B IEPBYIO OUepeb MOJIEKYJT BOJIBI, TPO-
HUKAONUX Yepe3 MHOTOAIEMEHTHYIO TIEPBYIO CTEHKY peak-
TOpa U3 KOHTypa oxjaxaeHus [9]. M3-3a MHKeHEPHOH CI10Xk-
HOCTU YCTAHOBKM U OTrPAaHUYEHHOCTH AOCTyHa K IUIa3Me
MIPEANOYTHTENbHBl OECKOHTAKTHBIE MeTOonbl. [Ipeampunu-
MAaJIMCh TIOMBITKU MCIOJIb30BATh METOBI TNOTHOM JTa3epHOM
CIIEKTPOCKOIIUU MPHU MOMEIIEHUH CIIEKTPOMETpa HEIOCPe/-
CTBEHHO B Kamepy peakrtopa Tore Supra [10]. Ognako u B
9TOM «XOJIOTHOM» PEKHMME HEOOXOAUMO UyBCTBUTEITLHOCTH
k npucytcTBuio npumeceid H,O, mpeaycMoTpeHHO# B TTpOeK-
Te peakTopa [9], HoOCTUTHYTO He ObLT0. B cBsA3M ¢ 3TMM 0Cc060€
BHUMAaHUE B JIUTEPATYPE YIEISIIOCh ONTHUECKHM 3MHUCCHOH-
HbIM MeTonaM. TpebyemMas 4yBCTBUTEIBLHOCTh K MOTOKY Ia-
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poB Boabl, mocTynaiomux B mwiasmy (107 IMa-m*c!), 6bu1a
JIOCTUTHYTA TIPU HMCIOJB30BAHUU CIEIUATBHO pa3paboTaH-
HBIX 3MHCCHOHHBIX METOJIOB OMNTHYECKOW aKTHHOMETPUHU
[11-14]. TTpu 3TOM, OAHAKO, AKTHHOMETPUYECKHE METOJIbI
SIBIISIIOTCS] KOCBEHHBIMU, TOCKOJIBKY MosieKynbl H,O nerexTu-
PYIOTCSI TTO CBEUSHMIO OJTHO- M IBYXaTOMHBIX ()PATMEHTOB UX
pacnaga (OH, H, O,...) u 6a30BbIX akTUHOMETPOB (Ar, Xe) ¢
MIPUBIICUCHUEM PACYETOB CKOPOCTEH TIa3MOXMMUIECKUX pe-
axuui [12]. MOXHO CUUTaTh, UTO TaKasi CXeMa OINpPAaB/IbIBAET
celst, ec TUIa3MOOOPA3YIOIINN Ta3 COCTOUT U3 MHEPTHBIX
aTOMOB C 100aBKaMU MapoB BOABL. DTO MOATBEPXKIAETCS
TaKKe MPSIMBIMH JIa3¢PHBIMHI a0COPOIMOHHBIMUA N3MEPEHUSI-
mu koHIeHTparuit H,O [15].

CTOUT OTMETHUTD, UYTO B MOCIIEIHEE BPEMsl JIa3epHBIE Me-
TOABI AKTHUBHO HCIOJIB3YIOTCS I UCCIECIOBAHMS IJIA3MEH-
HBIX OOBEKTOB M MPOILIECCOB B pa3psaax [16]. Bmecre ¢ Tem
HEKOTOPBIE BOIMPOCHI ONTHUYECKOW NUATHOCTHKHU TMpHMeEcei
B MIPUCTEHOYHON HU3KOTEMIIEPATYpPHOI TUIa3Me TepMosiiep-
HBIX PEaKTOPOB OCTAIOTCS OTKPBITBIMU. B wacTHOCTH, ecTe-
CTBEHHOH COCTaBIISIIOLIEH B IIa3MOOOPa3yIOLIEM ra3e peak-
TOPOB SBIISIIOTCS MOJIEKynbl aeiitepust D,. M3-3a cxoxeit
CTPYKTYpPBI UcXoaHble Mosekynsl H,O u, Bo3MoxxHO (paHee
OHH HE HAOIIOAIINCH), CHHTE3UPYEeMbIe B AEHTEPUPOBAHHOMN
mta3mMe moJrekyiasl HDO MoryT yuacTBOBaTh B KOHKYPHUPYIO-
nMx peakiusx [17], omHaKo MPsIMBIX M3MEPEHUI COOTHOIIIE-
HUs KOHLeHTpauui uzoronomepo H,O u HDO B paspsizne
HEe TIPOBOUIOCH, YTO 3aTPYIHSET MOCIEAYIOMMi aHamu3. B
HacTosIIel paboTe Takie N3MEPEHUS BBIOTHSIIOTCS B IIJIA3-
Me ra30BOTO pa3psiia ¢ TOMOIIBIO JHOIHBIX JIA3€POB.

Lenpro HAIMX HUCCICOBAHUIA SBJISETCS OJHOBPEMEHHOE
U3MepeHue KoHueHTpauii uzoronomepos H,O 1 HDO B
paspse U yCTAaHOBIIEHHE UX COOTHOILLICHUUH.

2. Cxema u3mepeHmii

CxeMma 3KCIepUMEHTAIIbHON YCTAHOBKH TIOKa3aHa Ha puc. 1.
Paspsin nocrostHHOrO TOKa (2 MA) 3a)Kurajics B KBaplieBOU
TpyOKe 3, oxjaxaaeMol Boaoi. JliMHa pa3psijia BAOIb OCU
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Puc.1. Cxema 3KCrIepUMEHTAIBHON YCTaHOBKN:

1 — AoAHBIH J1a3ep; 2 — BLICOKOBOJIBTHBIM UCTOYHUK TOKA; 3 — pa3psiaHas
TpyOKa; 4, 5 — maTpyOKH [UTsl TIOBOIA OXJIAKIAAIOIIEH BOJBL; 6 — MATPY-
OOK UTsl COEIMHEHUSI C BAKYYMHOM CUCTEMOM M CUCTEMOI BBOJIA Ia30B;
7—9 —snextpoabl; 10, 11 —3epkana pe3oHaTopa; 12, 13 — MOBOPOTHbIE
3epKaa Ul M3MEHEHNs YITIa BBOAA U3IIYUEHHs B PE30HATOD; /4 — INH3a;
15 — dbunetp; 16 — ALII/IIAIL 17 — xommbiotep; 18, 19 — neTeKTopbl
n3nydeHus; 20 — neauTeNnbHas IacTuHKa; 2/ — atanon ®adpu—Ilepo.

TpyOKHU Mex 1y aneKTpoaamu 7 u 9 cocrasisia 40 cM, noaHas
JUTMHA TPYOKH — 45 cM, a ee BHYTPEHHUI TuaMeTp ObUT paBeH
2 cM. CucreMa OTKAauKM U Hallycka I'a30B IMOAKIIOYAIach K
natpybky 6, Tpybka oTkaunBaiach a0 AabiaeHus 10~ Top
u "HamomnHsutach cmecbio H,O—-D,—He ¢ paznuuneimu co-
OTHOIICHUSIMI KOMIIOHEHTOB U CYMMAapHBIMH JIaBJICHUSMHU
10 1 Top, koTopble KOHTpOIMpPOBaIKCh jaTunkom Pfeiffer
TPR250. M3mepenust IpoBOAWIUCH B IIOJIOKUTEIBLHOM CTOJI-
Oe TIIeIoIero paspsiia, 3JeKTPO/Ibl ObLUTH BHIHECEHBI B OOKO-
BbIE OTPOCTKU. JIsI KOHTPOJISI HANPSHKEHHOCTH JIIEKTpHUe-
CKOTO ITOJIS B TIOJIOKUTEILHOM CTOJIOE MCIIOB30BAJINCh TPU
WACHTUYHBIX dJIeKTpona. [lonepeMeHHOe TOIKITIOUeHIE BbI-
COKOBOJIBTHOT'O UCTOYHHUKA K ITapaM JIeKTPoIoB 7u 8, 71 9,
8 11 9 MO3BOJISIIO UCKIIIOUUThH KATOJHOE TaieHUe U3 MOJIHOTO
MaJeHUs HAMPSDKEHUS B paspsijie.

B sxcniepumenTax mpuMmeHsuics AUOAHBIHN 1azep DM-1392
(Eblana Photonics) ¢ MOIIHOCTBIO U3IydeHUs! BOMM3U A =
1392 um o 8 MBT, mmpunoi munun 2 MINm (~1074 em™)
JUATIa30HOM TEPECTPONKU YacTOThI (MpH (PUKCUPOBAHHOMN
temmepatype 304 K) 2 cm~!. Jlns mepecTpoilku CHOIb30Ba-
JIaCh MOJYJISIIMSI TOKA HAKAYKH CIIeAYIOUIEro BUIA: BHAUATE
ClelyeT BpEMEHHON OTPe30K JIUTETbHOCThIO (.5 MC ¢ HyJe-
BBIM TOKOM, UTO 33/1a€T HHTEPBAI MEXK/TY TOBTOPSIOIIIMHUCS
uMmIyiIbcaMu. [lajee JUIsl JOCTHIKEHHS MOPOTOBOrO TOKA U
CTAaOMIM3ALUKI HAaYaJIbHOHN 4acTOThl JOPMUPYETCS IUIATO IO-
crostHHOTO ToKa (30 MA) umMrenbHOCTHIO 1.5 Mc. 3aTeM mpo-
HCXOJMT JIMHEHHOe Bo3pacTaHue Toka ot 30 mo 115 MA 3a
BpeMs ~3 Mc, obecreunBaromiee NepecTpoiKy 4acTOTHI, OC-
JIe 4ero TOK OOPBIBAETCSI BHOBB JIO HYJIS. YIIPABICHHE TOKOM
OCYIIECTBIISIETCSI IMCKPETHO C BPEeMEHHBIM I1arom 1—1.5 Mkc.

Onruueckuit pe3oHaTop GOpMUPOBAICS 3aKPEIIICHHBIMU
Ha KOHLAX TPpyOKM y31aMM IOCTUPOBKHM OJUHAKOBBIX chepu-
yeckux 3epkan /0 u 11 ¢ xo3hdUIMEHTAMH OTPAKEHUS
99.98% (manuble QupmbI-M3roTOBUTENS Layertec) Ha A =
1392 HM u paguycamMy KpUBU3HBL 1 M. YT0JI BBOJIA U3ITyUEHUS
OTHOCHUTEIBHO OCH PE30HATOPA KOHTPOINPOBAJICS IIOBOPOT-
HBIMU 3epkaniamu /2 u 13.

JI1s1 MCKITIOYEHUsT TIOTIIONEeHUsT (TTapa3uTHOTO) U3Iyde-
Hust MotekyiiamMu H,O 1 nHbIMU (POHOBBIMU MOJIEKYJIAMU aT-
Moc(hepHOTO BO3yXa Ha y4yacTKax BHE Pa3psiIHON KaMepbl
OCYLLECTBIISIICS KOHTPOJIb 0a30B0Oi uHuu. Jlj1s 3TOT0 J1asep-
HBIH TYYOK paclUeIUIsuIcsl AeNUTEeNbHOM miuactuHol 20 u
YacTh €ro Hampasisiack Ha faetexktop /8. [Ipu stom mmuHa

=

IIyTU B OTKPBITON aTMocdepe oT jasepa / 1o perekropa I8
PaBHsIACH CyMMeE JUIMH OTKPBITHIX YYaCTKOB Ha Tpacce OT Jia-
3epa I no nerektopa /9 PDA10CS-EC (ThorLabs), peruct-
PUPYIOIIETO U3Ny4YeHHue, MPOIIe/IIee Yepe3 pe30HaTOp U CO-
O6upaemoe auH30i /4. CTereHb MOTHOTHI MOAABICHUS apa-
3UTHOTO TOMJIOMIEHUS MPOBEPSIIACh IPH BAKYYMUPOBAHHOMN
paspsiqHOi TpyOKe. [{Ist OTAeIeH s IPOILE/IIero Yepes pe-
30HATOP JIA3epPHOTO U3ITyYEeHUS OT (POHOBOrO CBEUECHHUS IIJIa3-
MBI UCIOJIb30BasiCs MHTepGEpEeHIIMOHHbI Gunbtp 15. [lo-
MOJTHUTEIIFHO B KaHAJ 0a30BOM JIMHUHN ITOMeEINAIcs nHTepde-
poMetp 2/ ayIsi BOCIPOU3BEACHHS MacIITaba 4acTOTHOM IIKa-
JBI B IIpOIECCe TEPECTPONHKN YacTOTHI M3JIYYCHHUS Jiasepa.
KoHTponb mnepecTpoiiku 4actoTbl ¥ 0a30BOM JIMHUU OCY-
LIECTBIISJICS. METOJIOM, ONKMCAaHHBIM B [3]. YIpaBieHue Jiase-
POM U cOOP AAHHBIX ITPOBOIMIHCEH C TOMOIIBIO KOMITBIOTEPA
17 u utater ALITT/IIATI PCI-6120 (National Instruments).

3. MeToa uzmepeHui

B nacrosiee Bpems cyiiecTByeT JOBOJIBHO MHOTO BEPCHI
WCIIOTH30BAHMS BHEIIHUX PE30HATOPOB B METO/Ie abCOpOIIH-
OHHOM JIa3epHOM CHEKTPOCKOIHMU BBICOKON UyBCTBUTEIHHO-
ctu. O6mmm aiis Beex Bepeuit (CRDS, ICOS u 1. 1.) sBiisieTcst
CTpeMIICHHE K YBEIUUEHUIO 3P (PEKTUBHON ONTHUECKON M-
HBI pe3oHaTopa. Peanmuzanns MakCUMaJbHBIX UIMHBI U J0-
OPOTHOCTH JIOCTHTaeTCsl IPU aKCUAJIBHOU cXxeMe paboThl Ha
OCHOBHO TIPOJOIBHON MOJIE ¢ MUHUMAJIbHBIMU AH(paKIIm-
OHHBIMH TIOTEPSIMH, & 3TO, B CBOIO OYepe/lb, MPEANOIaraet
BBICOKYIO CTaOMJIBHOCTh KOH(uUrypauuu pezoHatopa. Tpe-
0OBaHMS K TEXHUKE CTaOWIM3ALMM MOTYT OBITH CMSIUYCHBI,
€CJIM UCIIOIb30BATh PEXUM pabOThl OJHOBPEMEHHO Ha He-
CKOJIBKHX ITOTIEPEUHBIX MOJIaX, HAIIPUMED ITPH BBOE H3ITyUe-
HUS CO CMEIIEHHEM OCH ITyYKa OTHOCUTEIIbHO OCH Pe30HATO-
pa (HeakcuanbHas cxema) [1]. [Tpu aTOM HEMHOTO yMEHbIIIA-
10TCS1 TOOPOTHOCTh U MHTEHCUBHOCTD MPOLIEIIEro U3IIyye-
HUS, HO 3aTO MOXET OBITb JTOCTUTHYT KOMIIPOMHUCC MEXIY
qYBCTBHUTEIBHOCTBIO U CTAOMILHOCTHIO MHTEHCUBHOCTH JIaH-
HOTO W3JTyueHHs. JIOTOTHUTENbHAS CIeU(pIKa paccMaTpH-
BaeMOil HaMU 33241 COCTOUT, B TOM YHCJIe, B paboTe ¢ 00b-
€KTOM HM3KOTI'O JaBJIEHUS C Y3KUMU (1OIIEPOBCKUMU) KOHTY-
paMu JIMHUH MOTJIOIEHHS C IIUPUHAMH, COIIOCTABUMBIMU C
PACCTOSTHIEM MEXIY aKCHAIbHBIMUA MOJAMH PE30HATOPA.

B Hammx M3MepeHnsIX Yrox MeXIy OCSIMH IydKa U pe3o-
HaTopa, 3aaBaeMblil 3epkamamu /2 u 13, COCTABIIAI MEHee
oxnHoro rpaayca. Ilepen HauanoM U3MepeHUH MPOBOIUIOCH
Ompe/eeHIe BPEMEeHHU 3aTyXaHNs U3IyUYeHUS T TIPU aKCHAIIb-
HO¥ IOCTUPOBKE CUCTEMBI 110 3a/IHEMY (DPOHTY JTA3€PHOTO M-
myibca. OHo Obu10 paBHO 11.5 £ 0.5 MKC U COOTBETCTBYET
sbdexTHBHOMY KOIDPULHEHTY OTpaxkeHns Reg = (RoR;1)"?
= 0.99987 = 0.00005 3epxan /0 u 11, uTo GIM3KO K JAaHHBIM
¢upmer-nponsBoautens (Layertec). B mcronmssyemoii He-
AKCHAJIbHOW CXeMe BpeMsl 3aTyxaHus t* coctaBisuio 10.5 £
0.5 MKc, UTO CBSI3aHO C JOTOJIHUTEIBHBIMH TUPPAKIIMOHHBI-
MU TIOTEPSIMH, KOTOPbIE POPMATBHO MOTYT OBITH BKIIFOUSHBI
B 5()(eKTUBHEI KOd(DUIMEHT OTpakeHHs 3epKail: Ry =
0.99986 £ 0.00005. DTO COOTBETCTBYET JUIMHE ONTUYECKOTO
nytu L =17"¢ = 3150 m.

KonuenTpauun yactuly onpeaesulich ¢ UCIOIb30BaHU-
em 3akoHa byrepa—Jlam6epra—bapa

1(v) = Ip(v)exp[—ctiow-up(V) L], (1

rae Iy u I — n3mepsieMble B 9KCIIEPUMEHTE UHTEHCUBHOCTD U3-
JIy4eHMsI, BXOJALIEr0 B PE30HATOP M IMPOXOASIIEro 4epes
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HETO COOTBETCTBEHHO; (joy _yp — MOKA3ATENb MOTJIONIEHUS HA
nepexojie Mexay HWKHUM (low) U BepXHUM (Up) YPOBHSIMU
MOJIeKyJIbl. [l pacueTa KOHLEHTPALUU TPAJUIMOHHO HC-
TOIIb3YETCA CEYEHHE MOTTIOMIEHHS Tloy_yp (B cM?), ¥ ecITH ac-
THILBI IBYXYPOBHEBBIE U BCE OHM HAXOISITCSI HA HIYKHEM YPOB-
HE, T.€. UX KOHUeHTpauus N paBHa Ny, TO Uoyw_up(V) =
Olow—up (VJN. B coBpeMeHHBIX 0a3zax JaHHBIX (HAIpUMED,
HITRAN [18], GEISA [19]) no MoJieKyJIspHOH CIEKTPOCKO-
MUY UCIIOJIB3YIOTCS HOPMUPOBAHHBIN (hOpM-(hakTOp KOHTYpa
noryommeHus ¢(v) (B M) U CUJIA TMHUHM HOTJIOMWEHUS S)oy _yp
(B cM/Mou1.) Ha Tiepexojie low—up, KOTOpbIe CBSI3aHBI C ceue-
HUEM TIOTJIOIEHUS CIITYIONIUM 00pa3oM:

Ulow—up (V) = Slow—up (p(V), (2)

fo “pvydy = 1, 3)

JJ1s 1BYyXypOBHEBBIX YACTULl MX KOHLUEHTPAIMS Ha HUXK-
HEM YPOBHE OIPEEIISETCs BbIpAXKEHUEM

1 1 IO (V) (4)

Now = LS e ) ™ 1)

OHAKO MOCKOIbKY MOJIEKYJIbl SBIISIOTCS MHOT'OYPOBHE-
BBIMU CHCTEMaMH, TO /I HAXOX/ICHUS MOJIHON KOHIEHTPA-
1 N HeOOXOAMMO y4YeCTh CTATUCTHYECKYIO CYMMY

1
0= W;g’cNke (5

rae gx U Nj — COOTBETCTBEHHO CTATUCTUYECKUN BEC U Hace-
JICHHOCTb Kk-TO YpOBHs, BKItouas HKHUH. [Ipu repmonnna-
MUYECKOM PaBHOBECUM paclpelesieHHe MOJIEKYJI 110 Bpalla-
TEJIbHBIM, KOJIeOATEIbHBIM U JJIEKTPOHHBIM YPOBHSIM OIIpe-
JeTIsieTcst TeMrepaTypoii 7' M MOJIEKYIIPHBIMU KOHCTAHTAMHU.
ITpu 3TOM yCcI0BUU B yIOMSIHYTBIX Oa3ax JaHHBIX (CM. TAKKe
paboty [20]) Benuuunbl Q(7) npUBEACHBI AJI HIMPOKOTO M-
amazoHa Temrepatyp (zo 3000 K).

3amerum, uto B 6aze HITRAN 3nauenus Sy, AaroTCA
C Y4ETOM MPUPOIHON PACIIPOCTPAHEHHOCTH TOW M30TOMMYE-
CKOW MOJU(pUKAIUH, TSI KOTOPOH PEruCTpUpPYETCs TOTII0-
LIEHUE; 3TO OBIIO MPUHATO BO BHUMAaHUE NpU pacuere. B Oa-
3aX JIAHHBIX 3HAYEHUS Sjoy _yp TPUBEAEHBI 1711 TEMIIEPATYPBI
Trer = 296 K. 17151 NpOM3BOJILHON TeMIIEpaTyphbl U KaXKI0TO
BBIJICIEHHOT'O H30TOIIOMEpa

Siow-up(T) = Siow —up( Trer) A1 O(Tr)

o(T)
eXp( héE]ow >[1 _ hC‘;{lov;w up >]
exp( th]OW )[l B < AViow —up >] (6)
B T;ef kB T;ef

3nech kg — nocrosinHast boneumana; E,,, — 9HEprisi HUXKHETO
YPOBHS; Vyp_low = Eyp — Ejoy. Tenepp, ecnu B hopmyste (4) uc-
HOIb30BATh Sjow_up (6), TO BMECTO Njoy, OyZET OIpeneneHa
MOJTHASI KOHIEHTPAIHs /N MOJIEKYJI BBIICICHHOTO COPTA.
OOBIYHO B TIA3Me pa3psiia OTCYTCTBYET TePMOANHAMH-
yeckoe paBHoBecue. OTHAKO B paccMaTpHBaeMbIX HAMH ycC-
JIOBUSIX BBUJIy MAJIOCTH BPAIIAaTEIbHBIX MOCTOSHHBIX MOJIE-
KYJ1, OBICTPOI KOJIe0aTeIbHOM peslakcalluy MPU HATUIHH MO-

JIEKYJ1 BOABl U MaJIONl HACEICHHOCTU BO30YXKIEHHBIX 3JIEK-
TPOHHBIX COCTOSIHUI € XOpOLIel TOUHOCTBIO MOXHO CUUTATD,
YTO CHCTEMa HAXOAUTCS B TEPMOAMHAMUYECKOM PABHOBECUU
[21]. st 9acTUIl B OCHOBHBIX 3JIEKTPOHHBIX COCTOSIHUSIX CITY-
yay OTKJIOHEHUS! OT MAKCBEJLIOBCKOI'O PACHPEHEIECHUS! CKO-
pocTeil B Iuta3Me TakKe BECbMa pEJIKU M TeMIlepaTypa Heil-
TPaJIbHOTO r'a3a MPHU PACCMATPUBAEMBIX TOHUKEHHBIX JaBJIe-
HUSIX MOKET OBITh HaACKHO IOJIy4eHa U3 rayccoBa MpoQuis
JIOTIIIEPOBCKOTO KOHTYPA MOTIIOLIEHHUS

p(v) = p(vo)exp|—

—Zé‘:TCZ(V S )2], 7)

rae M — macca MOJIEKYJIbL.

B nmamazone mepecTpoiKy YaCTOTHI M3TyUEHUsS ja3epa
PETUCTPUPYIOTCS pa3INYaIoONInecss MO CUJIe YeThIpe JTUHUKN
niorstomennss HDO u tpu muanm nornomenust H,O (ta6i. 1,
puc.2). 3To a0 BO3MOXKHOCTh MCIIOJIB30BATh OoJiee cadbie
JIMHUY MPU BBICOKUX KOHIIEHTPALIMSX MOJICKYJI U 00Jiee CHITb-
HBIC JIMHUU TIPU HU3KUX KOHIICHTPALIUSIX, PACIIUPSS TEM ca-
MbIM IUHAMUYECKUHN AUaNa30H U3MEPEHUI.

B Tabm.1 mpuBeneHsI cTaTUCTHYECKUE CYMMBI Q IS TeM-
nepatypbl raza 7, B sueilke A0 BKIIIOYEHHS paspsia, a B
Tab11.2 — U3MEpEHHbIE TEMIIEPATYPbI M COOTBETCTBYIOILINE UM
3HaueHus Q(7') B paspsizie Il cMecell pa3iIMYHOro Havallb-
HOro cocraBa. [lpeycraBiieHHbIe B Ta0JI.2 TEMIIEPATYPBI CO-
OTBETCTBYIOT HaYaibHOMY (~20 C) MOMEHTY BPEMEHH I10CIIe

Tabn.1. XapakTepuCTUKHU MCIIOJIb3YEMbIX JTUHHI MTOTJIOMICHHUS.

Moste- ‘{ac:{OTa Cuia JIuHIN Mepexo 0 (To =302
(em™) (cMm/moi.)

KyJna [18, 19] [18,19] [18,19] +5K) [20]
7179.99 420% 1072 P(4) (000-002)
7180.34 3.05x 10725 P(5) (000—002)

HDO 890

7180.74 4.53x 10726 Q(4) (000-002)

7181.31 6.33x 1072 P(4) (000-002)

7180.39 5.56 x 10722 P(4) (000—200)

H,0 7180.61 2.95% 10723 Q(9) (000-101) 180

7181.16 1.50 x 10720 P(3) (000—101)
T
=
Q
I
s
3

7181.25  7181.30  7181.35 7181.40

)b v (em™)

7180.0 7180.5 7181.0 vi(em™)

Puc.2. Cnexrpsl nornomenus HyO u HDO B paspsiie B cvecu He—D,—
H,0 B ananazone mepecTpoiiky 4acTOTHI M3Ty4eHns 1a3epa. Ha Bcras-
K€ — Pe3yJIbTaT annpokcuManuu jJuHuu noriomenus HDO Ha nepexo-
ne cvy="7181.31 cm! (1) rayccoBbiM KOHTYpOM (2).
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Tabn.2. Temnepatypsl raza uepe3 ~20 ¢ rmociye BKIIOUSHHS paspsaa 1
COOTBETCTBYIOIIEE UM 3HAUeHUsT Q JIJISl CMeceil Pa3InuyHOro HaYallbHO-
ro cocrasa.

no(H,0)

ny(Dy)

(1014 CM73) (1015 CM73) T(K) Q (HDO) Q (HZO)
6.0 5.3 3105 927 187
4.4 3.6 315£5 950 192
8.4 5.3 3205 973 196
8.4 1.8 335+5 1042 210
9.6 1.8 340£5 1066 215
4.8 1.8 345+5 1094 220
8.8 3.6 355+5 1138 229

IMpumeuanue: ny(H,O) u ny(D,) — HauaIHHBIE KOHIIEHTPALINH.

BKITIOUCHHUs paspsiga. Kak mokasasm sKCHepHIMEHTEI, H3MEHe-
HUS TEMIEPaTy Pl B ItepBble 10 MIH ropeHus pas3psiia He3Ha-
YUTENbHBI (B IIpefesiaX YKa3aHHBIX B Ta0J1.2 OrPEIIHOCTEl).
B criexTpax Ha puc.2 OTCYTCTBYIOT SIBHBIE IIPOSIBIICHUS Pe-
30HAHCHBIX CBOMCTB stueiiku. Mcxoas U3 3TOro MoXHO ole-
HUTH HIDKHIOIO TPAHUILy CHEKTPATBbHOM IIIOTHOCTH MOJ JUTS
UCIIONTB3yeMOIt HAMH HeaKCHATBHOM CXeMBI TI0 00paTHOI! Be-
JIMYMHE I1ara NepecTPOKH YacTOTHl M3IydeHus j1a3epa. Ha
MHTepBaJ nepecTpoiiku uactotsl 1 em~! mpuxomures 1250 ma-
r'OB, T.€. MEKMOJOBOE PACCTOSIHUE [UIsl CXEeMBbI HE MTPEBBIIIAET
8 x 10* cm™!. DT0 paccTosHUE 3a/1a€T peamTbHOE CIIEKTPATHLHOE
paspeleHne, ompeesseMoe TUCKPETHOCTIO YIIPaBICHUS TO-
KOM MHXEKIIMH (TIpH MEJVICHHOW HeIPEephIBHOM IepecTpoiike
OHO 3a7aBaJIoCh ObI IMPUHOI MasepHoit uHun 10~ cM™!).

4. Pe3yJbTaTbl H3MEPEeHMIl H UX 00CYy:K/IeHHE

ITpu n3MepeHnsx B pas3psIHyI0 TPYOKY BBOAMINCH CMECH
razoB He—D,—H,O c pasnuunbiMu koHueHTpauusmu H,O u
D, npu GUKCHPOBAHHOW HAYATbHON KOHIIEHTPAIIMU TeTUs
no(He) = 8.5 x 1015 cm3. TUNMMUHBIH CIEKTpP TOTTOMIEHNUS TS
paspsga B cMecn rasoB ¢ ny(D,) = 5.3 x 10'° em u ny(H,0) =
8.4 x 10" oM mpusenen Ha puc.2. Ha BcTaBKke K puc.2 IoKa-
3aH MPUMEP AMMPOKCUMAIIUH IKCIIEPUMEHTAITBHOTO KOHTYpa
MOTJIONICHUsI TaycCOBBbIM KoHTypoMm (7). Hammydimas am-
IIPOKCUMALIUSl COOTBETCTBYET TEMIIEpaType ra3a Ha OCH pas-
psana T'= 320 = 5 K. YcnoBus 3KCepuMeHTOB Pa3INYaIUCh
TOJIbKO COOTHOIIEHUSIMH UCXO/IHBIX KOHIIEHTPALIA, IIPH 9TOM
MOIIHOCTb, BKJIaJIbIBaeMas B pa3ps/l, MEHsJIACh Majo, OHA
KOHTPOJIMPOBAIACH 10 HANPSKEHHOCTH 110J1s1 B paspsiae. s
JIPYTUX YCIOBUH 3HaUeHUs TEMIIEPATYp NPUBEIEHBI B TA0J.2.

Ha puc.3 npencrasiensbl u3MepeHHbIe 3aBUCUMOCTH OT Bpe-
MeHH KOoHIleHTpauuii mosiekysr H,O B paspsae nipu ng(D,) =
1.8 x 10" e u pasnmuunsix ny(H,0). Usmepenus nmpoBomu-
nmmch B Teuenne 10 MunH. BpemMeHHOE pa3perienne onpeness-
JIOCh M3 YCIIOBUST 00€CIeYeH!s] MUHUMAIBbHOM MOTPEIIHOCTH
IIPY YCPEOHEHUH JAHHBIX B LMKJIAX 3alMcu crekTpos. Ha
BCTaBKe K pHUC.3 MoKazaHa qucrepcus AJiaHa ajisl mokasaTe-
JIs1 IoTJIoIIeHust. BUnHO, 94TO onTUMaibHasi TOYHOCTH JOCTH-
raercsi Ipu BpeMeHH ycpemHeHusi ~30 ¢, T.e. MpH 3aIrcu
JIBYX-TPEX ThICSY CIEKTPOB. JlaHHbIe HA PHC.3 MPUBECHBI Ue-
pe3 MHTepBaJIbl BpeMeHH, paBHble | MUH. UyBCTBUTEIBHOCTD
M3MEPEHUI MoKa3aTemsl MOTJIOLIEHUSI B YCIOBUSAX IKCIEPH-
MeHTa cocTaBisteT £2 x 1077 cm™'. IuHaMudecKuii quana3on
M3MEpEeHNI Ha aHAJIMTUYECKUX ydacTkax cnektpa mist H,O
7exuT B ripefenax 3.4 x 1011 -2.1 x 101 em—3, a g HDO — B
npezenax 2.4 x 1012 - 1.1 x 1015 cm~. HuxkHHe rpaHuIbl qua-
[1A30HOB OLIEHEHBI IO JUCIIePCUH AJlIaHA, BEPXHUE — UCXOS

[N\
(o)

[\
=
T

33
[=]
T

n(H,0) (1013 em3)

[
N
T

12

0 2 4 6 8

1
t (MuH)
Puc.3. 3aBucumoctu ot Bpemenu koHieHtparmit HyO B paspsiae npu
n(D5) = 1.8 x 101 e 1 ng(H,0) = 4.8 x 1014 (1), 8.0 x 10" (2) 1 9.6 x
10 cm3 (3). Ha BcraBke — aucniepcus AJIaHa ¢ [jisl OKas3aTels I10-
TIIOIIEHHS, [,, — BPEMSI YCPEIHEHHS.

13 AOIYCTUMBIX IOTPEIIHOCTEH MPpU OOIBIINX MOTJIOMIEHUSIX
10 METOJIUKE U pe3yJibTaTam padboTsl [22].

ITonyueHHbIe pe3yabTaThl U3MEPEHUI KOHIIEHTPALUN MO-
JIEKYJT BOJIbI CHJIBHO OTJINYAIOTCS OT PE3YIbTATOB U3MEPEHUI
METOJaMH aKTHHOMETPHUU B IIOJIOM METANIOKEPAMUYECKOM
kartoze [12,14]. B monom katone monekynsl H,O auccoriu-
upyroT Ha 95%—98%. B sxcepuMeHTax HACTOSIIEH PaOOTHI
yMmeHblreHne KoHneHntpaimu H,O mpoucxomut He Oomee yem
Ha 75%—85%. DTu pasnuumus, mo-BUIUMOMY, CBSI3aHBI C 00-
Hapy>KEHHOM B HAIIIMX IKCIIEPUMEHTAX OCOOEHHOCTHIO.

TTocne AUTENBHONW OTKAYKU WIIA «TPEHUPOBKU» TPYyOKH
Pa3psaoM HaIyCK MapoB BOJABI 10 BKIIOYEHUS paspsijia co-
MIPOBOYXKIAETCS OBICTPBIM IMAJCHUEM ABIICHUs, YTO, OUEBU/I-
HO, CBSI3aHO C afcopOiueil creHkamu Tpyoku. IlpuBoanmbie
Hamu 3HauyeHus 1ny(H,O) oTBeUaroT KOHLIEHTpalui MOJIEKYJI B
razoBoil ¢haze B HaUaJbHBIN MOMEHT I1OCJIE HAIyCKa. «3amac»
3aXBAYEHHBIX MOJIEKYJI UTPAET 3aMETHYIO pOJIb B O0IIEH Kap-
THHE XUMHUYECKHX ITpoleccoB B paspsae. [locie BKIroueHHs
pas3psiia 9acTh MOJIEKYJI HEPEXOAUT B Fa30ByI0 (a3y. DTo Mo-
KeT OBITh BBI3BAHO, HAIIPUMED, CTOJIKHOBEHHUSIMU CO CTEHKON
ATOMOB Te€JIUsl B METACTAOWIBHBIX COCTOSHUSAX. BO3MOXKHBI
peaxuuu aacopOMpOBAHHBIX MOJIEKYJI C aKTUBHBIMU painiKa-
namu H, O, D, OH u ap. IIpu aTom, X0Ts mpoiiecc auccorua-
LY TTPOJIOIIKAET OCTABATHCS OBICTPBIM, OH KOMITEHCUPYETCS
MIEPEX0IOM B Tra3oByIo (ha3y MOJEKyT co cTeHoK. Tor daxkr,
YTO MOCJIe BKIIIOUCHHS pa3ps/ia YCTAHOBIIEHUE ONPE/ICTICHHON
KOHLEHTPALMU BOJBI C y4acTHEM aICOPOUMPOBAHHBIX MOJIe-
KYJI MPOUCXOJUT JIOCTATOYHO OBICTPO (3a Bpemsi, MEHbIIIee
BpeMeHu u3mepenus 30 ¢), TOBOPUT B MOJIb3Y TOTO, UTO OCHOB-
HOMH mporiecc 3axBaTa (BBICBOOOXKICHHS) YACTHUI] HA TTOBEPX-
HOCTH — (hpu3nueckas ajgcopOuus (IecopOius) ¢ BaH-ep-Ba-
AJIbCOBBIMM ITOTEHLIMATIAMU CBSI3H, TpeOylolas Majloi sHep-
MM AKTHBALIMM 110 CPABHEHMIO C MEUIEHHO MPOTEeKaIoIIei
XeMOCOPOIIHEH, TPH KOTOPOH YaCTHIIBI ra3a 00pas3yroT Mpoy-
HbI€ XUMUYECKHE CBSI3U C YACTUIIAMU ITOBEPXHOCTH.

Ha puc.4 npencraBieHsl 3aBUCUMOCTH OT BPEMEHU KOH-
nentpauuit HDO B paspsiae npu pUKCHPOBaHHONH KOHLEH-
tpauun ny(H,0) = 8.4 x 10 cM > 1 pasIUUHBIX 3HAUEHHSAX
ny(D5). B orcyrcTBue paspsna monekyinst HDO He peructpu-
pYIOTCS, HO cpa3y IMOCJe ero BKIIOYECHUS! OHM TOSBISIOTCS.
Hanee nabmronaercs crnabast (HO BIIOJTHE 3aMETHasl) TEH/ICH-
LMs K CHIDKEHUIO KOHIIEHTPALIUU TSDKEIOW BOJBI B IJIa3Me.
TTockoIIbKY 3TOT IPOLIECC UMEET XapaKTePHOE BPEMsl JIECST-
KM MHUHYT, OH, IO-BUANMOMY, CBSI3aH C XEMOCOPOLIMEH.
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Puc.4. 3aBucuMocTtu oT BpeMeHH KoHLeHTpalmii moekysn HDO mnocie
BKJTIOUeHHA paspsaa npu ny(H,0) = 8.4 x 1014 v 1 ny(D,) = 1.8 x 101
(1),3.6x10° (2)u 5.3 x 105 em3 (3).

k » np(H,0) = 4.8 x 10" cv3, ng(D,) = 1.8 x 1013 cm™?
B @ 19(H,0) = 8.4 x 10" em~3, ny(D,) = 1.8 x 101 em™3

ol | #no(Hx0) = 9.6 x 10" M, n(Dy) = 1.8 x 10" em™?
® ny(H,0) = 4.4 x 10" cm73, ng(D,) = 3.6 x 10"° em™3
A 5y(H,0) = 8.8 x 10 cm3, n(D,) = 3.6 x 1015 cm™?
I | v ny(H,0) = 6.0 x 10" cm3, ng(D,) = 5.3 x 10"° em3
L |« ng(H,0) = 8.4 x 10 cm73, ng(D,) = 5.3 x 10° em™3
0 1 1 1 1 1 1 1 1 1 1 1

0 2 4 6 8 t (MHH)

Puc.5. BpemeHHBIe 3aBHCHMOCTH OTHOIIEHNSI K N3MEPEHHBIX KOHIICH-
Tpauuil mojnexys H,O u HDO B paspsiie npu pa3iuyHbIX HAYaJIbHBIX
KOHIeHTparmsx mosekyn H,O u D,. L{BeTHOI BapuaHT puc.5 moMeneH
Ha caiiTe Halero xypHaia http://www.quantum-electron.ru.

JU1s1 pasiauyHBIX COOTHOLIEHUH HAYalbHBIX KOHLEHTpa-
uuii D, u H,O 6butn onpenenensr otHotueHus: k = n(H,0)/
n(HDO) B paspsae. Oxa3anoch, 9TO BEIUYHHA k TIPAKTHYE-
CKHU OJIMHAKOBA BO BCEX PACCMOTPEHHBIX ciydasx (k=3 £ 0.5)
U MOYTH He MeHseTcss BO BpeMeHH. COOTBETCTBYIOIIUE pe-
3yJbTaThl MPUBEAECHBI HA pUcC.S. MOXHO MPEANON0XKUTh CY-
IIECTBOBAHME MEXaHU3Ma, OTPAHUIMBAIOLIETO T0JII0 MOJIEKY
H,0 Ha crenxe, criocoOHBIX K IPEOJOJIEHUIO Oapbepa Je-
COpOIH TPH B3aMMOICHCTBHUU C MOJIeKyIamu D».

5. 3ak/rouenue

TToka3zaHo, 4TO C MOMOIIBIO METO/Ia A0COPOLIMOHHOM JT1-
OJIHOM J1a3€pHOM CIEKTPOCKOIHNU BO3MOXKEH MPSIMON OJHO-
BPEMEHHBII MOHUTOPHUHT n30TONIOMepoB Bojsl H,O 1 HDO
B ra3opasps/HOi 11a3Me ¢ IPUMEHEHUEM OJIHOTO JIMOHOTO
Jazepa ¢ OUana3oHOM IEPeCTPOMKM YacTOThl H3IIyYeHUs
2 em ! B6m3u A = 1392 mm. TpH HCMIONB30BAHMHN BHEIITHETO pe-
30HATOPA C 3epKajaMH Ha TOPIAX pa3psiIHON TPYOKH U KOM-
OMHAIINU CWIIBHBIX U CITA0BIX TMHUIA TTOTJIOMIEHSI JMHAMUYIe-
CKUH NTMAna30H W3MEPeHHMI KOHIEHTpAIMii Ha aHAJUTHYe-
ckoM yuactke cnektpa s H,O nexur B mpenenax 3.4 X
10"1-2.1x 105 em3, a 1mas HDO — B mpesenax 2.4 x 1012—1.1 x
10'3 em3. TIpu HaXOXKAEHUH 3epKal Ha PACCTOSHUH 25 MM OT
XUMUYECKH aKTUBHOM 30HBI MIOJIOKHUTEIBHOTO CTOJIOA pa3psi-
Ja TIpU MIOTHOCTH Toka 1.6 MA/cM? merpananmu ko3dduim-
EHTOB OTpakKeHHs 3epKaJ BOIm3M AR ~ 5 x 10~ B TeueHue He-
CKOJIBKMX MECSLIEB 9KCIEPUMEHTOB OTMEUEHO He ObLIO.

KBapieBast TOBEpXHOCTb TPYOKU aKTUBHO aICOPOUpYET
MOJIEKYJIbl BOJbI, KOTOPBIE 3aTE€M YUACTBYIOT B PEAKIMIX Ha
IrpaHULE IUIa3Ma—IOBEPXHOCTb. AOCOJIIOTHBIE KOHLIEHTPA-
LMY MOJIEKYJI BOJBI 00E€UX U30TONMMUECKUX MOIUBHUKALINI 3a-
BHUCST OT Ha4YaJbHBIX KOHIeHTpauuii monekyn H,O u D, B
mazMooOpa3yromiem rase. [Ipu aTom, ogHako, BO BceM HC-
CJIEIOBAHHOM JIMAIIa30HE COCTABOB ILIA3MO00PA3YIOMIUX Ta-
30B oTHoueHue xKoHuenrpauit H,O u HDO oaunakoso u
COXpaHseTcd B Ipoliecce ropeHus paspsiaa. C yueToM JaHHO-
ro ¢akra 1 HabJII0AAEMBIX CKOPOCTEH YCTAHOBJIEHUS CTALO-
HApHBIX KOHLIEHTPALUN{ MOKHO IPUITHU K IIPEATIOTIOKEHHUIO O
TOM, YTO 3aXBaT BOJbI MIOBEPXHOCTHIO KBapua oOyCIOBJICH
(usrueckoit ajcopOIMel ¥ CyIIeCTBYeT MEXaHNU3M, OTPaHH-
YUBAIOMINN MOTOK eCOPOLIUU MOJIEKYII ¢ TOBEPXHOCTH. J{ist
MOATBEPKAECHUS 3TOr0 IPEIIIOI0KEHUS TPEOYIOTCS JOIOIHU-
TEJIbHBIC UCCIIEJOBAHUSI.
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