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BpamareibHoe pacnpeneieHne MoJIeKyI BOI0poia B cocTosiHum o 11,

B pa3psaae € 3JJEKTPOHHO-INKJIOTPOHHBLIM PE€30HAHCOM

S. Bechu, A. Lacoste, IO. A. Jlebeoes, B. A. Illlaxamos

Memooom IMuccuoHHO CneKMPOCKONUU U3mMepeHvl YHKUUU pacnpedesieHus MoaeKyl no HU3KUM

3 —
6pawamesibHbIM YPOGHAM MONEKYlbl 6000p0o0a 6 mpuniemnom cocmoanuu d’11, u onpedenenv

eenuyUHbL
mMPUNIEMHO20 COCMOAHUIL MOJIEK)JIbL 8000P0OA.

6paAamensvHoll U  NOCMYRAMENbHOI MEMREPamyp OCHOGHO20 U  6030YIHCOCHHO20

PACS: 51.50.+v, 52.25.-b, 52.40.Fd, 52.50.Dg, 52.50.Sw, 52.70.Ds

Knrouegvie cnosa: BOJOPOH, 3IIEKTPOHHO-UMKIOTPOHHBIA PpE30HAHC, 3MUCCHOHHAs CHEKTPOCKOIHA,

TeMmIeparypa.

BBenenue

MornekyIibl BOIOpO/ia, BO30YKICHHBIE Ha KOJIe-
OaTeNbHO-BpaNIaTeIbHbIC YPOBHH OCHOBHOTO X 12; u

AJIEKTPOHHBIX COCTOSHUM, UTPAIOT BaXXHYIO POJIb B
KUHETHUKE BOJIOPOJIHOM Tu1a3Mbl. [[1s1 u3MepeHuit KoH-
HeHTpanuii BO30YKICHHBIX YAaCTHI[ HCIOJIB3YIOTCS
METObI SMUCCUOHHOM CIEKTPOCKOMUY Iia3mbl [ 1—3].

Jannas paboTa MOCBsIIIIEHa CIIEKTPAIBHBIM HC-
cinenoBanusM J1[P-paspsima B Bogopojie Mpu HU3KHUX
JTABIICHUSIX.

JKcnepUMeHTATbHASl YCTAHOBKA

OKCIIEpUMEHTHI BBITIOTHEHBl Ha YCTaHOBKE C
TUATIOJIIPHBEIMA MCTOYHHKAMH TUIa3MBbI (puc. 1) mabo-
paropun cybaromuoi ¢pusuku u kocmonoruu (LPSC)
IlenTpa ucciea0BaHUs IIa3MbI, MATEPUATIOB U HAHO-
ctpykryp (CRPMN) yamBepcurera uMm. K. Dypne
(r. I'penobns, Opannus) [4—7].

lazopaspsinnas kamepa (cM. puc. 1) mpepcras-
nseT co00i MeTaTMYecKuil IHITUHAP U3 HepKaBero-
meid ctamm guamerpoM 100 MM, CTEHKH H30IHPYIOTCS
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OT TUIa3Mbl CTEKIISTHHBIM ITWUIMHIApPOM. JlaBieHune B
kamepe cocrtaBasier 0,01 Topp. CBY-momHOCTH
(200—1200 Brt, Ha wactore 2,45 I'Tm) genutca Ha
YETBIpE YaCTH, KaXKJas W3 KOTOPHIX IMOJBOAMUTCS K
YeTHIPEM TUMNOJSPHBIM HCTOYHUKAM IuT1a3Mmbl. McTou-
HUKH OXJIQXJAI0TCS MPOTOYHON BOJON WM Mapamu
KUAKOTO a30Ta. CHeKTpalbHBIE HCCIICIOBAHUS HU3-
koTemiepatypHoi ma3Mel (HTII) BEITIOJTHEHEI B IBYX
obnactsax kamepwel (3 w 4 Ha puc. 1). g 3amucu
CIIEKTPOB B JHara3oHe JIUH BodH A = 608—628 HM
npuMensiercst  cekrpomerp Horiba  Jobin—Yvon
HR1000 co cnekrpansHbiM paspemienueM 0,01 HM.
Wznyuenue turasmel OTOMpaeTcs uepe3 KBapIeBbIC
OKHa, YCTAHOBJICHHBIC B OOKOBOM CTEHKE KaMephl.

°y

Puc. 1. Yemanosku ona cnekmpanvuvix uccieoosanuit I1[P-
paspaoa & 600opoode: 1 — pazpaounan xamepa; 2 — cvemHblil
cmexnannotit (Ilupexc) yununop; 3 — I P-paspad; 4 — ough-
¢y3uonnan oonacme paspaoa; 5 — nanyck 6000pooa; 6 — om-
Kauka 2aza; 7 — OUNOJAPHLLIL UCMOYHUK; 8§ — nodeoo CBY-
MouwgHocmu; 9 — oxnaxcoenue OUNONAPHO20 UCHOUHUKA (napbl
HCUOKO020 azoma unu 600aHoe oxnaxcoenue); 10 — xeapuesvie
aunzel u okua; 11 — onmoeonoxkno; 12 — cnekmpomemp
Horiba Jobin-Yvon HR1000
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Peructpupyercs HWHTETpallbHOE W3IYYCHUE ILIa3Mbl
BIIOJIb OcH HaOmroneHus. OOpaboTka CIIEKTPOB BKITIO-
YaeT WACHTU(PUKAIMIO CIIEKTPAIBHOTO COCTaBa M3Iy-
YeHUs], BBIYMTaHHE (POHA U KOPPEKLUUI0 MHTEHCHBHO-
CTH CIIEKTPOB C YYETOM HMHTEHCHBHOCTH CIIEKTpa
M3IyYCHHUS] TPAAyUPOBAHHOW BOJB(DPAMOBOM JIaMITHI
[8]. Jlnsa ompenenenus temmneparypsl rasa T, QyHK-
MU paclpeneieHus IO BpallaTeIbHBIM YPOBHSIM

(®PBY) Moiekynsl BOIOpOAa B OCHOBHOM X 12; u

BO30YKICHHOM d3Hu COCTOSIHUSAX HCIOJIL30BaH Me-
TOJl OTHOCHTENIBHBIX HHTCHCUBHOCTEH [1—3, &, 9].

Pe3yabTarhl U 00cyxaeHNE

B BunnMoii obmacTu IIMH BOJH HanOoJee WH-
TEHCUBHBIH MOJIEKYJAPHBINA CHEKTpP HU3ITydeHUsS BOJO-
ponma HaOJromaeTcss B JUama3oHe JIWH BOMH A =
=601—627 um.

CrnexTpalbHBIE  COCTaB WM3JIyYCHHUs paspsia
COBMAaJaeT ¢ TeM, 4To Habmomaercs B BU-paspsme
[10—13]. On HacHIIEH 3JIEKTPOHHO-KOJIEOATEIHHO-
BpamarenbHbiMd  (OKB) nUHUSMU CHHIJIETHBIX U
TPUILIETHBIX TEPEXOJI0B MOJICKYJIBl BOJOpOJAa TIO
CPaBHEHHUIO CO CHEKTPaMHU MCIYCKAaHUS IOJIOKUTENb-
HOro crosiba paspsiaa nocrosiHaoro toka (IIC TPIIT)
[1]. D10 00ycnoBiaeHO pa3nuyueM KOHLEHTpalun
ANIEKTPOHOB W (DYHKIMI pacrpeneseHus SJIEKTPOHOB
mo 3"eprun (OP3I) B razoBeix pazpsmax. PO B
OlP-pa3pane, B omiM4yue OT paspsiia MOCTOSHHOIO
TOKa, 00OTallleHa «TOPSYNMI» JJIEKTPOHAMH B JTaria-
30HE DHEPTUH DIIEKTPOHOB, B KOTOPOM PACIOJIOKEHBI

MOpOTH (NIAG,VA ,
11,4—14,8 3B) u TpHUILIETHBIX (NBAG,VA , 6—113B)

COCTOSIHMH MOJIEKYJIBI BOAOPOJa JJIEKTPOHHBIM yaa-
pom. IIponecchl cTyneH4aToro Bo30yxaeHus

BO36Y)K,ZIGHI/I$I CHHI'JICTHBIX

H, (XIZ;,V)+e —>H, (XIZ;,w)+e, (1)
Hy (X'Zv)+e o Hy (NPAg v )+e, ()

Hy (N™2AL Vi )+ e > Hy (NPAL vy ) +e, (3)

oomee a3 dextuBabl B D1P-paspsazae, uem B [1C TPIIT
[1].

Jluanm mwanyuenus Q-setseit (QO(1), O(2), O(3),
04) u QO(5)) cexBenmuii Av = 0—2 0-CUCTEMBI

Qynxepa H, (d3Hu,vd - a322,,va) BBIOpaHbI JIs

uccrenoBanus (QYyHKIMU pacrpefelieHus M0 Bpaia-

TensHBIM ypoBHIM (DPBY) Monekynsl Bogopona.
[Mpr oOXJIaXKJEHUH JHUIONSPHOTO HUCTOYHHUKA

TUTa3Mbl IPOTOYHON BOJOW BpalllaTelbHBIC TeMIlepa-

TYpBI T,‘(’,t(d3H_) uTh (d3H; ), COOTBETCTBYIOLIHE

u rot

OpTO- U Iapa- MOAU(UKALMSIM MOJIEKYJIbI BOAOPO/a, B
obmactu JIP (3) coBmagaroT B mpeeaax MOTPEITHo-
cTH 17 ypoBHer v; = 0—2 u paBusl 315 + 30 K. IIpu
OXJTAKACHUN JUIIONISIPHOTO MCTOYHWKA TapaMH KHUJI-

3 —
(d Hu)
c1abo OTJIMYAKOTCS OT TEX, YTO MOJYyYEHBI IIPH OXJIa-

JKJACHUM HMCTOYHUKOB MPOTOYHOUW BOmO#. I[lomoOHbIC
BBIBOJIBI CITPABEINIUBHI U T U Py3noHHON 0071aCTH

(4). 3uaueHus Tr‘;t(d3H;) u T (d3H;) cormacy-

4 31— P
KOr0 a30Ta TEMIIEPATYpPhI Tmt(d Hu) u T2,

rot

I0TCS B TpeJeiax MOTPENIHOCTH, HO WX BEJIMYUHBI
MEHBINlE, 4eM Te, YTO TOJNyd4eHBl B oOmactu (3):

T,‘;t(aﬁl_l;) =Tk (d3H;) =230 + 35 K mu1st Tex xe

rot

KoJIeOaTeNbHBIX YPOBHEH.
Kax npumep, puc. 2, ummoctpupyer OPBY
(/' = 1—5) ™Momexkynsl BOIOpOAa B COCTOSHHUSIX

d3Hu, vy = 0—2 B muddys3nonHoi obmactu DI[P-
paspsna (4). B obenx obnactiax xamepsl @PBY (J' =
= 1—5) MoeKkyBl BOAOpOa B COCTOSIHUH d 3 IT, cva=
= 0—2 OmHMCHIBAIOTCA pacupeecHusIMA bobiMana.
Jlnama3oH BpaliaTeNnbHBIX YPOBHEH, 3aCelIeHHOCTU
KOTOPBIX OMHUCHIBatOTCs (hopMynoit bonbprimana, mm-
pe, YeM MOJIyYeHHBIH B KalWUISIPHOM paspsijie U Io-
nom karone (J' < 3) [14—16] u Ha nepudepun obdaac-
THU TJIa3Mbl cTemapatopa [17], a takxe B BU-paspsne
[10] (/' = 1—4). D10 cornacyercs ¢ BbBogamu [11,
12, 16, 18, 19] o 60IBITMaHOBCKOM BHIE pacIpeaeiie-
uvus g J' = 1—5. Jlng onucanus ®PBY (J' = 1—5)

B cocrosrmn d 11, vy = 0—2 B 06enx oGnacTsx Ka-
Mepbl MO>KHO BBECTH TIOHSTHE BpalllaTeIbHON TeMIle-

piryps 7, (41 ).

T T T T
0F -
Cocrosrue d°[],
0 2 -
N
N
= 4 -
ov=2
-6 1 ! 1 I
0 5 10 15 20 25

J(J+1)

Puc. 2. @yukyusa pacnpedenenus no 6pawjamenbHvlm ypoGHAM
MONIEKYIbl 6000P00A 6 IIEKMPOHHO-KO1eDAmenbHblX COCHOA-

Huax d 3H; s Vg MoneKynvl 6000pooa é I1IIP pazpade é oonacmu 4

(oaenenue p = 0,01 Topp, noosodoumasn pesynomupyrouias CBY-
mouwgnocme 50 Bm): o — konebamensnutit ypogens v, = 0, 6 —
ve =1 u o— ypogenv v; = 2. Benuuuna Z; = Njp/gp
(N, — Konuenmpauus MoJeKyl 6000p00a 6 COCHIOAHUU
d3H;, ve J. J'— epawjamensnoe keanmosoe uucno, g; —

KpamHocmb BblpO.?I(‘@eHu}l cocmwmuﬂ)
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Temneparypbl Tm,(d3H;) = 205—325 K B

o0enx 00macTsX KaMephl MOMajaoT B AWANa30H, I0-
JYYdeHHBIH B Ta3oBBIX paspsamax [1, 11, 12, 14—16,
20, 21].

Ilpn onpenenenun 7T, HCHONB30BaHA MOJEIb
[1, 15]. Ilpenmomaraercs, 4ro cocrosHuUA, vy = 0-2,
J' = 1—5 momnekynsl Bogopoaa B HTII obpasyrores B
pesyabTare nporeccos (1) u (2). B ocHOBHOM cocCTOS-
HUM MOJIEKYJIBI BOJIOPOJa MMEET MECTO PaBHOBECHE
MEXIY MOCTYNAaTeIbHBIMU U BpalIaTelIbHBIMHU CTEIle-
HSIMH CBOOOJIBI MOJIEKYJIBl. BpammartensHoe pacnpene-
JICHWE B COCTOSHHM MOJIEKYJIBl BOJOpOJa ONHUCHIBA-
erca ¢opmyinoii bombumana. IIpoumecc (1), B
pe3yiabTaTe KOTOporo (popMUPYETCs COCTOSHUS, Vy =
= 0—2, J' = 1—5, He uckaxaer uccieyeMble Bpala-
TEJIbHBIE PACIIPENIENIEHHS] B COCTOSHHUIX

A, , vg=0—2,J = 1—5u X'}, v, J" mo-
JICKYJIbL
T

rot

BOAOpOAA. I[J'ISI OIpeACJICHNUA BCJIIMYHUHBI

(X 12;) CIIPaBEJITINBO BBIPAKEHHE

T

rot ! rot 1:
i (X z;) T (d3n )

Iet) 3=\’ )
B (X'2f) By (d'TTy)

Iy+ 37—
rie B, (X Zg) u Bmt(d Hu) — BpalaTeIbHbIE
IOCTOSIHHBIE OCHOBHOIO X 12; U BO30YKAEHHOTO

37— o
d Hu COCTOAHUN MOJICKYJIbI BOAOpPOAAa COOTBETCT-

BEHHO.

Jis nccnenoBaHrs BOZMOXKHOCTH OTIPEeSICHIS
MOCTyNaTeIbHON (Ta30BOi) TeMIepaTypbl MOJIEKYJ B
paspsiie TMpoaHANM3WPYyEeM XapaKTepHblEe BpeMeHa
KU3HU aHATU3UPYEMBIX COCTOSIHHHA. 3aMeThM, 9YTO
peabOcopOiust u3aydeHus aHaim3upyeMbix OKB-iu-
HUU OTCYTCTBYET.

s oToxaecTBIeHUs BpallaTeJbHOW Temmepa-
Typbl OCHOBHOTO COCTOSHHSI C TeMIlepaTypod Tasa
BpeMsI BpallaTeIbHON peNaKcariii Tz MOJEKYJI BOJO-
poJia JODKHO OBITh MEHbIIIE, YEM MX BpeMs MmpeObiBa-
HUSI B pa3psiiHOM 30HE Tp. BpeMeHa penakcaiuu Tg,
paccuuTaHHbIE B TNPHUOIMKEHUM MOJIENH TBEPABIX
chep ¥ c WCMONB30BaHWEM mMOTeHNnuana JleHHapma-
JIokoHCca ISl B3aMMOJEUCTBUS MEXIY MOJEKyJIaMu
Bojiopoaa 1o [22], mpu OKUJAeMOU MOCTyNaTeIbHON
temmneparype 600 K pasmsiorcs (6,5—9,9)x10” ¢ u
9,9x10” ¢ coorBeTcTBeHHO. OIEHKA BPEMEHH IIPeObI-
BaHUS MOJIEKYJIbI BOAOPOA Tp B 30HE paspsjia daeT Tp
~ 10™ c. DTO BpeMs OKa3BIBACTCS COM3MEPHMBIM HITH
Oomnplie, yeM BpeMsl peslakcaluy, T.€. Tp = Tg. Paccun-

TaHHOE B [23] 3HaYeHHE BPEMEHU JKU3HU T, (d3H;)

paBusiercs 40 Hc. BenuuuHbl Tp U Tg 0OJbIIE, YeM

te,(d3H;). BpamarenbHas penakcamusi MOJEKYI

BOAOpOAa B IUIA3MEC HC 3aBCPIINIIACDH. I[J'IH Hnepapxmmn

BPEMEH Tp, T, (d 31'[;) U Tg CHPABEIIMBO COOTHOILIE-

HHUC:

Tp2Tp >>ﬂ:e/(d3H;).

OTO COOTHOIICHHE BpPEMCH IIOKa3bIBACT, YTO B
YCHIOBUAX  3KCIICPUMCHTA CTPOTO  OTOXIACCTBIIATH

T

mt(X 12;) ¢ T, Henb3s. TeM He MEHEE, MOXKHO TI0-

JTy4uTh OUEHKY T, cBepxXy. 3HaueHus T,, ONpeNeeH-
HBIE C HCIIOJIb30BaHUEM COOTHOIIEeHUs (4), B o0nacTu
(3), coctaBmstor 620 + 60 u 650 + 60 K mpu oxmax-
JNEHUH JAUTIONIAPHOTO MCTOYHUKA TIJIa3Mbl BOJIOM U Ma-
pamu KHIKOTO a30Ta, COOTBETCTBEHHO. B obnactu (4)
3HadeHue I, MeHblne Hu paBHierca 430 + 50 K mpu
OXJIOKJIEHUM TMPOTOYHOW BOJAOW M Mapamu >KUJIKOTO
a30Ta. OJTO TOHATHO, MOCKOJBKY TpPU YyJAIEHHUU OT
WUCTOYHMKA TIUIa3Mbl TeMIIEpaTypa MIOJDKHA YMEHb-
IIaThCS 3@ CYET TEIUIOOTBOZAA Yepe3 CTEHKH KaMephl.
OTOT pe3ynbTaT KOCBEHHO CBHUETENBCTBYET B MOJIB3Y
TOTO, YTO ONpeeIeHHbIE TAKMM 00pa3oM TeMIepary-
PBI KOppenupyroT ¢ 1.

3akiouenne

DOMHUCCHOHHAS CIIEKTPOCKOMHSI B O0NACTH JJTUH
BoJIH 601—627 HM uCHONb30BaHA AN HM3MEPEHUS
OPBY (J' = 1—5) Monekynbl BOAOPOAa B COCTOSHUU
B BOJOPOAHOM IIa3Me, MOJTYYEHHOH C MOMOIIBIO AM-
noyisipHoTo Bctodnuka npu gasinernn 0,01 Topp. Ye-
taHoBIeHO, yTo ®PBY (J' = 1—5) Monekynbl BoJO-
pola B COCTOSHUM  SIBISETCS OOJIBIIMAHOBCKOM.
3HayeHHs] BpallaTeNbHOW TeMIlepaTrypbl Jie)XaT B
nuanazoHe 325—205 K. OueHku noctynaTenbHOU
TEeMIepaTyphl MOKa3alH, YTO OHA 3aBHUCHT OT IIPO-
CTPaHCTBEHHBIX KOOPIWHAT, YMEHbIIAETCS MpU yrAa-
JIEHWH OT MCTOYHHUKA IUIa3MbI U JIEXKUT B JUANa3oHe
650—420 K. [TomyueHHBIE pe3yibTaThl BAKHBI U Oy-
IOYT WCIIONIb30BATHCS TIPU aHANIH3€ KOJIeOaTeNbHBIX
CIIEKTPOB MOJIEKYJIbI BOJOPOJIA B pa3psiiHON Kamepe ¢
TUTOISPHBIMHA UCTOYHUKAMH I11a3MBl.
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Rotational distribution of hydrogen molecules in the state d° IT,
in the discharge with electron cyclotron resonance
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Method of emission spectroscopy [I—3] was used for study of rotational distributions of hydrogen
molecules in ECR discharge at pressure 0.01 Torr. The experiments were performed at the facility with
the dipolar plasma sources (Fig. 1) in CRPMN LPSC (Grenoble, France) [4—7]. Discharge chamber is
a metal cylinder made of stainless steel with a diameter of 100 mm. Walls are insulated from the plasma
by glass cylinder. Microwave power (200—1200 W at a frequency of 2.45 GHz) is divided into four
parts, each of which is applied to the four dipolar plasma sources. Sources were cooled by the flowing
water or liquid nitrogen vapor. Spectral studies of STP performed in two areas of the camera (3 and 4
in Fig. 1) using the spectrometer Horiba Jobin—Yvon HR1000 with spectral resolution 0.01 nm. Spectra
were calibrated using the tungsten band lamp [8]. Method of relative intensities [1—3, 8, 9] was used

for determination of rotational distribution function (RDF) of molecules in the state d’ I1,. In visible

part of spectrum the most intensive spectrum of hydrogen molecules emission was observed in the
range A = 601—627 nm. Spectral composition is similar to that observed in in RF discharge [10—13]
and enriched by lines of singlet and triplet transitions as compares with the DC positive column [1].
Emission lines of Q-branches (Q(1), O(2), O(3), O(4) u Q(5)) of sequences with Av = 0—2 Fulcher

o- system I, (d 3Hu,vd >ad Zigr,va) were choose for study the RDF of hydrogen molecules. It was

shown that the RDF (J’= 1—S5) of hydrogen molecules in the state d 3 I1, coincides with the Boltzmann
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law and rotational temperatures T, (d 3H;) Jor levels v, = 0—2 lies in the range 325—205 K depend-

ing on the place of determination (decreased with increasing the distance from the dipolar plasma
source. Figure 2 shows the example of the RDF. Temperatures T, (d 3H; ) = 205—325 K are in the

range of Tmt(af3 H;), known for gas discharge plasma in different discharges [1, 11, 12, 14—16,

20, 21]. Hierarchy of characteristic times for different hydrogen plasma processes (time of rotational

relaxation 1z, residence time tp and lifetime of excited state 7, (d 31'[; ) ) was determined:
Tp2Tp >>T, (d3 H;). This inequality shows that it is impossible correctly relate the rotational tem-

perature T,

Yot (X 12§) and translational T, temperature in the conditions of experiments. But it is possi-

ble to estimate the upper levels of the translational temperature in different parts of the discharge: 650
and 420 K in region 3 and 4, correspondingly. Temperature decreases with increasing the distance from
the ECR plasma source. This result is indirect evidence that the above temperatures correlate with the
real gas temperature.

PACS: 51.50.+v, 52.25.-b, 52.40.Fd, 52.50.Dg, 52.50.Sw, 52.70.Ds

Keywords: hydrogen, electron cyclotron resonance, emission spectroscopy, temperature.
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