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IlosrydeHo ypaBHeHne (OTOMHIYIMPOBAHHOU IMHAMHUKK aTOMOB KpHCTajuMyeckol pemetku Bi. Ha ocHose aToro
YpaBHEHHS BBIYMCIICHA 3aBUCUMOCTb OT BPEMEHH CMEIICHUIT aTOMOB IIPH BO3[EHCTBUN HA KPHCTAJUT CBEPXKOPOTKOTO
Jla3epHOTO mMITysibca. IlokasaHo, 4TO YacToTa OCHIJUTMPYIOMIEH YacTH CMEIICHUH 3aBHCHT OT IUTOTHOCTU SHEpPruu
JIa3epHOrO MMITyJIbCa U BpeMeHH. PaccunTaHa MHTEHCHBHOCTb crekTpa Pypbe (HOTOMHIYLHPOBAHHBIX KOTEPEHT-
HBIX KOJIeOaHMiI KPHUCTA/UTMYECKON permeTk (KOrepeHTHBIX (OHOHOB). ITosydeHHBIC TeOpeTUYeCKHe Pe3ysIbTaThl

CpaBHUBAIOTCA C IKCIICPUMCHTAJIbHBIMUA JaHHBIMU.

1. BBepeHune

PentreHoBckue uccienoBanus [1] mokasaim, 4TO IMpH
oOJIlydeHHH JIa3epHbIM MMIIYJIbCOM C  JJIUTESIbHOCTBIO
At =40fs u miotHOCTBIO »SHeprun W = 6mJ/cm® B
MOHOKpHcTasuie Bi B030yKmaloTc KOrepeHTHBIE KO-
JebaHUs aTOMOB BIOJb TPHUIOHAJIBHOH OCH KpUCTaJl-
jJa. Hauampnas amiumityna (oTOMHAYLHPOBaHHBIX KO-
nebannit  Ap ~ 0.01nm (amruiutyma KosebGaHMit Mex-
aTOMHBIX paccTostHuit ~ 0.02nm), dwactora KoseOaHHil
v = 2.14THz, coBur 4dactothl Av = v — vy = —0.79 THz,
rme vo = v(W ~ 0) 22.93THz — yacrora ¢oronHIynn-
POBAaHHBIX KOI€PEHTHBIX KOJIeOaHMI NMPHU MaJIbIX 3HAUYCHUSAX
IUIOTHOCTH SHEPrHU JIa3€PHOrO UMILYSIbCa.

B akcnepumenrtax [2,3] Uil IUIOTHOCTH 3HEPruu Jia-
3epHoro mmmyiabsca W = 1.3 mJ/cm?® MEeTOIOM OITHYECKOro
30HAMPOBAHUSA IMOJyYeHA CJICOyIOIas 3aBHUCHMOCTb 4acTo-
TH V KOT€PEHTHOr0 ()OHOHA B MOHOKpPHUCTaJIJIE BUCMYTa OT
Bpemenu 1

v(t) :v0+Avoexp(—Til), (1)

rme vy = 2.93THz, Avy = —0.23THz, 7, = 1.0+ 0.3 ps.
CootHomrerne (1) onMcHBaeT SKCIOHEHIMATIBHYIO PelaKca-
[IMI0 YacTOTH V K 3HadeHuIo vy. [Ipu 3TOM, Kak IOKa3aHO B
aKcriepuMeHTe [4], criekTpasibHast JTUHHST (HOTONHIYLHPOBaH-
HOT'O KOT€PEHTHOT'0 (JOHOHA MMeeT aCUMMETPUYHYIO (Gopmy.

Teopusi [5,6] (HhOTOMHAYLMPOBAHHBIX KOTEPEHTHBIX (HO-
HOHOB OCHOBBHIBACTCSI Ha YPAaBHCHUH JIMTHEHHOTO TapMOHH-
YECKOIo OCLWLIATOpPA C 3aTyXaHHMEM U BHEIIHEH CHUJIOW,
JIMHEHHO 3aBHCAIICH OT KOHLEHTPauH (POTOBO30YKICHHBIX
JIEKTPOHOB. DTa TEOpHs XOPOIIO COIVIACyeTcd C SKCIle-
puUMeHTOM Ui mejoro psina MatepuasioB (Sb, Bi, Te,
Ti;O3) mpu MaJIbIX SHEPrusx Jia3epHoro mumiysbca. CBOM-
CTBa KOTEPEHTHBIX (JOHOHOB, MPOSIBJISIOIINECS TPH OOJTb-
[IUX SHEPrHsiX JIA3EPHOrO MMITYJIbCa (3aBUCHMOCTD YaCTOTHI
KOJIeOaHMi OT IUIOTHOCTH SHEPIWH JIa3epHOT0 MMITYJIbCA H
Bpemenn [1-3], acummerpusi (poHOHHOU sMHEE B Pypbe-
criektpe Kosiebanuit [4]), Teopust [5,6] He OOBSICHSET.

B paGore [7] unciaeHHBIM MeTOIOM  (BYyHKIMOHA-
Jla TUIOTHOCTH BBIYMCJICH KOI(QUIMEHT CABUTA 4YacTo-

TBlL V KOTEpPEeHTHOro ()oHOHa BHCMyTa IIPH YyBeIUYe-
HUM KOHLEHTpauuu N (oToBOo3OYKIEHHBIX HIICKTPOHOB:
dv/dn= —2.8- 1022 THzcm?. D710 mo3BOJIAET MHTEPHpE-
THPOBAaTh JKCIEPHMEHTAJIbHbIC TaHHbIC [1] MO CHIDKEHHIO
9aCTOTHl V, OHAKO PE3y/IbTaThl 3KCHEPUMEHTOB [2-4|, Ha-
CKOJIBKO HaM M3BECTHO, paHee He MOJYTIIIH TeOPETHIECKO-
ro OOBbSICHEHUS!.

B HacTosmieit pabore TmpoBemeHO 000OIIEHNEe Teo-
pun [5,6] Ha citydaii GOJIBIINX CMCIICHUIT AaTOMOB, KOIJ CTa-
HOBHUTCSl CYIIECTBEHHBIM aHTapPMOHH3M KPUCTAJLTHYCCKOM
pCLICTKH. Y4YeT aHrapMOHM3Ma KPHCTaJUINYECKOU PEIIeTKA
MO3BOJISICT OOBSICHUTD CBOMCTBA KOTEPEHTHBIX ()OHOHOB B
BHCMYTE (3aBHCHMOCTb 9aCTOTHI V OT BPEMEHH H IUTIOTHOCTU
sHeprud W J1a3epHOrO HMITYJIbCA, ACUMMETPHs (OpPMBI
CIIEeKTPaJIbHOW JIMHMK), HAOJIIONAIONIMecss B SKCHEPUMEH-
Tax [1-4].

2. OcHOBHble ypaBHeHMS

Kpucrammyeckyio pemerky BHCMyTa MOXKHO TIOJTYy49UTh
U3 TIPOCTOH KyOMYecKOH pemeTKH IOCPEICTBOM MaJIbIX
CMelleHnit aToMOB. JIJI1 3TOro Hy>KHO CMECTHUTh JIBE TpaHe-
LIEHTPUPOBAHHBIE MTOAPEIIETKH BUCMYTa OTHOCUTEJIBHO APYT
Apyra BIOJb OJHOH M3 TIJIABHBIX IPOCTPAHCTBEHHBIX AHUa-
roHaseil (maiiepICOBCKOe MCKaKEHNE) M CIIerKa PacTSIHYTh
peILIeTKy BIOJIb 3TOi ke auaroHanu [8]. Ilpu aTom aTtomsl
BUCMYTa, PacIlOJIOKEHHbIE B BUJE LENOYEK, MapasulesIbHbIX
TPHUIOHAJIBHOM OCH KpHCTaIa (IVIABHOM MPOCTPaHCTBEHHOM
IUaroHaju), omapHo commpkatorcsa. KoopnuHata X j-oro
aToMa Bi B 1iernouke 3anuceBaeTcs B ¢popme

Xj = jro+(=1’x (2)
Irme rp — CpeaHee MEXKAaTOMHOE pPacCTOSHHE B IICIIOYKE,
X — CMCLICHUSI aTOMOB M3 3KBUANWCTAHTHOI'O ITOJIOKCHMSA

OpH UX MOMapHOM COJIDKEeHuH (TaiepICOBCKOM HCKaXe-
HEM). DBOJIOIHST [TAPaMeTpa X BO BPEMEHH ONPEIEISICTC
ypaBHeHHeM Jlarpamxka

— oo =Q (3)
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rne Q — o0oOIeHHas TUcCUIIaTUBHAS CHJIa, COOTBETCTBYIO-
mas 0000meHHol koopauHate X; L — ¢ynkmmsa Jlarpamxa.

L=>
j
e M— macca aTtoma.

F(x,n) =F(x, 0)+ (A + Ax)n. (5)

mx2
- F 4)

3nech N — KoHIEHTpamust (HOTOBO3OYIKICHHBIX IJIEKTPO-
HOB, Ay, Al — KkoadoumenTsl pasnoxenus, F(x,0) —
TEPMOINHAMUYECKHIT TOTEHIMAT BHCMyTa B OTCYTCTBHE
(OTOBO30OYIKICHHBIX TEKTPOHOB [8].

F(X,O):FO+O'X2—XX21n§: (6)

Fo He 3aBHCHT OT X; 0, X, 0 — TOJIO}KATEIIbHBIEC KOHCTAHTHL
IMTocnenHee ciaraeMoe B mpaBoii 4YacTd (5) oOmuchIBaeT
M3MEHEeHHe TIOTeHIMana F pi Bo30yKICHNN 3JIEKTPOHHON
HOJICUCTEMBI [6)].

PaBHOBeCHOE CMeILICHHE X = Xo B OTCYTCTBHE (POTOBO3-
Oy/KICHHBIX 3JICKTPOHOB OIPENESISICTCS M3 YCIJIOBHST MUHH-
MyMa TepMOIHuHaMITdeckoro norenimana F(x, 0) (6):

IF(x, 0)
—_— =0. 7
aX X=Xq ( )
Ioncrassist (6) B (7), moaydaem
o 1
p—Xoexp<;—|—§). (8)
HUckmoyast B (6) koHCTaHTY o (8), HAXOmUM
—E o (mXe L
F(x, 0) = Fy — xx (ln 2+ 2). 9)

Ioncrasnsist Bepaxenue (4) B ypaBHenue Jlarpamxa (3),
¢ yuetoM (5),(9) B mpuOMIDKEHHH BPEMEHH pPENaKCallid
(Q ~ X) nmeem

" . Xo
X 4 2pX = w} (x lnY —xoen), (10)

rme »~! — xapakrepHoe Bpemsi (POHOHHOH peslaKcaIuy;
0 — KOHCTaHTa, XapaKTepu3ylollas B3aUMOIECHCTBUE Kore-
peHTHOro (oHOHA ¢ (HOTOBO30OYKIEHHBIMU JIEKTPOHAMIL.

=3 (1)
mN
N — KOHIIEHTpAIIHsI aTOMOB BUCMYTAa.
3aBHCHMOCTD KOHIIEHTPAIMH N POTOBO3OYKIEHHBIX JJIEK-
TPOHOB y MOBEPXHOCTH OT BPEMEHHM MOMYHHAETCA KUHETH-
YECKOMY ypaBHEHHIO [9]
(1-Ral n

= — — —, 12
: hwq T (12)

o} =

rae @, R — COOTBETCTBEHHO KO3((UIMEHTH ONTHYECKOrO
IIOTJIONICHAS ¥ OTPAXCHUsl; @1, | — 9acToTa U MHTCHCUB-
HOCTb CBETOBOT'O TOJIsT; T = 7 (N, X) — BpeMsi 3JICKTPOHHOI
penaxcarmu. Ypasaenust (10), (12) obpasyloT 3aMKHYTYIO
CHCTEMy JUISl OIICAHHSI TIOBEICHHUS KPHCTAUTHICCKON pe-
IICTKA BUCMYTa B CBETOBOM IIOJIC.
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3. Bo36yxpaeHne cBepXKOpPOTKUM
nasepHbIM MMMNYJ/IbCOM

Anamu3 ypasrenuit (10), (12) mpoBemem muisi citydast
CBEPXKOPOTKOIO JIa3ePHOrO MMITY/Ibca M MENJICHHON 3JIeK-
TPOHHOM PeJIaKCALlMH, KOTAa BHIIOJIHSIOTCS YCJIOBUS

Tp L 27/ wy K 7, (13)

TJe Tp — AJIUTEIIbHOCTD JIa3epHOro UMIry/bca. B mpenmoso-
KCHHHM, YTO JCHCTBHC JIA3ePHOIO MMITY/IbCA 3aKaHUMBACTCS
B MoMeHT t = 0, a 7 = const, u3 (12) Haxomum

t
n(t) = ny exp(—?), (14)
- (1-R)
1 - R)aW
ny = — A 15
o oo (15)
W — HNOBCPXHOCTHAsAA IJIOTHOCTb DHEPIrur JIa3€pHOro MM-
yJIbCA.

HpI/I MaJIbIX YPOBHSAX BO36y>KZ[eHI/IH, Korga BBIIIOJIHACTCA
ycjioBue

onp < 1, (16)

u3 ypasaenus (10) mpuGImKEHHO MMeeM

X =Xo(l —6n+¢), (17)

raie ¢ TOMYMHSCTCS HEeJMHEHHOMY auddepeHImaIbHOMy
YpaBHEHHIO

2 2 )
Erof(t—omg=-Le2+ D (1)

C Ha4YaJIbHbIM YCJIOBUEM

£(t=0) =0no. (19)

Hcrosb3yst MeTof MEAJICHHO MeHsfonmxcst ammutyn [10],
HaxoouM NpuOKeHHoe pemeHue ypaBHenus (18). Ilon-
craBiisisi 970 penrerue B (17), ¢ yaerom (14) mmeem

t

X=X | 14-6ngy exp(—yt)cos(/w(t)dt)—exp(—%) ,
0

(20)
e
t 22

ongy 6-n
olt)=wo| 1 - —ex (——)——Oex —2pt 21
0 =on(1- Dep(-1) - Tewi-20) 1)
— MrHOBCHHAs IMKJIMYECKasi 4acTora Kojebanmit. U3 (21)
NPUOJIMKEHHO HAXOOMM HAYaJIbHBIA COBHT YaCTOTHI KOTe-
peHTHOrO (hOHOHA

w(O) — o v09n0
Avy = =— 22
& 27 2 (22)
roe Vo = Wo/271 — 4YacToTa KOTepeHTHOro (oHOHa mpu

no = 0. U3 (20) cienyet, 4To HavdaibHas aMIUIATYIa KOre-
PEHTHBIX KOJIeOaHMit

Ao = Oxoho. (23)
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[Monyuennoe pemenne (20), (21) mokasbBaeT, 4TO B CH-
cTeMe MOJ JeiCTBIEM JIa3epHOT0 UMITYJIbca BO3OYHIAIOTCH
KoJIeOaHNA KPUCTAINYECKON PEIIeTKH C YacTOTOMW, 3aBH-
camelt oT BpeMeHN { u IWIOTHOCTH Heprin W Jta3epHOro
ummysbca. C yBesmuennem W dactora kostebanmit (21)
YMEHBIIAeTCH.

4. YncneHHble OLEHKU N cCpaBHEeHUe
C 3KCNEepUMEHTOM

JIJ1st 9MCIICHHBIX OLICHOK MCIOJIb3yeM CIICHyIOINHe 3Have-
HHSI TTAPaMETPOB BHCMYTa: KOI(DOUIMEHT ONTHYECKOrO OT-
paxenust R 2 0.7 [6], K09 dHLMEHT ONTHYECKOro TOTJIONIe-
HAst @ ~ 6 - 10° cm ™! [4], sHeprus poHoHOB fiw; = 1.6 €V,
YacToTa KOTepPEeHTHOro ()OHOHA NpU MayioM ypoBHe ¢(oTo-
BO3OyeHust vy = 2.93 THz [3], paBHOBECHOE CMeEICHHE
aToMoB Bi M3 SKBHUIMCTAaHTHOTO IIOJIOXEHHS B OTCYTCTBHE
¢doroBo3Oy)aeHnss Xo =2 0.019nm [7] (X0 = (ro —r1)/4,
rme r{ =0.552nm, rp, = 0.628 nm — COOTBETCTBEHHO MHU-
HUMaJIbHOE M MaKCHMaJIbHOE PacCTOSHUS MEXKIy aToMa-
mu Bi Boosb TpHrOHaNBHOH OCH), BpeMs 3JIEKTPOHHOMN
penakcaru 7 ~~ 1 ps [3].

Nz (15) mm W= 6ml/cm?  Haxomum Ny ~
~4.2-10" cm 3. Toncrasnsa B (23) Ay = 0.01nm [1],
nomysaem 0 =1.3-1072cm?®. Uz  (22) umeem
Avy =2 —0.8 THz. [laHHoe pacueTHOe 3HAa4YCHUE CIOBUTa
YacTOTHI KOI'€PEHTHOro ()OHOHA OJIM3KO K HKCIIEPUMEHTAIIb-
HoMy 3HaveHuio Avy = —0.79 THz [1].

Hpu W = 13mJ/cm? wu3 (15) cnenyer, 4ro Ny~
~9.1-10 cm~3. Ilpu stoM B ypaBHeHuu (21) TpeTbuM
cJlaraeMbIM MOYKHO IIpeHeOpeyb, 1 OHO IpuHMMaeT Bux (1),
rae vy = 2.93THz, Avy = —0.17THz, 71 = 7 ~ 1 ps. Teo-
petuueckne 3HaueHHs vy = 2.93THz, Avy = —0.17THz,
71 =7 ~ 1ps OMM3KM K OKCICPUMEHTAJbHBIM [IaHHBIM
vo = 2.93THz, Avy = —0.23THz, 7, = 1.0+ 0.3ps [2,3].
Taxkum oGpasoM, npefuiaraeMasi TeOpUs OOBSCHAET JKCIIe-
PUMEHTAJIBHYIO 3aBHCHMOCTb (1).

BbrancieHHbl ¢ ucnonb3oBanueM Gopmyn (14), (21)
K03 GUIMEHT CABUra YaCTOTHI V KOTEPEHTHOTO (JOHOHA BHC-
MyTa MpU YBEJIMYEHHH KOHLCHTpamud N (HOTOBO3OYKICH-
HBIX 371eKTpoHoB dv/dn=—10/2=—1.9 - 10~2> THz - cm?
630k K 3Havenmio dv/dn2 —2.8-10"22THz - cm?, no-
JIYYEHHOMY YHCJICHHO B pabote [7].

ITpencrasienHas B Buje npeobpasoBanust Oypbe OCLHII-
swmpymoreil yacti AX-cmeniernst (20) ¥ HOpMUPOBaHHAsT Ha
©MHHIy HHTCHCHBHOCTD

x 2
[(v) ~ ’/Ax(t) exp(i2zvt)dt (24)
0

wa T = 1ps [3], 1/y = 1.8ps [11], W = 3.8 mJ/cm? u306-
paxeHa Ha pucyHke. DOHOHHAs JIMHUS ACHMMETpPHYHA.
Toukamu Ha pHCYHKe OTMEYeHa HMHTEHCUBHOCTb CIEKTpa
Oypre ocmumpylomeit qactn AR koad¢unmenra onru-
YeCKOro OTpaXKeHUsl, MMOJIydeHHasi B dKcrepuMenTe [4] mpu
IJIOTHOCTH 3HEPTHHM J1azepHoro mviyibea W = 3.8 mJ/cm?.

1(v)

0 l l l l l
2.0 2.2 24 2.6 2.8 3.0

Frequency, THz

HopmupoBaHHas Ha C[WHMIy HHTCHCHBHOCTH |(V) crekTpa
dyppe ocHIUMpYONIEH YacTH CMENIeHHsl aTroMoB Bi s
W = 3.8 mJ/cm?. Jlmams — pacueT mo popmyse (24), Toukn —
9KCIICPUMEHT [4].

Bunno, 4To pacueTHasi KpuBas W SKCIICPUMCHTAJIBHBIC TaH-
HBIE XOPOILIO COIVIACYIOTCH. DTO, B YaCTHOCTH, ITOKA3bIBAET,
yto AR ~ AX. Hebomnpbmioe oTianuyme TEOpuH OT 3IKCHEpH-
MEHTa TIPH HU3KUX YacTOTaX, IO-BHIMMOMY, OOYCIIOBJICHO
BJIMSHMEM HM3KOYaCTOTHOH Eg-Momel kosebanumii, koTopoe
HanboJjiee CUIIbHO IPOSBJIAETCS MPHU OONBIIMX IJIOTHOCTSAX
SHEPruy JIa3epHOTO MMIyJbca [4] M B Halleil Teopuu He
YUYUTHIBACTCA.

5. 3akniouyeHune

IIpoBeneHHOE TeopeTHYECKOe HCCIICAOBaHKE I10Ka3alo,
410 ()OTOMHAYLMPOBAHHAsA AMHAMUKA KPUCTAINYECKON pe-
IIETKH BUCMyTa onuchiBaeTcsi ypaBHenusimu (10), (12),
KOTOpbIE CXOIHBI C YpPaBHEHWSAMH I JBYOKHCH BaHaJHs
B cBeToBOM mosie [12,13]. Tlox pgeiicTBHEM CBEPXKOPOTKOTO
JIA3CPHOTO HMITYJIbCA B MaTCpHajie HMHIYLHUPYIOTCS KOre-
pEHTHBIe KoslebaHns KpucTaumyeckoil pemerky. CoiicTa
9THX KOJICOaHWil (3aBHCHMOCTb 4acTOTHl V OT BPEMEHHU U
IUIOTHOCTH 3Hepruu W Jla3epHOro MMITYJIbCa, aCHMMETPUs
(opMBI CIIeKTpaJIbHON JIMHUM), PACCMOTPEHHBIE B PaMKax
HpeJIaracMoil TEOPUH, COITIACYIOTCS C SKCIEPHMEHTAIbHbI-
MH aHHBIMHE [1-4].
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