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DKCIIepUMEHTaJIbHO HCCIICOBAHO HEJIMHEHHOE IOIVIoeHne B kpuctauiax GaSe Npu BBICOKHX YPOBHSAX ONTH-
YecKkoro Bo3OyxneHus. B kauyecTBe MCTOYHMKOB M3JTydeHHs ObU mcnosb3oBaHel Nd : YAG-nazep (1-s1 m 2-51 rap-
morukn: 1064 1 532nm) u KUAKOCTHO# j1asep (00IACTh IEPEeCTPONKH [JIMHBI BOJIHBI M3TydeHus 594—643 nm).
INokasaHo, 4TO HaOJMOaeMble OCOOEHHOCTH B CHEKTpax MHOIVIOIICHHS, JIOMUHECLCHIMA U (OTOIPOBOIMMOCTH B
o0J1acTH SKCUTOHHOIO pe3oHaHca B KpucTauiax (GaSe Npu BBICOKMX YPOBHSIX ONTHYECKOrO BO30YXIEHUS MOTYT
OBITH OODBSICHCHBI B3aUMOJICHCTBHSI SKCHTOHOB U SKPAaHMPOBAHHEM KYJIOHOBCKOTO B3aMMOJICHCTBHE CBOOOTHBIMU

HOCHUTEIIAMU.
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BBepeHune

Kpucrammsr GaSe, npuHamiexamye K HOTYIIPOBOIHUKO-
BOMY CEMEICTBY A’B®, obmanaor crouctoit CTPYKTYypOH,
00yCJIOBJICHHOH Pa3IMYHBIMU THIAMKM XMMUYECKHX CBf3eil
BIOJIb CJIOCB (KOBJICHTHAas) W MEKIY CJIOAMHU (BaH-Iep-
BaasibcoBasi). CyliecTBoBaHue ci1aboil CBSI3M MEXIy CJIo-
MU M OTCYTCTBHC OOOpBAaHHBIX CBSI3€{, MPAKTHYECKU HUC-
KJTIOYAONUX BO3MOKHOCTb 00pa3oBaHHs MOBEPXHOCTHBIX
YPOBHEH, KOHIIGHTPAIUs KOTOPHIX Ha [Ba MOPSIKA MCHBIIIE,
9eM B OOBIYHBIX IOJYHPOBOJHUKAX, HETACT BO3MOXKHBIM
HPOCTBIM CKaJIbIBAHUEM CJIOEB HM3TOTOBJICHHE ONTHYECKH
OTHOPOIHBIX OOpa3LOB TONIIHUHON BIJIOTH JO OTHOIO MO-
HOCJIOSI C €CTECTBEHHOH 3epKaJbHOU IOBEpXHOCTHIO. bia-
romapsi OOJTBIION HEJIMHEHHOM BOCITPAMMYHABOCTH, HATTMIHAIO
9KCHTOHHOT'O MOIJIOLICHUS C IOBOJBHO OOJIBLION 3HEprueit
csasu (~ 20meV) u pasHOOOpasHI0 MEXaHU3MOB HEJH-
HEHHOCTH TOKAa3aTelsl NPEIOMJICHIS B Kod(QuIenTa mo-
IJIOICHUSI 3TH KPUCTAIIbl B HACTOsIIIE BpeMs IIHPOKO
HICTIOJIb3YIOTCS B KBAaHTOBOI 3JIeKTpoHUKe [1-6].

W3BecTHO, 9YTO TIpHM BEICOKHX YPOBHSX OITHICCKOTO
TOTJIOIICHAUS TIOJTYIPOBOJHIKN CKJIOHHHI K HEJIMHEHHOMY
HOBEJCHUIO, T.€. KO3()(UIUCHT MOIJIOMEHNS U TOKa3aTellb
IpeJIOMJICHHS. HEe SIBJIIIOTCS KOHCTAHTOH B Cpefie, HO M3Me-
HSIOTCSl B 3aBUCUMOCTH OT HHTCHCHBHOCTH ITAJaIOIIEro CBe-
Ta. HenuHeiiHble XapakTepUCTUKK MOIYHPOBOAHMKA MOTYT
OBITb HMCCJICIOBAHBI OHOTYYEBBIM METONOM, & TaKke [JBY-
JIy4eBoii criekTpockonueii (pump-probe spectroscopy) [7).
JByIiTy4eBoif METON TIO3BOJISIET Oojiee ACTAIBHOE HCCIICHO-
BaHHE NMHAMUIKU HEJIMHEHHOro MOIJIOMICHUS U €ro BpeMeH-
HyI0 9BOJIOIMIO B MOJIyIPOBONHHKAaX IIPH BHICOKHX YPOB-
HAX ONTHYecKoro BosOyxmeHms. [Ipm sToM BO3OyxmeHHe
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KpHCTaJUla MPOUCXOTUT WHTCHCHBHBIM JIA3€PHBIM HWMITYJIb-
COM, CO3IAIONMM OOJIBINYIO KOHIICHTPAIMIO 3JICKTPOHHO-
IBIPOYHBIX Tap, a MPU HOMOIIM 30HIUPYIOIIEr0 UMITYJIbCa
OCYIIECTBJIIETCSI MOHUTOPHHT OOHAPY>KEHHBIX HEJIMHEHHBIX
ABJIeHAi. JlaHHAas paboTa MOCBSIIEHA SKCIIEPUMEHTATIBHOMY
HCCJICIOBAHUIO ONTUYECKUX HEJMHEUHOCTEW B KPUCTAILIAX
GaSe 1py BBICOKHX YPOBHSIX ONTHYECKOTO BO3OYKICHUS.

MeTOHVIKa 9KCNnepumMeHTa

Uccnenosannble kpuctauiel GaSe ObllM BBIpAIICHBl Me-
tomoM bpmmxmena. OOpas3nbl OTHOCWINCH K e-Mopudu-
Kallii, UMEIN TeKCArOHAJIbHYI0 CTPYKTYpy H 0O0Jamanu
p-turom nposoguMocti. O6pasiis! ¢ TomnmHamu 10—50 um
U TEOMETPHYECKHMH pa3MepaMu 3 X 3mm Obun m3ro-
TOBJICHBl IIYTE€M CKAaJIbIBAHHSI U3 KPYIHBIX CJIUTKOB (mep-
HCHIMKYJSIPHO ONTHYecKoil ocH ¢). CorVIaCHO XOJUIOBCKUM
U3MEpEeHUAM, KOHIIEHTpalus W IOOBW)KHOCTb HOCUTEJIeH
B HalpaBJICHUHU, NapaJljieJIbHOM ONTHYECKOH OCH ¢, IIpU
KOMHATHOH Temmeparype cocTaBisin P~ 104 cm™> u
Up = (20—30) cm?V~'s~! coorsercTBEHHO.

B kadecTBe MCTOYHHKA W3JTyYCHHs HCIOJIb30BATICH UM-
mynbeHbl Nd : YAG-1a3ep co BCTPOSHHEIMH T€HEpaToOpamMu
2-if m 3-ii TapMOHUK, NpeIHA3HAYCHHBIA [JIs TCHEpaIn
u3nnydeHus ¢ amHamu BoiH 1064, 532 m 335nm (-
TeJIBLHOCTh 12 ns, MaKCHMMaJIbHas MOIIHOCTD ~ 12 MW/cm? ),
U JKHMJIKOCTHOM Jia3ep Ha Kpacutese pomamuH 6G (obmactb
MePEeCTPONKU IJIMHBI BOJIHBI U31ydeHus 594—643 nm, mMom-
Hocth 10 MW/em?, mumrensHocTs ~ 3 ns).

B pabore Hapsity ¢ OTHOIYYEBEIM METOIOM HPHMEHSLIICS
TaK)Ke ABYITy4eBOU MeToX UccienoBanus. [Ipu nBysrydeBoM
METOIE KPUCTAILIBI BO30YKIAIMCh MOMIHBIMU HUMITYJIbCAMA
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jmasepa ¢ oSHeprued kBaHTa fiw = 2.34eV (2-1 rapmo-
Huka m3mydeHuss Nd : YAG-masepa), U CHAMAJUCh CIICK-
TPHl HM3JIyYCHHsT C TOMOIIBIO 30HAMPYIONIETO HMITYJIbCA
¢ hw = 1.17¢eV (1-a rapmonuka Nd : YAG-nazepa). nren-
CHBHOCTb W3JIyYeHHs HM3MEHsJach IpH IOMOLIM Kaiubpo-
BaHHBIX HEHTPAIBHBIX CBETOBBIX (DIIIBTPOB.

IIpu wuccrenoBaHUM CIEKTPOB  (OTOIOMUHECLCHIIUU
OBLT MCIOJIb30BaH ABTOMATH3WPOBAHHBI MOHOXPOMATOP
¢ mBoitHOM mucnepcuein M833 (cmekrpasbHOE pasperie-
Hue ~ 0.024nm wHa pmee BostHel 600 nm) ¢ KOMIbBIOTEp-
HbIM YIPaBJICHUEM U HETEKTOPOM, PETUCTPUPYIOIIUM U3JLy-
4yeHue B auanazoHe umH BoiH 350—2000 nm. Perucrparus
UMITYJIbCOB ()OTOTOKA IIPOU3BOIMIIACE [0 METONUKE, IT03BO-
JISTIONIEH 3alMChIBATh HA 9KPaHE 3alIOMUHAIONIETO OCIUILIO-
rpada (Le Croy) onMHOYHBIE HAHOCCKYHIHBIC UMITYJIbCHL

3KcnepuMeHTanbHble pe3ynbTarhbl
n nx obecyxpeHune

Ha puc. 1,a nmpencraBieHbl CIEKTPH NPOIyCKaHUS Mo-
HOKpuctaiuioB GaSe IpH pas3iIMYHBIX HHTCHCUBHOCTSX BO3-
Oy)KIeHUs CBETOM JKUIAKOCTHOro Jjasepa. Kak BumHO u3
pHCYHKa, HabmogaeTcss HeJIMHEHHOE TOTJIOCHIE B 00IaCTH
9KCHTOHHOrO pesoHanca (hiw =2eV [8]), m mpomcxomut
npocBeTicHHne oOpasiia Ha YKa3aHHOM 4YacToTe H3JIyde-
HHS TIPA BBICOKMX HMHTEHCUBHOCTSIX BO3OYKIeHus. 3aBU-
CHUMOCTh KO3({UIIMEHTA IMOIJIONICHASI OT HWHTCHCHBHOCTH
BO30YXKIeHHUs MOKa3aHa Ha puc. 1,b. BumHo, 4TO BILIOTH
110 MHTeHCHBHOCTH BO3Gyxnuenus | = (0.1—0.2) MW/cm?
KO?(QULMEHT MOIJIOIEHUs] OCTaeTcsl IIOCTOSHHBIM, HO
3aTeM TP H3MCHCHWM WHTCHCHBHOCTM B HWHTEpPBaJle
0.15 < 1y < 12MW/cm? MPOUCXOMUT YMEHbIICHUE KOo3(-
(unmenTa norstonieHNs bosiee YeM B TPH pasa.

Ha puc. 2 mpeacraBiieHbl CHEKTPH  (OTOMPOBOTUMO-
ct Ao xpuctaysioB GaSe npy pas3yIMIHBIX HHTEHCHBHOCTSX
B0o30yxeHus (lg). TIpu HU3KMX MOIIHOCTSIX HAKauKd Ha-
OJroaeTcsl XOpOIo M3BECTHAsT SKCHTOHHAS (POTOMPOBONH-
MOCTb C MakCUMYyMOM IIpH 3Hepruu goroHa hw ~ 2.00eV.
C pocTOM MOIIHOCTH HAKAYKH YBEJIMYMBACTCH KOHILICHTpA-
I HEPAaBHOBECHBIX HOCHUTENICH, YTO INPUBOOUT K YBEJH-
4eHnI0 (POTOIPOBOAUMOCTH B IKCUTOHHOU oOJsacTu (Kpu-
Basi 2). [laibHellee yBeIMYCHHE MHTCHCUBHOCTH BO30YK-
ICHHS TPUBOAUT K YIIMPECHHIO W WCYC3HOBEHUIO SKCHTOH-
Horo mwmka (KpuBbie 3 W 4), HO TpPU 3TOM (HOTOMPOBO-
AUMOCTD 3a KpaeM ()yHIaMEHTAJIbHOTO IOIJIOMICHHUA PEe3KO
BO3pacTaer.

Bonee peranbHOe wHCCiieoBaHUME HEIMHEHHOTO IIOIVIO-
IICHUs] OBUIO ITIPOBEICHO H3yYCHHEM (POTOTIOMHHECICH-
i kpuctauioB GaSe aBysyueBeIM MetonoM. Ha puc. 3
NPECTaBJICHB! CIIEKTPH! (POTOIOMUHECIICHIIMN KPUCTAJIJIOB
GaSe npu pa3MYHBIX MOIIHOCTAX Hakauyku. Kaxk BumHO U3
PHCYHKa, IPH HU3KUX YPOBHSIX BO30YKICHHS B CIIEKTPE OT-
4eTVIMBO HaOmonaeTcs (OTOIOMUHECLICHIMS, CBSA3aHHAs C
u3JtydeHneM cBobosHoro sxcuToHa (4 = 620 nm npu 300K,
kpuBast /) [8]. C yBeJMYEHHEM HHTEHCHBHOCTH BO30YkK-
ICHHSI TPOMCXOMUT YMEHBLICHHE SKCHTOHHOU (DOTOITIOMH-
HECLICHIIUY, ¥ OJHOBPEMEHHO INPOMCXOOUT MHCYE3HOBEHHE
9KCHTOHHOrO NuKa (Kpusbie 2, 3).
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Puc. 1. (a) Crexrps nporyckanmnst GaSe mpy pas3jndHbIX HWHTCH-
cuBHOCTsIX Bo3Oyxnenws: | — 0.1, 2 — 201, 3 — 12 MW/cm?.
(b) 3aBucumocts ko3¢ umeHTa norsomenns GaSe 0T HHTCHCUB-
HOCTH BO30Y>KIaIOIIEro M3/IyueHHsl ¢ AJIMHON BosHbI 620 nm.

Ha puc. 4 npencrasiena oclsuiorpaMMa uMIysbsca ¢o-
TOTOKa mpu Bo30OyxkneHnn kpucrauioB GaSe 2-if rapmo-
Hukoi uaimydenus Nd : YAG-nazepa. Kak BugHo u3 pucyn-
Ka, HaOJoaeTcsl Ba KaHala PeKOMOMHAIMU: OBICTPHIA C
71 = 1.7us u memneHsslit ¢ 7, = 20ms. BulcTpriil kanan
peKoMOUHAIMY, IMO-BUAMMOMY, CBSI3aH C peKoMOMHauuen
CBOOOIHBIX SKCHTOHOB, 8 MEIJICHHBI y4acTOK, BEPOSITHO,
00YCJIOBJICH IPUMECHBIM IIEHTPOM.
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Puc. 2. Crekrpsl ¢otonpoBoguMocTd kpuctaiioB GaSe mpu
Pa3JIMYHBIX MHTEHCHBHOCTSAX BOo30Oyxnenus: I — 046, 2 — 2.28,
3 —6.14, 4 — 12MW/cm’.
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Puc. 3. Crekrpel doromomunecuenmmy (lg) kpucrayuioB GaSe
OpY  pa3IMYHBIX HMHTCHCHBHOCTSIX Bo30OyxmeHums: I — 0.12,
2 — 101, 3 — 10MW/cm”.

Ilo namemy MHeHuI0, HabyogaeMble OCOOCHHOCTH B
CHEKTpax MpOITyCKaHWUs, JIOMHUHECUEHIMH W (OTOIPOBO-
maMocTH KpucTayioB GaSe MoryT OBITH OOBSICHEHBI B3a-
MMOJICHICTBUEM HSKCUTOHOB MPHU BBICOKAX HHTEHCUBHOCTSIX
BO30YK/ICHUSI M DKPaHUPOBAHUEM KYJIOHOBCKOTO B3aMMOZICH-
CTBHE CBOOOIHBIMH HOCHTEJISIMU, T€HEPHUPOBAHHBIMH JIa3ep-
HBIM CBETOM. JleiiCTBUTEIbHO, TP PE30HAHCHOM BO30YK-
nernn KpuctayuioB GaSe Jia3epHBIM CBETOM 3JICKTPOHBI U
TBIPKH CBSI3BIBAIOTCS B 9KCUTOHBL B maspHeiinem ¢ yBende-
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HHEM WHTEHCHBHOCTH BO30Y)KICHHUS IJIOTHOCTH SKCHTOHOB
pacTeT, ¥ MpU €€ JOCTIDKCHHH HEKOTOPOro KPUTHYECKOTO
3HadeHus1 (mepexon MoOTTa) HPOHMCXOOMUT B3aMMOMIEHCTBHE
MEXIYy SKCUTOHAMH, YTO IPHUBOAUT K paclagy SKCHTOHOB
u 00pa30BaHMIO CBOOOMHBIX 3JICKTPOHHO-OBIPOYHBIX IHap.
3nas 3((eKTHBHBIE MacCHl 2JICKTPOHOB M JIBIPOK, a TaKXKe
GOpOBCKMil pajryc SKCUTOHA Aex = 37 A s GaSe, MOxHO
OMPENICITNTh KOHIIEHTPALMIO SKCUTOHOB (Npjott), IIPH KOTO-
pOit TIPOUCXOIUT B3aMMOJIEHCTBUE SKCUTOHOB [9]:

/146 m \°
Mot = = L 1
o = <4an me+mh) 1)

Kputnueckas koHueHTpauuss skcuToHoB A GaSe,
BeumCIIcHHass 10 ¢opmyrte (1), oxasamace paBHOA
NMott ~ 108 cm™3. TInoTHOCTL HepaBHOBECHBIX HOCHTENEIA,
CO3MABAaEMBIX  JIa3€pOM €  MHTCHCHUBHOCTBIO  lo =
=1.5-10% photon/sm2 -S W JJMTETbHOCTBIO At =
=3.10"%s, pasHa An=alpAt =4.5-10"cm=3 (rme
a~ 108 ecm™ — kodahduIMEHT MHOryIomeHHs Ha Kpaio
cobcTBeHHOro moruiomeHnsi). Kak BHIHO, IOJTyYeHHBIE
HAMHU 3HAYEHUS] KOHIIEHTPAIMH HEPABHOBECHBIX HOCHUTEJIEH
HAMHOTO  MPEBBIMIAIOTCS  OKCHTOHHYI  IUIOTHOCTb,
HeoOXoMMyIo [Tl MOTTOBCKOro nepexona [10].

Hamun Takke Obuta ompererieHa JUIMHA SKPaHHPOBAHHS
KYJIOHOBCKOTO B3aUMOJICHCTBHSI CBOOOIHBIME HOCHTEJISIMH,
JUMHy SKpaHHPOBAHHST MOXKHO OIPEICIHTD 10 CIICAYIOIICH

dopmyue [11]:

1/2
16p-1/6 _€

L = (h/2)(a/3)"/°N~Y pe—yrE (2)

e & — JUAJICKTPUYCCKas HPOHHIAEMOCTb KpUCTalia,

m* — sddexTrBHasg Macca, N — KOHIIEHTpaLusl T'€HepH-

POBaHHBIX HOCUTEJICH.

IToncraBnss 3HaYeHUs COOTBETCTBYIOLIMX IapaMETpPOB
kpucrasuioB GaSe, MOJy4uM, 4YTO MJIMHA SKPAHUPOBAHUSA
L ~ 10 A HaMHOro MeHbIe pajuyca SKCUTOHA (GOPOBCKHMIA
pamuyc skcutona B GaSe cocrapisieT ~ 37 A).

[0 Stop 4/ 4 g3100%

W 10 ps_+7.0000 ps

3:100mV___ 4:100 mV
Q DC1 MQ DC1 MQ
—534V | Empty Empty
Puc. 4. OcumorpaMma uMiysbca (OTOTOKA IPH BO3OYKICHUH
kpuctauioB GaSe 2-it rapmonukoit Nd : YAG-nasepa.
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3akniovyeHue

CHeKTpbl NOTJIOIEHHS, TIOMUHECIICHIIY 1 (hOTONPOBOIH-
MocTH kpucTassioB GaSe Mpy HU3KHX MHTEHCUBHOCTSAX BO3-
OyKneHus ~ 1 MW/cm?® comepaT TOJIBKO JIMHHIO MOLIIO-
IICHNsI, COOTBETCTBYIONIYI0 CBOOONHOMY 3KcHTOHY. C po-
CTOM UHTEHCUBHOCTH BO30Y:K[IeHHs HaOJIOfaeTcs HeJIMHell-
HOE TIOIVIOIIEHHE B OOJIACTU SKCHUTOHHOTO pE30HaHCa U
HPOHCXOAUT MPOCBETIICHHE 00pa3lia Ha YKa3aHHOH 4acToTe
m3ryqeHus. [lo HameMy MHeHHIo, 0OHApyKCHHBIC OCOOCH-
HOCTH B CHEKTpax IOTJIOIICHHS, JIOMUHECIICHIINN U (OTo-
IPOBOAMMOCTH KpHCTaUIoB (GaSe HpH BBICOKUX YPOBHIX
OINTUYECKOr0 BO30YKIEHUS 00YCIIOBJICHb SKPAaHHPOBAHUEM
KYJIOHOBCKOTO B3aUMOJICHCTBHS CBOOONHBIMU HOCHTEJISIMU
U KCHTOH-3KCHTOHHBIM B3amMopeiicTBiueM. OILCHKH IOKa-
3BIBAIOT, YTO JUMHA SKpanuposanus (L ~ 10A) mamuoro
MeHbIIe GOPOBCKOro pammyca dkcutoHa B GaSe (~ 37 A).
IlnoTHOCTH Tap, TEHEPHPOBAHHBIX JIA3EPHBIM CBETOM B
GaSe (~ 4.5- 10" cm™3), 3HaunTe BLHO TPEBBIIAET MIOT-
HOCTb, HEOOXOMMMYIO HJIi MOTTOBCKOTO IEpexofia B 3THX
KpHUCTaJlIax.

®uHaHcupoBaHue paboThbl

Hannasi paboTa BBHITOJIHEHA NMPU (UHAHCOBOM MOIICPIKKE
®onpna Passutusi Haykum mpm Ilpmsenenre AsepOaiimxaH-
ckoit Pecniyommkm — rtpanT Ne EF/MQM/Elm-Tehsil-1-
2016-1(26)-71/01/1.
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