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1. BBeagenne

B nacrosiiiee Bpemsi cyIecTByeT HEOOXOIMMOCTD B TIOMCKE HOBBIX MATEPUAJIOB I CO-
3/IaHUs] KBAHTOBBIX JIOTUIECKUX JIEMEHTOB, IIO3BOJIAIOIINX PEaJM30BbIBATH OOPAOOTKY MH-
dopManny ¢ IOMOIIBIO CBETOBBIX CUI'HAJIOB. BbIUHC/IUTE/IbHBIE MAIIUHbI, OCHOBAHHbLIE Ha,
JIEKTPUYIECKAX UMITYIbCAX, IPUOJIHKAIOTCA K IIPEeaey CBOUX Bo3MoxKHOCTei. OOpaboTKa
MHMOPMAIIMH YUCTO ONTUYECKUM CIIOCOOOM SIBJISIETCS OIHON M3 HamboJiee MHOrOOOEeIaro-
X aJIbTEPHATUB COBPEMEHHON KpeMHMeBO# 3jieKTpoHuke. Cpean mIpenMyecTB UCIoIb-
30BaHUs CBeTa B 00pabOTKe MHMOPMAIUU CIelyeT OTMETUTh HAJIUYINe OOJIBIINX CTeleHel
¢BO0O/IbI, BO3SMOXKHOCTb PaCIPOCTpaHEHNsI ¢BeTa 06e3 IMPOBOIHUKOB M OTCYTCTBHE M3MEHEe-
HUsI CBOWCTB CBETOBBIX IIYYKOB IPH MepeKpbliTiu. OTHUM U3 ONTHIECKUX SBJIEHUN, KOTOPOe
MOXKET JI€Yb B OCHOBY KBAHTOBBIX JIOTMIECKHUX IJIEMEHTOB, SIBJIIETCS (POTOHHOE 3X0. JKC-
[IEPUMEHTHI 110 (POTOHHOMY 39Xy OTKPBIBAIOT IEPCIEKTUBHBIE BO3MOXKHOCTH ISl CO3IaHMUs
ontudeckoit mamaTy [1]. @oToHHOE X0 MIUPOKO MCCIEIOBAHO B STIUTAKCHATBHBIX CTPYKTY-
pax, OAHAKO B IOCJIEIHIE TOIbI BHUMAaHIE IPUBJIEK K ce0be KJIacC TaJOreHUTHBIX ITePOBCKU-
TOB. DTOT Marepuaj ob0JiaJaeT CBOMCTBAMM, OJU3KAMHU K SIMUTAKCUAJIBHBIM CTPYKTYpPaM,
HO TIPOIIE U JIeNIeBJIe B MOJydYeHun. B HacTosmelr pabore n3ydaercs XapakTep KOrepeHT-
HOI JUHAMUKM METOIOM YEeTHIPEXBOJHOBOI'O CMeEIIeHUsl U (POTOHHOIO 3Xa OT SKCUTOHOB B
MOHOKpHUCTaJIIe rajorenuaoro neposckuta MAPDI; (MA'T = CH3NHY ).

Pesynbrarsl, mosydeHHble B XO/€ HACTOLINEH pabOThI, IMPOILIU alpodbaIinio Ha KOHde-
pennuax «OusuKa MOIYITPOBOJIHIUKOB I HAHOCTPYKTY], TOJIYIIPOBOJIHUKOBASI OIITO- U HAHO-
9JIEKTPOHMKAY , «Bcepoccuiickast HaydHO-TIpakTHYecKas Kondepenus uMm. 2Kopeca Ajdé-
poBay, a Tak:Ke Jieryim B ocHOBY ctaTbu «Photon echo from free excitons in a CH3NH3Pblg
halide perovskite single crystaly (DOI: 10.1103/PhysRevB.105.245202).



2. JIutepaTtypHbIii 0030p

BoraucaurebHble MAITUHBI, B KOTOPBIX 00pad0TKa MHPOPMAITUN OCYIIECTBIISAETCS JJICK-
TPUIECKUMH CUTHAJIAMU, TPAKTUIECKH JIOCTUTJIN IIPeJiesia CBOUX BO3MOXKHOCTel. B HacTo-
sd1ee BpeMsi pa3padaThIiBAIOTCs KBAHTOBbIE KOMITBIOTEDDI, OJHUM U3 BO3MOXKHBIX CIIOCOOOB
peau3anu KOTOPhIX ABJIAETCA XpaHeHrne u 00padoTKa MHPOPMAIUN € TIOMOIIHIO CBETOBBIX
curaajioB. POTOHHOE 9XO - OJHO W3 ONTUYECKHUX SIBJIEHWI, KOTOPOE MOXKET OBITH UCIIOJIhb-
30BaHO B OCHOBE ONTHUYECKON mamsaTu. BeéTcs moucK MaTepuasoB, NPUTOIHBIX JJIsd Ha-
oro/1enus B HuX 3ddexTa poroHHOrO 9xa. Mome bHBIM MaTEPUAJIOM I UC/LIEI0BAHNAS B
HEM 3 derTa TPaIUIMOHHO SIBJISAIICH SIUTAKCHAIbHbIE CTPYKTYpHI [2]. HemocraTrkom Ta-
KX MaTepPUAJIOB SIBJISETCS JIOPOTOBU3HA, CJIOXKHOCTD, BPEMsi- M PECYPCO3aTPATHOCTD ITPO-
u3BojicTBa. JloCTyITHOM a/IbTepHATUBON SABISIOTCS TaJOT€HUTHBIE TIEPOBCKUTHI, KOTOPHIE B
MTOCJIeTHUE TObI TPUBJIEK/IN 3HAUNTE/ILbHOE BHUMAaHUE OJIarogapss CBOUM BbIIAIOIIUMCS OTI-
TUYECKUM CBOMCTBAM, UTO JI€JIACT UX MOTEHIINAIbHBIMU KAHIUIATAME JJIsI IITHPOKOTO CIIEK-
Tpa OMTOJIEKTPOHHBIX MPUMEHEHWI, TAKUX KAK COJJHETHBIE JIEMEHTBI, CBETOU3JIY IatOIne
Jmogibl u porogerekTops [3-5]. Kpome Toro, adbdekTuBHOE B3anMoeiicTBrene co CBETOM,
OoJIbIIas CUJIa OCIULIATOPAPa, HEJTMHEHHOCTh ONTHYIECKUX OTK/IUKOB B TaJIOT€HUTHBIX ITe-
POBCKUTAX SABJISIIOTCS KJIOYEBBIMHU XaPAKTEPUCTUKAMU B BOIIPOCE TIOUCKA MATEPHUAJIOB JIJIst

pelrenud 3a1a49 NHPOPMAITMOHHON (POTOHUKY.

2.1. 9KcuTOH

OKCUTOH - KBa3UIaCTHUIA, BOSHUKAIONIAs B pe3yabTare Bo30yKIEHUs JIEKTPOHHOU CH-
CTEMBI TIOJIYITPOBOJIHUKA, KOTOPOE IIPUBOIUT K IIEPEXO/Iy FJIEKTPOHA U3 BAJEHTHOUN 30HBI B
30HYy TIPOBOJIMMOCTH. J[pIpKa, 0Opa3oBaHHAs B BAJICHTHOM 30HE B PE3YJIHTATE BO30Y K ICHUS,
BeJleT cedsI KaK MOJIOXKUATEIbHO 3apsKeHHasd JacTulla. Tak KaK 3JeKTPOH U JAbIPKa MMEIOT
3aps/Ibl TPOTUBOIIOJIOXKHOTO 3HAKA, WX NMPUTAKEHUE ONMUCHIBAETCI KYJIOHOBCKUM B3aWMO-
neiicreueM. [IpuHATO BBIIEIATH JIBa NMpEE/bHBIX ciydas: skcuTon Baube-Morra (Puc. 1

(a)) u sxcuron Ppenkens (Puc. 1 (b)). [2]
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Puc. 1: 9kcuronnr: Banbe-Morta (a) - paccTosiHue MezKJ1y JIEKTPOHOM U JIBIPKOi 60JIbIIe
nocrostauoi perérku, Openkedst (b) - paccrosiHre MEXK 1y JIEKTPOHOM U JILIPKON CPABHU-

MO C IIOCTOSHHOM PEINTETKN

Okcuronbl Banbe-MoTTa XapakTepusyoTcs pajuycoM, KOTOPbI MOXKET JJOCTUTaTh Jie-
CATKOB MEKATOMHBIX PACCTOSHUI, B TO BpeMs KakK dKCUTOH DpeHKess UMeeT pajuyc, He
MIPEBBIIAIONINI MEXKATOMHOE PACCTOSIHAE. DKCUTOHBI MOTYT CBOOOJIHO IEPEMEIAThCS 10
KPHUCTAJLLY, TUO0 MOTYT ObIThH CBI3aHHbIMU. CBA3AHHBIN 9KCUTOH BOZHUKAET B CJIyYae, €CIn

XOTs OBbI OJIMH U3 HOCUTEJEH 3aps/ia JIOKAJIM30BAH HA IIPUMECH UJIn JedeKTe.

2.2. TajioreHugHBIE TEPOBCKUTHI

lanorenun iHbIe TEPOBCKUTHI HEOXKUIAHHO ITPUBJIEK/IM BHUMAaHUE HAYYHOTO COOOIIECTBA
Kak 3ddexTuBHas cpelia I CO3JaHUsl TOTJIOTUTENel COMHeYHbIX 3jemeHToB [6-8]. C
MMOCTETIEHHBIM Pa3BUTUEM HCCJICIOBAHUN CTAJO $SCHO, UTO MOMHUMO BBICOKOW ITOTJIONIAIO-
el CIIOCOOHOCTHU, 3TU MPAMO30HHDBIE ITOJIYIPOBOIHUKNA TAKXKE XOPOIIO WU3JIYIaloT CBET.
OTO CBOHCTBO B 3HAYUTEBLHON Mepe 00yCJIOBJIEHO UX BBICOKOW YCTOWYMBOCTBIO K Jledek-
ram [9,10]. Oxrako nmpupona GoToBo30YKIEHHBIX YACTHUIL B IEPOBCKUTHBIX yCTPOHCTBAX
IpU KOMHATHOIl TemIiepaType ocraBajach OTKPbITHIM BorpocoM [11]. C omHO# cTOpOHBI,
CYATAJIOCh, UTO SKCUTOHBI IIPU KOMHATHON TeMIleparype SBJISIOTCA CTAOUIbHBIMU, OCHO-
BBIBASICh HA HU3KOTEMIIEPATYPHOI MATHUTOAOCOPOIIMOHHO CIIEKTPOCKOIINN, KOTOPAasi paHee
IoKa3aJia SHePrun CBsi3u 3KcuToHOoB Banbe-MorTa B nuamnasone ot 37 10 50 M3B B Tunmy-
HOM IIpeJICTaBUTE e KJIacca rajoreHuIHbIX neposckuros, MAPDI; [12-14]. C apyroii cro-
POHBI, UMEJIUCH JaHHbIE 0 GosbIuX Auddy3uoHHbIX JmuHax [15,16], uro nporuBopedmnio
9TOMY YTBEDIKJICHUIO.

DTOT MapaJoKC OBLT pa3perneH TOJbKO MOC/Ie SKCIEPUMEHTATHHOTO UCCIEIOBAHUS PUJI-
b6eproBekoit cepun sxcuToHOB Banbe-Morra B MAPDI;. B pesynbrare atux sKciepuMeHTOB
ObL1a OOHApY>KeHa 3HAYUTEIbHO 0OJIee HU3Kasi SHEPIUsi CBA3U SKCUTOHOB, COCTABJISIONIAS
mopsjka 16 M3B mpu HU3KAX TeMIepaTypax U HECKOJbKO M3B mpum KOMHATHBIX TeMIre-

paTypax, 4TO IIOJIHOCTBIO COOTBETCTBYET paHee CJleJIaHHBIM TEOPETUYECKUM IIpeJicKa3a-
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auam [17]. Haneueitmue ucciemoanus moHokpuctaios MAPDI; [18] 1 MAPbBr3 [19]
OKOHYATEJILHO TIOITBEP/IMIN CYIIeCTBOBAHIE PE30HAHCOB, CBA3aAHHBIX C 9KCHTOHAMY Banbe-
MotTta 1 conoctaBuian HaOIIOJAeMble DAHEE PE30HAHCHI CO CBA3AHHBIMU SKCUTOHAMH WJIU
JIOTIOJTHUTETbHBIMU OCOOEHHOCTSIMU, PA3IUYAIONIUMUCI B 3aBUCHMOCTHU OT CIIOCO0A IOy de-
Hus 0bpasna. UTo KacaeTcs CBOOOIHBIX SKCUTOHOB, OHU OBLIIN SKCIIEPUMEHTAIBHO UCCJIE]I0-
BaHbI B TPEXMEPHBIX TaJION€HUHBIX IEPOBCKUTAX, BKIIOUAsA THOPHUIHBIE U HEOPTAHMIECKIEe
coequuenus [20-22]. CBoGOHbIE SKCUTOHBI MPEJICTABISIOT GOJIBIION HHTEPEC JJIsi TIPUIIO-
JKeHn "HOOPMAIIMOHHON (POTOHUKH MN3-38 UX BBICOKOI CHUJIBI OCITUJIIISITOPA, CKOHIIEHTPUPO-
BAHHON B y3KOM CIIEKTPAJbHOM JINANA30He, U CUJIbHON HEJIMHEHHOCTH ONTHYECKOTO OTKJIN-
ka. OJHUM U3 POCTEMIINX IKCIIEPUMEHTOB, JTEMOHCTPUPYIONINX IOSIBJIEHNE CHUTHAJA HC-
KJTFOUNTEbHO M3-3a HeJMHEIHOCTH, sBJIseTcs YeTbipexBostHoBoe cmerrerre (UBC). B psze
pabor unccregosanocs UYBC B ToHKnX mosmkpucTasuimdeckux ieHkax MAPDI; [23-25].
OpHako m3-3a BBICOKOM IMJIOTHOCTU TOBEPXHOCTHBIX JeEKTOB B TAKMX 00pa3rax ObLia 00-
HApYyzKeHa SKCUTOHHAS JIMHAMUKA JIUIIb Ha CYOIMKOCEKYH/IHBIX BpeMeHax. HeomnoposHoe
YIIUPEHHe I1epexo0B Takzke orpannanBaer npumenenrne IBC-cnekTpockornmu. Anasormd-
HbIE PE3YJIbTATHI ObLIN MOy YeHbI /I ancamouteit Hanomtactuaok MAPDI; [26] u nosmkpn-
CTAJIJIMYEeCKUX TOHKUX TIJIEHOK JIBYMEPHBIX T'aJIOT€HUIHBIX TEPOBCKUTOIOI00HBIX MaTepua-
JoB [27-29]. CybrukocekyHniHOe (OTOHHOE X0 HADJIIOAATIOCH TAKYKE M B MOHOKPUCTAJIIAX
MAPDI3 [30]. Haubosiee momxoasnmm 00bEKTOM st u3ydeHusi (byHIaAMEHTATBHBIX OI-
TUYECKUX CBOWCTB T'aJIOT€HUHBIX TEPOBCKUTOB SIBJIAIOTCA MOHOKPUCTAJIIBI, UCCIIEyeMble
IIpU KPUOTEHHBIX TemIeparypax. B Takux yciaoBUsAX KaK HEOJHOPOJHOE, TaK U TEIIOBOe

yiipenue MaTepruaJIbHbIX PE30HaHCOB MUHUMU3UPYIOTCAI.

2.3. PoTOHHOE 3IXO

®oronnoe 3x0 (D) npescrapisier coboii siBjieHne HOPMUPOBAHUS KOI€PEHTHOIO OIl-
THYECKOI'O0 OTKJIMKA CUCTEMbI B Pe3yJbTaTe BO3IEHCTBUS YIBTPAKOPOTKUMHU JIA3EPHBIMU
UMITYyJIbCAMHU, PA3IeJeHHBIMIA BO BPEMEHH.

[TpuHIIUTT BOSHUKHOBEHUST 9Xa 3aKJII0YAETCS B CASIYIONEM: HA CUCTEMY OKA3bIBAET BO3-
JIeiCTBYUE TEPBBI MMITYJIbC, 38 KOTOPBIM, Yepe3 3aJepKKy BPEMEHU Tz, CJIEIYeT BTOPOI
UMITyJIbC. B pesynbrare depes Bpemsi 279 HaOJIIOIAETCS KONEPEHTHBIN OTKJIUK CHCTEMBI.
IIpu paccmoTpennn mpocTeiieil MOJIeIn BEIeCTBa B KA4eCTBE JIBYXYPOBHEBOI CHCTEMBI,
BPEMEHHO# MpOduIb CUrHAIA (DOTOHHOIO 3Xa OIUCHIBAETCS CJIEIYIOIINM BBIPAYKEHHEM:

2
A(t) ~ /L Iy exp _t exp —4In2(t = 2) (1)
T, Ty

Ucnionb3yemasi MoJies b ABYXYyPOBHEBOI CHCTEMBI XOPOIIO ONKUCHIBAET MOMEHT IIPHUXO-

ma @ u ero mpoduiib - dyuknua ['aycca, MeHTPUPOBAHHONW HA BPEMEHU 2Ty C MAPWHOMN
Ha noJioBuHe BoicoTbl Ty (Puc. 2). Takxke paccmarpuBaemasi MOJIEb OIMUCHIBAET IKCIIO-
HEHIIMAJIbHOE 3aTyXaHue aMIUIATY/IbI C POCTOM 3aJIePKKU MexKJy UMITyIbcaMu. B paMkax

MOOeJIn ,ZLByXypOBHeBOf/'I CHCTEMBI HEBO3MOXKHO OObACHHUTDL dBJICHUE, CBA3aHHOE€ C YMEHb-



IIIEHUEM BpeMeHUu HeoOpaTuMoil (pa30BOil peslakcaluu PU yBEJIUICHIU UHTEHCUBHOCTH, a
TaKzKe ABJICHUE Hpera]J_[eHI/IH pOCTa NHTECHCHUBHOCTHU CHUI'HaJIa (Dg HpI/I BO3pa.CTaHI/II/I NH-
TEHCUBHOCTH 0OOMX UMITYJILCOB. BO3MOXKHO, TaKOe MOBEJIEHIE MOYKHO OBLJIO ObI 0O0bACHUTD
C IIOMOIIBIO BBEJIEHUsI IMapaMeTpa, KOTOPBIA OTpazkaeT IIPOIECC SHEPreTUIeCcKoil pesakca-

o, TO €CTh peJlaKCalluun HaCEJIEHHOCTEM.
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Puc. 2: Teoperudeckuii Buj1 curaasia GpOTOHHOIO 3Xa, MOy YEHHBIN B PAMKAX MOJE/IHU JIBY X-

YPOBHEBOU CHACTEMBI

[TepBonavanbroe obHapyxkenne P mpomsornuio B Kpucrawie pybuna [31], a 3arem
6bLI0 OOHAPYKeHO U B razax [32]. B macrosiiee BpeMsi aKTUBHO MCCJIEIYETCsl KOTEPEHT-
Hasl JUHAMUKA C MCHOJIb30BaHneM MeToja PO Kak B TPaJAUIUOHHBIX MOJIYIIPOBOIHUKOBBIX
CTPYKTypax, TAKUX KaK KBAHTOBBIE SIMbI I KBAHTOBBIE TOUKK Ha ocHOBe (In,Ga)As [1], Tak
U B HOBBLIX MaTepHaJaX, HAIpUMep, B MOHOC/IOAX JIUXAJILKOTNEHHIOB IEePEXOIHBIX MEeTaJl-
708 [33| u rasorenuanbix nepoBckuTax [34]. Bee mepeunciiennble MaTepuasbl 00J1a1a0T
HEOJIHOPO/IHO YINUPEHHBIM aHcaMbJieM KBa3UIACTHIL ¢ HEHYJIEBBIM JIUIOJbHBIM MOMEHTOM,
YTO TO3BOJIAET UM B3aMMOJIEHCTBOBATEL CO CBeTOM. KBasmyacTumamm, KOTOpble MOTYT CJIy-
JKUTb UCTOYHMKAMU cUrHaIa P, MOIyT BLICTYNATH SKCUTOHBLI UJIM UX KOMILICKCHI, TAKUE

KaK TPUOHBI WMJIN 3KCUTOHDbI, JIOKaJIU30BaHHbIEC Ha IIPUMECAX.

2.4. IlonsapuMeTpusi (POTOHHOI'O XA

st onpenesieHns, KaKoi aHCAMOJIb KBA3SUYIACTHIL ABJISETCS UCTOYHUKOM curuaja @9,
BO3MO2KHO IIpOBeIcHUE I/I3MepeHI/II71 IIOJIApHU3all CUT'HaJIa dXa B 3aBUCUMOCTHU OT ITOJIAPU-
3a1uu BO30YKIAIONUX UMITYJIbcOoB. OOpaser] mojBepraeTcs BO3AEHCTBUIO JIBYX BO30YK-
JAIOIIUX UMITYJILCOB JIMHEHHON mossgpusanuu. 1Ipu a3ToM mosisipu3aliis BTOPOTrO UMITYJ/Ib-

ca MOBEPHYTa HA YTOJ ¢ OTHOCUTEJHHO 1epBoro. llonspusanuio nereKTupoBaHusd 3a1aET
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JIMHEWHO TOJITPU30BAHHBIN OMOPHBIN UMITYJIEC. ITOOBI TOJYYUTh TEOPETUUECKUN BUJ, TIO-
JITPU3AIMOHHON 3aBUCUMOCTHU CUTHAJIA (DOTOHHOT'O 3Xa, MPEIIOJI0XKUM, YTO UCCJIETyeMbIii

obpaszerr MpeJICTaBUM B BHJIe TPEXYPOBHEBOI cucTeMbl (puc. 3).

|H> '

0>

Puc. 3: Cxema 3HEpreTniecKnx ypoBHEH B MCCJIEyEMOM O0OpasIie

Ocnoshoe cocrosinue |0) u Bo3OyzkAeHHOE cocrosiame |H) (|V)) cazambr H-(V-) sm-

HEHHO MOJITPU30BAHHBIM CBETOM. DTa CUCTEMa MOXKET OBITh OMMCAHA MATPUIIEH TIJIOTHOCTH

(o

P11 P12 P13
P = P21 P22 P23 (2)
P31 P32 P33

3/1ech MaTPUYIHBIE YJIEMEHTBI P11 U P22 MPEACTABIISIIOT COOO HACEJIEHHOCTH BO30Y K I€H-
HBIX cocTosumit |H) u |V') cooTBeTCTBEHHO, a po1 = piy U Poz = Py — MATPUIHBIE SJIEMEHTHI,
OTBEYAIOIINE 38 ONTUYECKHE TOIdpU3alini. BpeMeHHyI0 9BOJTIONUIO CUCTEMbBI MOYKHO HAUTH
¢ momoIibio ypaBuenus ¢gpon Heiimana:
p = _%[H ) p]
['aMuIbTOHMAH CHCTEMBI C YYETOM B3aUMOJIEHCTBUSA CO CBETOM MOXKHO 3aIlCaTh B CJIe-

JYIOIIEM BHJIE:

0 d*EH (t) *6iwt d*EV (t) *ez‘wt
H=| dEy(t)e ™! R 0 (3)
dEy (t)e ™! 0 hwy

ManI/IHa IIJIOTHOCTHU JJId CUCTEMBI B HaYaJIbHBIIT MOMEHT BpeMeHu nuMeeT BUI:

100
P =100 0 (4)
000

Bynem mncronbp3oBaTh npubInzKeHne OECKOHETHO KOPOTKUX UMITYJIbCOB. B aTOM ciy4dae
9KCIIEPUMEHT I10 JIBYXUMITYJIbCHOMY DD MOXKHO pa3OuTh Ha MOCJIEI0BATETLHOCTD CJIEIY-
IOIUX TIPOIECCOB: BO3JEHCTBHUE TEPBBIM MMITYJILCOM, SBOJIIOINAS BO BPEMEHHU, BO3/ICHCTBIE
BTOPBIM UMITYJIbCOM, BTOpasi 3BOJIOIUs BO BpeMmenu. Ilomanes uMmiynbca © ompeensgercs

BbIPAa>KCHUEM:



0= [0, .

TOF,I[& Iomaan MUMITYJIbCOB B MPOEKIUU Ha T'OPU3OHTAJIBHYIO M BEPTHUKAJBHYIO OCHU

NMEIOT BHU/I:

Om = gv O =0; Opz =mcos(¢), Ova=msin(¢p) (6)

To ecTb TePBBI UMITYJIBC TOTHOCTHIO H-TI0/11pr30BaH, a BTOPOii MOBEPHYT OTHOCUTE -
o ocu H ma yros ¢.

KommnonenTsr nosigpusaiun Py (yy CECTEeMbI MOTYT ObITh HaliIeHbI Kak Prr(y) = TT(J H(V)p) =
2Re(dpoi(o2)(wo, t)), rae JH(V) - OIEPATOP JUIOJBHOIO MOMEHTA, Jjisg niepexoyios |0) <> |H)
(|0) <> |V)). s Beraucienns curaansa @D pasaudHOl HOIAPU3AIAT HEOOXOIMMO CyMMU-
poBathk Ppyvy(wo,t) Mo BceM 3HaYeHHSM wy. MBI paccMOTpuM aHCaMO/Ib SKCHTOHOB, Pac-
npeJiesieHne KOTOPBIX MOAIrHAeTCs ['aycey ¢ meHTpoM Ha 9acToTe cBeTa: wy = w. Hakowerr,
JIBE KOMIIOHEHTBI JIMHEIWHO TOJIsIPU30BAHHOTO curHaaa @D B MOMEHT BpeMeHU ¢t = 27 MOTYT
OBITH TIOJIYUEHBI cyietytomuM obpasom: Py ~ cos?(p), Py ~ sin(p) cos(¢).

[TonyuenHble pe3yabTaThl COBHAIAIOT C JUTEpaTypoil [35], M3 KOTOpOil M3BECTHO, YTO
MOJIAPU3AIUU CUTHAJIA 9Xa OT IKCUTOHA W TPUOHA OY/yT MMETHh BUJ, M300pParKEHHBIN HAa

pucyHke 4:

HV —H

«H

Trion / D"X
Exciton

Puc. 4: Teopermueckuii BU IOJIAPU3AIMOHHBIX 3aBucuMocTeil curunana PO 11 Tpuona n
sxcuroHa [35]. Ilepsore nBe GykBbl B 0603HaueHusax Buna HH — H o6osnauator mosspusa-

O B036y}K,Z[a,IOHLI/IX UMIIYJIBCOB, a TPETbhbA — ACTCKTUPYEMYIO IIOJIAPU3AITUIO

B skcnepumenTanbHOil wactu paborhl s HabsogeHns @D ObLT MOCTaBJIEH SKCITe-
PUMEHT I10 BBIPOXKJIEHHOMY YeTBIPEXBOJHOBOMY CMEIIEHUIO C BPEMEHHBIM Pa3perieHueM
IIyTEM ONTUYIECKOTO TeTepoauHupoBanus. OnTudeckoe BO30yK/I€HNE OCYIIECTBIISIOCH TIe-

pecTpamBaeMbIM THTAH-CAII(PUPOBBIM MMKOCEKYHIHBIM JiazepoM. HezaBucuMBbIil KOHTPOJIH



IIOJIAPU3allU KazKJ0TI'0 U3 UMITYJIbCOB ITO3BOJIXJI IIPOBECTU ITOJIAPUMETPUIECCKUE USMEPEHU A

dOTOHHOTO 3XA.



3. DKcnepuMeHT

3.1. Ob6pa3zeris

Uccnemyembrit obpazerr, MOHOKPHUCTAJLT TajorenntHoro neposckuta MAPI;, nzobpaxken
Ha puc. 5 (a). IIporecc pocra, nokazauubsiit Ha puc. 5 (b) BKJIOUa ciemyroniye sranbi: B
U-00pa3Hyto CTEKJISHHYIO TPYOKY OBLI TIOMEIIEH CUJIMKOTeIb, IIOBEPX KOTOPOI'O B OJTHO U3
KoJieH 3ajmBaiu pactBop Pbls. B mpyroe koseno 3ammBasm pactsop MAI. U-obpasnas
TpyOKa momemnaaack B Tepmoctar mpu temreparype 1T = 35 °C. Uepes 2-3 memenu MOHO-
kpucrajutbl MAPDI3 B resie 3apoguiauch kpuctayuibl. [ToTHOCTBIO BhIpaIlieHHbIE KPUCTAJLIBI
MeXaHUIeCKU YIAJISAIN U3 Tejisd, TPOMBIBAIN B pa30daBJIeHHOM paCTBOPE HOIMCTOBOIOPO/I-
HOI KucCj0Th U ntocse cymiu B neun npu 40°C ucrosb3oBain Jijis JaJIbHERIITNX UCCTIET0-

BaHUNA.

/ a- o
cununKarenb e \
Kpuctannbl

MAPbI,

Puc. 5: (a) - dororpadus ucciemyemoro obpasua, (b) - ycranoBka st cuHTe3a 06pasa

3.2. DkcnepuMeHTaJIbHAasI YCTaHOBKAa

Ha pucynke 6 mpejcraBieHa cxemMa SKCIEPUMEHTAJIHLHONU YCTAHOBKU. JlazepHbIT MM-
IyJIbC, TEHEpUPYeMblii TuTaH-cardupoBbiM JasepoMm Spectra Physics Tsunami (1) B pexu-
Me CHMHXPOHU3AIUU MOJI, PACHIEIISETC HA JBa C IIOMOIILIO CBETOJIEIUTEIHLHOrO Kyba (2):
OJIVH TIPOXOIUT 6€3 U3MEHEHNs HaIlPaBJIeHUsl Ha cJie Iyommii Ky6 (3), a Apyroii, 0603HadeH-
HBIN 3eJ€HbIM (Oy/1eM HA3bIBATH €r0 OMOPHBIM HUMITYJIBCOM) IIPOXOUT Yepe3 OMTHIECKYTO
JUHUIO 3a7epKKU (4) u akycroontudeckuil Moysnsitop (5). Jlanee ucxomHblil Ja3epHbIi
MIMITYJIBC, MIPOIIENInii 63 U3MEeHeHUs HAIIPABJIEHUsI, CHOBA JeJuTcst Ha Kybe (3) Ha JBa:
HepBbIil UMITYJIbC (0OO3HAYEH KPACHBIM) M BTOPOil MMITYJIbC (0003HAUEH KENTHIM). Bro-
POil MMITYJIBC, TIPOXO/IsT I€pe3 ONTUIECKYIO JHHUIO 3aepKKH (6), 3a/epKUBAETCsI OTHOCH-

TeJILHO TIEPBOr0, (POKYCHPYETCsl € TIOMOIIBI0 TapaboInIecKoro 3epkasa (7) u momnajgaer Ha
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obpaserl, HaXOJSAIUIACS B TeJIMeBoM Kpuocrtare 3aMkHyToro mukja (10). [lepssrii ke mpo-
XOJIUT Yepe3 ONTHYECKUIl MeXaHUIeCKuil MOIyaaTop (8) M aKyCT-ONTHIECKU MOIYIATOD
(AOM) (9), a 3arem dokycupyercs ¢ HOMOIIBIO napaboImIecKoro 3epkasa (7) u momnagaer
Ha obpaszer. Curaays GpOTOHHOIO 9Xa CMEIIUBAETCs C OMIOPHBIM UMITYJIbCOM Ha Kybe (12).
Jlajee cMernraHHbIe UMITYJIbChI HAIIPABJISIIOTCS Ha BXOJbI OAJaHCHOTO (DOTOMPUEMHUKA, KO-
TOPBIA MOAKIIOYEH K OBICTPOMY CHHXPOHHOMY JeTeKTopy. PasHocrHass gacrora AOMos
B Ka4deCTBE OMOPHO# MOJAAETCS B OBICTPBI CHHXPOHHBIN JeTeKTOp. Me IIeHHbI CUHXPOH-
HBIIl JIETEKTOP JIETEKTUPYET CUTHAJ, IMOCTYIIAIONINIA ¢ OBICTPOrO CHMHXPOHHOTO JIETEKTOPA
HA YacTOTe, T€HEPUPYEeMOil OJOKOM YIIPABJIEHUS ONTUIECKOIO MEXAHUIECKOIO MOJLYJISATO-
pa. lasee curnaJi, mpormeanuii Bce 3Tanbl CHHXPOHHOT'O JETEKTUPOBAHUS, C MEIJIEHHOTO

CUHXPOHHOTI'O JE€TEKTOPa IOCTYIIa€T Ha KOMIIBIOTED.

10

BanamcHem

doTompEEE

L Brrerpent P )
i +
| CHEXPOHHEI JSTEETOD
L
¥

[ .
\ Mezmemment
. I

CHEXPOHHEIR JeTEETOp

L]

Puc. 6: Ournyeckasa cxema YCTaHOBKHA

3.3. IlapameTpsb! JeTeKTUPOBAHUS

Jlazep' (1) nacrpamBaeTcss Ha PE3OHAHC, COOTBECTBYIOMUI ONTUIECKOMY TI€PEXO/LY K-
cutoHa - 758 aM. AOMBbI, Yepe3 KOTOpbIe TPOXOISIT MEPBBIil U OMTOPHBIN UMITYJIBCHI, CO3IA0T
Oeryipre aKyCTUYeCKHE BOJIHBI B MPO3PAYHBIX KpHcTa/iaXx Ha dactorax F| = 80 MI'm u
Fy, = 81 MI'n. Hacrora cBera, mpoxojsiero depe3 cpeay BHyTpu AOMa, caBuraercst Ha
qacToTbl F7 m Fy coorBercTBeHHO. [loMUMO 9TOr0, MEpPBBI UMITYJIBC MOJLYJIUPYETCS HU3-
koit gacroroit f= 1 KI'1 ¢ mOMOIIBI0 MEXaHUIECKOIO MOJLYJIATOPA. 3a CUYeT MOJLYJISIUN
[IEPBOT0 UMITYJIECA MOJLYJIUPYETCsi 1 (POTOHHOE X0, KOTOpOe cMernBaercst Ha Kybe (12) ¢
OTIOPHBIM UMITYIbcOM. CMelTaHHbIe Ty YKH MOMaIa0T Ha JeTEKTOPhI OAJIaHCHOTO (hOTOIpH-
eMHMKa, TaK, 9TO IOJIE3HBII CUTHAJI, JeTEKTUPYEMbIl Ha OJHOM U3 JIETEKTOPOB, CABUHYT
o ¢aze Ha T OTHOCUTEJHLHO JIPYroro JerekTopa. bajgaHcHbI (oTomereKTop (hujiIbTpyer
cundasnple MOMEXH, a MMOJIE3HbIN curHa yasaubaer. Curnas ¢ poTonpueMHUKa JTETEKTH-

pyercst OBICTPBIM CHHXPOHHBIM JIeTeKTOpOM Ha vactore |Fy — Fi| = 1 MI'n, nomaBaemoii

13nech n masee GyayT MPUCYTCTBOBATH CCBIIKH Ha pHC. 6
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¢ 6sioka yrupasiaeauss AOMos. Boixogsias u3 ObICTPOro CHHXPOHHOI'O JIETEKTOPa KOMIIO-
HEHTa CUI'HaJIa JCTEKTUPYETCA MEIJICHHBIM CHUHXPOHHBIM JAETEKTOPOM Ha YaCTOTE f =1
KI', momaBaemoit ¢ 6Jioka ynpaBieHHsS MeXaHUIecKoro mojyssatopa. [lamee curnas us
MeJIJIEHHOI'O CHHXPOHHOTO JIETEKTOPa MOCTyIIaeT Ha KoMIbioTep. JleTekTupyemblit curual

ABJIAETCSI KPOCC-KOppeJasiiieit (pOTOHHOIO 3Xa ¢ OMOPHBIM UMITY/IHLCOM:

o0

(f # 9)(rreg) = / F(t)g(res + 1) dt

rie g - ormbaroliasi OMOPHOTO MMITYJIbCa, & f - curHasi (oroHHoro 3xa. Takum obpazoMm,

JIETEKTUPYEMbBIil CUTHAJT SIBJISETCS (DYHKIIAEH T f-

3.4. Ananns maHHBIX

Boin nosyuen curnasn dporonnoro sxa mpu Temneparype 1 = 1.45 K. Ha pucynke 7
MIPEJ/ICTABJICH TUIIMIHBIA BpEMEHHOH Tpoduab ¢hoToHHOro sxa. Obpaserr moaBepraeTcs mo-
CJIEIOBATEILHOMY BO3/IEHCTBUIO JIBYX BO30YXKJIAIONINX UMIIYJIbCOB, C 3aJIEPXKKON T = 12
Ic MexKJly HuMHu. Bo30yKIaorme UMITYJIbChl 0003HAaUYEeHbI KPACHBIM IIBETOM. BpemenHoi
poduiib (POTOHHOrO Ixa XOPOIIo onucbiBaeTcst dyHkimen aycca (n306parkeHHONE YEp-
HBIM IIyHKTUPOM) C IeHTPOM B Touke t = 27. [llupuHa uMIry/ibca COOTBETCTBYET BPEMEHU
neoOpaTuMoit ha30Boil pesrakcaluu, XapakTepHas BeJIMIrHa KOTOPOil B 9KCIIEPUMEHTE CO-

crauiia 15 = 7.2 mc.

PE amplitude (arb.u.)

0 10 20 30
Time t (ps)

Puc. 7: Tunuaublit Bu BpeMeHHOTO TTpoduiisd GOTOHHOTO 3xa. Bo30yKIaroIme nMITYIbChI

I/I306p Aa?KeHbl KpaCHbIM IIBETOM
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B nanbreiiiiem ucciiejoBanny OBLIU MOJIyY€HBl BpeMEHHbIE MPOoduin (pOTOHHOTO 3Xa
[pY PA3INIHBIX 3HAYEHUSIX T, KOTOPBIE ObLIA MOCTPOEHBI Ha, OCHOBE IIBETOBOIT KapThI (CM.
Pucynok 8). Ha rpaduke Habomaercs cMerieHne MaKCUMyMa aMIUTTY/IbI CUTHAJIA, KO-
TOpOe TPUOJIU3UTETHHO COOTBETCTBYET 3HAYEHUIO ¢ = 27, B COOTBETCTBUU C TEOPETHUYE-
CKUM TIPEJCKA3aHUEM ITOJIOKEHUsI CUTHAJIa (POTOHHOTO dxa. [y oberdenust BOCIpUATHs
Ha rpaduke n3obpakeHa MyHKTUDHAA JIMHUSA ¢ = 27, OTpazKalolas TeOPETUIeCKUil mpo-
ruo3 nosiokenuss PO,

12

=
o

(0¢]

0.1

S

Time after 2™ pulse t-t (ps)
(@)
PE amplitude (arb.u.)

N

0.01

Delay time t(ps)

Puc. 8: 3aBucumocth BpeMeHHOI Oorubarorieil aMIinTyIbl (POTOHHOTO 3Xa OT 3aJEPIKKU
MEKJIy TIepBBIM U BTOPBIM HMITyJIbcamu. [I[yHkTupHas junug t = 27 COOTBETCTBYET TOJIO-

2KEHHUIO Xa

Brina mosrydena 3aBUCHMOCTD aMILIATY/IBI CUTHAJIA (DOTOHHOTO 9Xa OT BPEMEHU MEXKTY
BO30Y K IAIOIIMMHI UMITYJIbCAME, YTO MOXKHO PacCMaTPUBATHh KaK IKCIEPUMEHT I10 U3Me-
pennto 3aryxanust gporounoro sxa. (cm. Pucynok 9). C yBejmueHueMm 3aJepKKu MKy
AMITYJIbCAMHU HAOJIIOIAeTCs SKCIIOHEHITNAIbHOE YMEHbBIIIeHe aMILIUTY/abl curaasa. Cormac-
HO TEOPHUU, 3aBUCUMOCTH MOXKET OBIThH aIllIPOKCUMUPOBAHA IKCIOHEHIINAJIHHON (DYHKITHEH
BU/IA exp(—?p—g), rae 15 mpejicraBiseT BpeMs HeoOpaTuMoii (hba30Boit pestakcanuu. B manaoMm

SKCIIepuMeHTe 3Hadenue 1, coctaBuyo 1o = 8.2 11C.

13
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v ]

g : ~exp(-21/T)
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0 10 20 30
Delay time Tt (ps)

Puc. 9: 3aBucumocts aMmatyasl @D 0T BpeMeHU MeXK Ty BO30YKIAIONUMA UMITY/IbCAMU.

2T

[IyakTupom n3obpazkeHa alPOKCUMAINS SKCIIOHEHTON BHUIA exp(—E)

B mensax omnpejiesiennst CrieKTpaabHOTO moJioKeHus curnaja O, ObLn MPOBEICHBI 13-
MEpEHUs CIIEKTPOB CUTHAJIA IIPU PA3JIUIHBIX BPEMEHHBIX 3aJ€PKKAX MEXKy BO30YKJIaI0-

vy umiryiascamu. (Puc. 10).

2 3 t(ps)

=z ] 2

Q 1003_

§ i

2 10‘1_ °

e EE— 8

:EU ] em 10

1072 s 12 “l
Ll 1 I

1.630 1.632 1634 1636 1638 1.640 1.642
Energy E (eV)

Puc. 10: Cuekrpsr @D nipu pa3/iuaHBIX BPEMEHHBIX 33/IEP2KKAX MEXK/Iy BO30Y K TAIOIIIMUI

UMITYJIbCaMMU.

CuekTpaJsibHOe TI0/10)keHue curaaja @D coBIaIaeT ¢ MoJI0XKEHNEM CBOOOIHOTO SKCUTO-
HA, ONIPEJIEJIEHHBIM 110 CIIEKTPY oTpazkeHus [36]. CMelenne CrekTpasbHOro MaKCUMyMa, B
KPaCHYIO 00JIACTD C YBEJIUYEHUEM T ABJIAETCS TUIIUIHBIM ITPOsiB/IeHreM pocta Ty 1151 60stee
JIOKQJIM30BAHHBIX 9KCUTOHHBIX COCTOSHWI. B crieKTpe OTCyTCTBYeT CUTHAJI, COITOCTABJIEH-
HBI CO CBA3aHHBIM YKCHUTOHOM, O0Jiee HU3KOE SHEPreTUIEeCKOoe IMOJIOKEHWEe KOTOPOTO Ha

crieKTpe OB OIpe/iesieHo 13 ceKTPoB doromomunecternu [36]. [To-Bumumomy, sTo cBs-
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3aHO C OYEHb MAJION CUJIONW OCHUJLIATOPA CBA3AHHOTO KCUTOHA. TaKWMM 00pa3oM, MOXKHO
C/IeIaTh BBIBOJ, 9TO HabO/IOaeMblil curaast PO cBsa3aH ¢ CBOOOIHBIM COCTOSTHIEM SKCUTOHA.

B pabore ObLIM mpOBeEeHBI TOIApUMETpUdecKre uaMepenus. [Ipu arom permcrpupo-
Basiocb P 1pu PUKCUPOBAHHON JTMHEHHON TOJIIPU3AIIAE IEPBOTO UMITYJIbCA U JIMHEHHO
MIOJISIPU3AIIUY BTOPOT'0 UMITYJIbCA, IIOBEPHYTOM HA YTOJ () OTHOCUTEIBHO TOJIAPU3AIIAN TTep-
BOI'O UMITYJIbCA. BBIMOJHAIOCH KO- U KPOCC-JTUHEHHOE JIETEKTUPOBAHNE 110 OTHOIIEHUIO K
MIEPBOMY HMILYJIbCY, UTO TO3BOJISET TOCTPOUTDH JIBa IpadrKa B MOJSIPHBIX KOOPIUHATAX.
Ananus 3Tux rpaduKOB MOXKET OBbITh UCIOJIH30BAH JJIsi PA3JIUIEHNUsT COCTOAHUIN ¢ PA3HBIMUI
SHEPTeTUIECKUMU JIHarpaMMaMy, TAKUX KaK S9KCUTOHBI, TPUOHBI M OMIKCUTOHBI. VI3BECTHO,
YTO MOJISTPUBAIUU CUTHAJIOB OT 9KCUTOHA U TPUOHA UMEIOT BU/I, IPE/ICTABJICHHBIN HA pUC. 4.
Baxk#abIM TpenMyIIecTBOM 9TOrN0 METOA SBJISIETCST OTCYTCTBAE HEOOXOIUMOCTH TTPUIOXKE-
HUsI BHEIITHEIO MAarHUTHOTO ToJisg K obpasiy. [lossgpumerpuyeckue uzmepenns @D MOXKHO
npeJicTaBuTh B Buje udMepenwnii B reomerpusax HR — H u HR — V, rie nepsbie jgBe OyKBbI
0003HAYAIOT HOJIAPHU3AIUI BO30Y K IAIOMINUX UMITY/I6COB (rae R — ckanuposanue ¢ ¢ ot 0 1o

21), a TpeThsl — JIeTEKTUPOBaHUe (IIOJISIPU3AINS, OlpeIesseMast OOPHBIM UMITYJIBCOM ).

T=8ps
E=1.635eV

HR->H
270° s HR->V

Puc. 11: Tlongpumerpuueckue n3mepenuss @D HR — H u HR — V. Ilepsbie nBe OyKBbI
0603HAYAIOT MOJIAPHU3AIMI BO30Y K JAOMMUX UMITYI6coB (rae R — ckanuposanue ¢ ¢ ot 0 10
21), & TPeThsl — JETEKTUPYEMYIO TIOJISIPU3AIIIIO

Ha puc. 11 mokazausr mosspubie rpaduku HR — H u HR — V gna @3 wusz mpemamo-
JIAraeMoro cocTosinust cBobosHoro skcurona (E = 1,635 3B, t = 8 1c). DkcnepumenTab-
HbIE JIAHHBIE JIEMOHCTPUPYIOT COMJIACKE C TEOPETHYECKUMHU IPECKA3aHUsIMU (IITPUXOBbIE
JmHUA Ha puc. 11), 94To ABJIsIETCs eIe OJHUM TIOITBEPKIEHUEM SKCUTOHHON IIPUPOJIBI pe-

30HaHCa, HabrogaemMoro B 9.
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4. BpiBoabI

[IpeacraBiennas paboTa JEMOHCTPUPYET BO3MOXKHOCTH HABJIIOIEHUsI CIIOHTAHHOTO (JIBY-
XUMITYJIbCHOTO) P B MOHOKPHCTAJIE TAJOIEHUIHOIO ePOBCKUTA. PI-CIIEKTPOCKONUS 1
HOJIAPUMETPHUS JIOKA3bIBAIOT CBOOO/IHOE SKCUTOHHOE ITPOUCXOXK IEHIE HAOIIOIAEMOI0 Pe30-
nanca. OOHapyKeHHOe B MaTepuaJse BpeMs 1eda3upoBKHu 8 1IC U CJa00 BBIPAKEHHOTO (-
dekTa nedasupoBKu, BHIZBAHHONW BO30YKIEHUEM, TTO3BOJISET PEIIOJI0XKNATD, ITO TAJI0re-
HUJTHBIE TEPOBCKUTHI ABJISIOTCS MEPCIEKTUBHBIM MATEPUAJIOM JIJI SJIEMEHTOB ONTUIECKON

aMsTH B 00J1aCTU MH(MOPMAIMOHHON (POTOHUKH.
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