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AHOMAaJIbHO 00JIbILIAS HEJTMHEHHOCTh TOHKHUX IJIEHOK (hTa 0IMaHuHA
SnCl, npn UMIyJIbCHOM JIa3€PHOM BO30Y:K/I€HUI

A.A.bopm, M.C.bpomun, A.b.Beponnkuii, 51.1.Bepunmaxa, B.1.Bosxos, B.P.JIsixoBenxuii

Bnepsvie uccaedosaracy HeauHelHAA 80CHPUUMUUBOCHTb MOHKUX NACHOK (PMAAoyuanunos 0gyxaopucmoeo oaoga (SnClrPc)
KaK Memooom 6bIPOIICOCHHO20 UemblpeX80AH08020 3aumodeiicmeus ( BUB) usayuenus mopoil 2ap MOHUKU 00HOMOI08020
umnyavcrozo aazepana YAG:Nd>* (). = 532 um, T, = 10nc, E= 1.5 mJxnc, TEMyg), max u memooom neauneiinoi Aunsvl ( z-
ckanuposanus). Humencusnocns nepgo2o nopaoxa camoougpaxyuu npu BYB na ounamuueckux pewemkax, Ha8oouMbIx 6
SnCl>Pc, umeem Kyouueckyto 3a6UcuMocnib 0 UHMEHCUBHOCIU 3aNUCHIBAIOWe20 NYUKA, YUMo YKA3bl8aem Ha mpemuii nopA00K
HeUHETIHO20 OMKAUKA ucciedyemo2o mamepuaia. IToayuentoe snauenue neauneiimoii socnpuumuusocumu yO (o; o, —o,
®) = (4440.5) x 1077 ed. CI'CD 3amemno npegvliuaen 3my eAuuny 041 u3GecnHbIX 6 Aumepamype GmaioyuanuHos.
O6cyncoaromes 803MOACHbIE MEXAHUZMbL, OMBEMCIMBEHHbIE 3d HEAUHETIHBIT OMKAUK HOBO20 CUHIME3UPOBAHHO20 MAMepUd.d.

Karouesvie caosa: ¢Wl(l,’lOl4uaHqul, HeAUHEUHOCMb peﬁpakuuu, HeAUHeUHas onmuyecKa G6O0CNPUUMUUBOCNTDb, HeuHelHoe

noe.aouwjeHue.

1. BBenenne

Henuneitnble CBOCTBA IJIEHOK HEKOTOPBIX MeTasLIo(pTa-
JIOIIMAHUHOB JIETAJIbHO HCCIIEAOBAIINCH B IPEABIAYIIHE TOIbI,
TJIaBHBIM 00pa3oM, IpH Ja3epHOM HUMITYJIbCHOM BO30YX/Ie-
HAH B 00J1aCTH CHJIBHOTO TorJjIonieHus (Q-moJjioca), B KOTO-
poii mpeobagaeT BKJIAT JOKATM30BAHHBIX 9KCUTOHOB DpeH-
kens. IlosmydyeHHas onmTHYecKasi HEJIMHEWHAsi BOCHPHUAMYH-
BOCTb TPEThEro mopsiaka y ) 3aBUCHT OT NMPHPOJIBI LEHT-
paibHOro aToma (rpymisr) u cocrasiser 1071 — 10710 ep.
CIrcoll,2].

Lenbro HacToOsIIIEH pabOTHl OBLIO U3YUYEHHE OCOOCHHO-
CTell HeJIMHEHHBIX CBOMCTB IIJIEHOK (PTAIOLUAaHMHOB IPU UM-
MyJIbCHOM BO30YX/JCHUU B 00JIACTH CJIA0OT0 TOTJIOIICHUS,
r/ie Tp1 HECUMMETPUYHOM (hOopMeE MOJIEKYJT CYIIECTBEH BKJIAT
MPSIMBIX NEPEXO0JI0B ¢ 00pa30BaHMEM COCTOSIHUNA C MEPEHO-
com 3apsina (CT-cocrosamif) [3]. st aToro B kayecTBe MO-
JIeIbHOTO 00bEKTa BIIEPBbIE BLIOPAHBI IIJIEHKU (TajonuaHu-
HOB JByxJjiopucroro ojoBa (SnCl,Pc), T.k. B HUX, Kak, Ha-
npumep, u B SnPc [4], Bkitag CT-cocTosiHuil BOJIU3Y JJTMHBI
BOJIHBI BO30YXIIE€HHSI BTOPOW TapMOHUKH HCIOJIb3YEMOTO
YAG :Nd3*-nasepa (A = 532 uM) qoiKeH ObITh Ipeobiaia-
FOIIIHM.

2. MeToauku u3MepeHuii

HUccnenyemsbie mieHku SnCl,Pc motyueHbl METOIOM Tep-
MHIYECKOTO HAMBLICHUS B BEICOKOM BaKyyMe Py KOMHATHOM
TeMIIepaType KBapleBOW MOJIOXKKU. TOJIIMHA IUIEHOK B
MPOIIeCCe HATIBLIICHUsI KOHTPOJUPOBAJIACH KBAPIEBBIM H3Me-
puTeaeM TOJIIUHBI ¢ TOoTrpelHocThIo 10 HM. {1t TOro 4To-
OBl HCCIIEIOBATh BJIUSHUE TOJUMOPPHBIX MOIUDUKAIIMIA HA
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HEJIMHEWHYIO BOCIPUUMYHBOCTD, MJICHKA 3aTaHHOW TOJIIIIH-
HbI (800 HM), IOJTy4eHHBIC OJHOBPEMEHHO B ITPOIIECCE OTHOTO
HaIbUICHUSI, OTXKHUTAJIICh P PAa3HBIX TeMIlepaTypax B Aua-
nazone 60200 °C Ha Bo3ayxe (B TepMoIkady) B TEeMHOTE B
TEUYeHHE TPEeX YaCOB.

Ha pwuc.l moka3zan chnekTp MOTJIONICHUS HAMbUICHHOMN
wieHku SnClyPc, n3aMepeHHbIit Ha CTAaHIAPTHOM CIIEKTPOdo-
tomeTpe Specord M40 (cTpeikoil MOKa3aHO CHEKTPaJIbHOE
MIOJIOXKEHHE JIMHBI BOJIHBI U3JIyYeHHS HCIOJIb3yeMOTO Jla3e-
pa). s u3sMepeHuit HelIMHeHRHOW BOCHPUUMYNBOCTH 00pa3-
OB MBI HCIIOJIB30BAJIU JBE METOIUKH: BHIPOXKJICHHOE YEThI-
PeXBOJIHOBOE B3auMoaencTBue (MeTo1 camoaudpaxiun) [5]
U METOJI HEJIMHeWHOU JIMH3BI (z-ckaHupoBaHue) [6,7]. dan-
Hble METOAMKH MO3BOJIMIA ONPEACTUTh HETMHEHHYIO BOC-
MPUAMYNBOCTH, XapaKTep HEJIMHEWHOCTH (METOIOM CaMO-
Iupakum), a TaKkKe 3HAK HEJIMHEHHOCTH (METOJIOM HeJlH-
HEWHOU JIMH3BI) W XapaKTep HEeJIMHEWHOTO MOTJIOoIIeHus. B
9KCIIEPUMEHTE B KayeCTBE HCTOYHUKA H3JIyYEHUS IpUMe-
HSUJICSI UMITYJIbCHBI OJHOMOJOBBIM IO NONEPEYHOMY HH-
nexcy YAG : Nd3*-nasep ¢ yaBOeHHEM YaCTOTHI TeHEPAIHH
(4 =0.532 mxMm). Jlazep reHeprpoBaJl UMITYJIbCHI TITUTEb-
HOCThIO 10 HC ¢ 3Heprueit 1 M M raycCOBBIM aMILIATY/I-
HBIM TMPOQIIIEM.
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Puc.1. Cnektp noryouienust HanbuieHHOU mieHku SnClLPc (D — onrtu-
4yecKkasi IJIOTHOCTD).



AHOMAaJIbHO 00JIbINASI HEJIMHEHHOCTh TOHKUX IJIEHOK (ranonnanuHa SnCl, mpy UMITYJIbCHOM Ja3epHOM BO30YKAEHUU 141

3. Pe3yabTaThl H3MepeHuii u X 00Cy:K/1eHHe

Wsmepenus ¢ dextuBHOCTH caMoauppakiuu 1 (OTHO-
IIICHAe WHTEHCUBHOCTU B MEPBOM TOpPsiake nudpaknun I x
WHTEHCUBHOCTH 3aMUCHIBAIOIIETO Myyka [y) MOKa3aJm, 4To ¢
YBEJIMYEHUEM TOJIIIUHBI TUICHOK d audpakuuoHHas 3¢ddek-
THBHOCTb # CHauaja BospacTaeT (oT 1.5 x 1073 g0 1.65 x
10~%), a mpu d > 800 HM CTpeMHTCS K HACHLINIEHUIO. B nain-
HEeHIlleM Bce M3MEpPEHHsI HEJIMHEHHBIX XapaKTEePHCTUK MPO-
BOJIMJIUCH HA IJICHKAX TOJHO! 8§00 HM.

N3Mmepenne 3KCIO3UITMOHHOW XapaKTEPUCTUKU JTUHAMHU-
YECKHX PEIIETOK, T.€. 3aBUCUMOCTU MHTEHCHBHOCTH IyYKa
MEPBOTO MOPsIIKA TUPpaKImu /| OT UHTEHCUBHOCTH 3aIHChI-
BAFOIIETO IyyKa Iy, MOKa3ajd, YTO IKCIePUMEHTAIbHbIE TaH-
HbIEe XOPOIIIO AMMPOKCUMHPYIOTCS] KyOMUIECKOW KpUBOM BHIA
y = a + bx?3 (ciutorHas KpuBas Ha puc.2), TAe y — OPJAMHATA,
COOTBETCTBYIOLASl UHTEHCUBHOCTH Iy4ka, AU(parupoBas-
ILIETO B MIEPBBIN MOPSAOK, a X — abciueca, COOTBETCTBYIOIIAS
MHTEHCUBHOCTH 3aIMHUCHIBAIONIETO MyYKa. DTO CBUAETEIBLCT-
BYET O HEJIMHEWHOM OTKJIMKE TPETHETO MOPSIAKA B HCCIIEIye-
MOM MaTepuae.

KyOuueckast HenuHeHHAsT BOCIPHUMMYUBOCTb JISI HEO-
TOXOKEHHBIX IUIEHOK ONpenessijach U3 MOJIYYeHHBIX 3Hadve-
HHUM #) C UCTIOJIb30BAHUEM CJIEIYIOIUX COOTHOIIEHUH [5]:

y)
ny = I (8.8 £0.9) x 10® cm?/xBr, 1)
Ttdlo

2
73 = 3(%’[) nm = (44+0.5) x 1077 en.CICI,  (2)

r7e A — JJIMHA BOJHBI A AFOINET0 U3JTyYCHUS; 1 — JIMHSWHBIN
MOKa3aTeJb MPEJTOMIICHHUS; 11y — KOIDDUIIMEHT HEeJTUHEHHO-
CTU TOKA3aTeJs IPEIOMIICHHUS.

HeoTtoxokeHHbIH 00pa3el ObLI TIOMOJTHUTEIBHO UCCIIEI0-
BaH METOJIOM HeNmHeitHo! nuH3kI (puc.3). U3 puc.3 BumHO,
YTO B HCCIIEAYEMOW cpelle HAOIIOJAeTCs] TOJIOKHUTEIHLHOE
W3MEHEeHMe nokasates npesiomienus (An > 0) B mose Jia-
3epHOI BOJIHBI (M3MepeHus ¢ auadparMoi, kpusas /) ¥ 4TO
TIPU ’TOM UMEET MECTO MPOCBETJICHHE Cpe bl (M3MepeHus Oe3
nuadparmel, kpusas 2). [To pa3HOCTH IPOITYCKAHUIA B TUKE U
Josune AT, MbI OIpeIeNIIN HeJIMHERHBIN TTOKa3aTeb npe-
JIOMJTIEHUS 1 [8]:

B AT,
0.406(1 — 8)* % kolo Lesy

ny
=(4.8+£24)x 10-6 CMZ/KBT, 3)
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Puc.2. Dxcno3unuoHHas XapaKTepUCTHKA JMHAMHUYECKON PEIIeTKH, 3a-
nucbiBaeMoi B TOHKOH 1ieHKe SnCl, MMITYJIbCHBIM JIA3€PHBIM H3JIy4e-
HueM. TOYKH — IKCIEPHMEHT, CILTOIHAS KPUBASI — AMIIPOKCHMAIHSI KY-
OmvecKoit KPUBOIA.

4 KsaHmoBasi aniekmpoHuka, m.32, Ne 2
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Puc.3. Pe3ynbTaTbl U3MepeHN HEJIMHEHHOTO OTKJIMKA METOJAOM HEJIH-
HelHoil JMH3E! ¢ auadparmoit (/) u 6e3 Hee (2); T — nponyckanue, z —
CMelleHre 00pa3na OT HEHTPa HePEeTsHKKY MydKa.

4TO AaeT KyOW4ecKyro HEMHEHHYIO BOCTIPUIMYNBOCTD

2 =(234+1.2)x 1077 en. CTCD, 4)

rae ko =21/ Ler = [1 — exp (— ad)]/o; o — k0abduument
norJiomieHus. VI3 mpeacTaBiIeHHbIX Pe3yIbTaTOB U3MEPEHHI
BHJIHO, 4TO BEIMYMHEI ¥ ), MOTyueHHBIE IBYMS METOOAMH,
10 MOPSIIKY BEJIMYMHBI COBIAA0T. VIX pa3mune HaXoauTCs
B IpeeliaX MOTrPEeNTHOCTH H3MEPEHUIA.

J171s1 BBISICHEHMSI BIMSIHUS MOJIMMOPQHBIX Moudukami
¢ranommannaa SnCl, MbI U3MEPHIIM HEJIMHEWHYIO ONITHYEC-
ckyio BocmpuuMunBocTh y?) u onTmueckyio mioTHOCTH D
Habopa u3 ceMu 00pa3NoB, KAXKABIA N3 KOTOPBIX IMEJT TOJI-
muHy 800 HM, a IIeCTh M3 HUX OTXKUTAJHNCh NPH Pa3HbIX
temneparypax B npeaenax 60—200°C. ITonyueHHbIe 3aBH-
CHMOCTH TIpUBeeHbI Ha puc.4. BuaHo, 4To pu OTXKUTre ILIe-
HOK TomuHol 800 HM BenunHbl ¥ ®) 1 D HEMOHOTOHHO
YMEHBIIAIOTCSl TIPU YBEJIMYCHUH TEMIIEPATyphl OTXKHUra. Y
00enx 3aBHCIMOCTEN HAOIIOTAFOTCS IBA MakcUMyMa (TTKa)
npu Temrnepatypax okoJio 80 u 145 °C. ITockobKy OTHOCH-
TebHAs MOTPENHOCTh 3Mepenuii ¥ ) u D MenbIe HabTIO-
JTaeMbIX U3MEHEHNH 3THX BEJIMYMH, TO YKa3aHHbIE N3MEHECHUS
MOHO OOBSICHATH (POPMHUPOBAHIEM NIPU JAHHBIX TEMIIEpa-
Typax OTXKHUTa IBYX TEPMOIMHAMHUYECKU-YCTONINBBIX ITOJIH-
MOPGHBIX MOTU(DHKALINIA.

OTmeTuM, YTO NMOJO0OHASI KAPTUHA UMEET MECTO B IJICH-
Kax OOJIBLIIMHCTBA METAJIIIO(TaIOHUAaHMHOB, OCOOCHHO IS
¢ranommanuaos Pbu VO [9, 10]. 1715 moaTBepKACHUS 3TOTO
MBI TPOBEJIN TOTIOJTHUTEIbHbIE U3MepeHns D Ha IJIMHE BOJI-
HbI 532 HM U1 TepMHYECKH HANBUICHHBIX TUIeHOK PbPc m

%3 (1077 ex. CI'CD) D (oTH.en.)
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Puc.4. 3aBucMMOCTH HEJIMHEWHON BOCHPUMUMYUBOCTH TPETHETO MOPSIKA
%@ i onrrrueckoit mnotHocTH D 06pasos TosmmHo# 800 HM OT TeMmite-
paTypbl OTXKUTA.
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Puc.5. Pe3ynbTaThl u3MepeHnit onTuueckoii miotHoctu D Ha 4 = 532 HM
IS TEPMUYECKH HanbUleHHBIX 1eHOK SnClPc, PbPc u VOPc, oTTOXeH-
HBIX [IPU Pa3HbIX TEMIIEPATYPaXx.

VOPc, 0TTOXEHHBIX NPU pa3HbIX Temrepatypax (puc.5). U3
puc.5 BUAHO, YTO TeMIEpaTypHbIE 3aBUCUMOCTH D NS ABYX
yKa3aHHBIX (PTAJOMMAHMHOB TOIO0HBI HAOIFO1aeMOM TEM-
MepaTypHON 3aBUCUMOCTH JIJISI CCIIETyeMOro (GTajonuaHu-
Ha (¢ HEOOJIBIIIUM CABUTOM Mo Temmepatype st VOPc).
IMokazanHas mis apyrux ¢pranonuanuHoB ¢aza I11 popmu-
pyeTcst mpu GoJiee BBICOKOI TeMIlepaType OT>XUra (CBBILIE
200°C) [3,9].

Taxum o6paszom, HabirogaeMble 3aBucuMoctd ) or
TEMIIEPATypPhl OTXKHUTA TUICHOK MOTYT OBITH OOYCIOBJICHBI
M3MEHEHNEM OTNTUYECKON TUIOTHOCTH TIJICHOK Ha JIJTAHE BOJI-
HBI 3aIUCH, KOTOPOE CBSI3bIBAETCS] C U3MEHEHUEM KpUCTAJI-
JIMYECKOM CTPYKTYPHI ILJIEHOK.

AHan3 BO3MOXHBIX MEXaHU3MOB HEJIMHEWHON pedpak-
U B TAHHOM MaTepHaJie MOKa3bIBaeT, YTO, IO BCEH BUIM-
moctd, CT-cOCTOSIHUSI BHOCSIT ONPE/ICJICHHBIN BKJIA B HEJIU-
HElHYI0 pedpakIMIo HCCIIeIyeMBIX O00pas3ioB. DTO MOJ-
TBEPXKJAIOT KaK HaOJrogaeMasi KOPpessinus MexXay HeIH-
HelfHO# BocIpUUMYHBOCTBIO ¥ ) 1 onTHYecKoil IIIOTHOCTBIO
D nipy U3MEHEHNH TeMIIEPATYPHI (CM. prc.4), TaK U 3aMeTHAsI
posib CT-cOCTOSIHHH B pa3JIUYHBIX CTPYKTYPHBIX MOAUA(pUKA-
musx SnClyPc [4]. Kpome TOro, 3HaYNTE/IHHBINA BKJIA/ B He-
JITHEHHOCTb MOKa3aTesisl MPEJIOMJIEHUS] UCCIENYEMBIX ILIe-
HOK MOXET OBITb OOYyCJIOBJIEH HACBHIIIEHHEM IIOTJIONICHUS
(npocsetyienneM) oOpas3nos Ha A = 532 um. [1pocseTiieHue
XOpOIIIO BUJHO IPU H3MEPEHUSIX BOCHPHUUMYUBOCTH C TO-
MOIIBIO METOIa HeJIMHEWHOU JIMH3BI (CM. puc.3, kpuBas 2).
Hcnonb3yst naHHbIE, IPUBEACHHBIE HA PUC.3, MOXKHO PACCUU-
TaThb MHTEHCUBHOCTb HachlllleHus ;. JIJI 3TOro BOCHOJIb-
3yemcsi cooTHoleHueM [11]

Iin Iin - [oul
+—=u0d, 5
Iout Is ( )

In

rae Iin 1 I,y — IHTEHCUBHOCTH U3JIyYCHHUSI HA BXO/Ie B 00pa3er
U Ha BBIXOJIE U3 HETO, U HOCTPOUM 3aBUCUMOCTb In (fin /Tout)
oT [iy — Loy (cM. puc.6). I1o HaKJIOHY MOJTy4eHHOH MpsIMOU
OIpe/iesIsIEM HHTEHCUBHOCTD Hachimenus Iy ~ 1.7 MBt/cMm?2.
Hainee, pa3noxuB BeIpaXeHUE ISl 00YCIOBICHHON HACHIIIIE-
HUEM TOTJIOIIEHHS ONITUYECKON BOCIIPUUMYUBOCTH [5]
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Puc.6. 3aBucuMOCTB (5) € yUeTOM 3KCHEPUMEHTAIbHBIX TaHHBIX (TOYKH),
NIpUBEEHHBIX Ha puc.3 (xpusas 2).

B psia 1o Masomy napametpy I/l < 1 (roe y, — nuHeiHast
ONTHYECKAsI BOCIPUIMYUBOCTE), OIIEHIM KYOMYECKYIO HEJIH-
HeifHyI0 BOCIpHIMYHBOCTH ¥ ), 06YCIOBICHHYIO HACHIIIE-
HueM moriomenus. Ouenka gaet 3Havenue ;) ~ 1075 en.
CI'C3, 4T0, OJIHAKO, MIPEBBIIIACT KyOUICCKYHO HEJTMHEHHYIO
BOCIPUMMYUBOCTD, IOJIyYEHHYIO B 3KCIIEpUMEHTE. DTO pas3-
JITYME MOXET ObITh OOYCJIOBJICHO TeM OOCTOSTEIbCTBOM,
4TO YKCIIEPUMEHTAILHO U3MepsieMast KyOrmyecKast BOCIPUUM-
umBoCTh y () BISETCA Pe3yTLTATOM KOHKYPEHIMH Pa3iimd-
HBIX MEXaHU3MOB HeJInHelHoCTU. Tak, yuuThIBas, 4TO B JaH-
HBIX 00pa3nax morjomieHne Ha 4 = 532 HM 10CTaTOYHO Be-
ko (o ~ 3.7 x 103 cm~1), mpeanonoxkum, 4To KpoMe OT-
MEYEHHBIX BBIIIE MEXaHU3MOB HEJIMHEHHOCTH BKJIA MOXET
NIaBaTh W TEIUIOBOM MeXaHU3M. DTOT BKJIAJ MOXET MMETh
OTPHIATENILHBIA 3HAK, YTO MPHUBENET K YMEHBIICHHIO CYyM-
MAapHOIi HeNMHelHO# BocnpuaMumrBocTH ¥ ®) 1o cpaBHEHHIO
C ee OIICHKaMH, YYUTHIBAFOIIIMMHU BKJIa/ TOJBKO HACBIICHUS
MOTJIOILIECHHUS.

Bomnpoc 06 okoHYaTeTLHOM BBISICHEHIH MEXaHU3MOB He-
JITHEHHOCTH TpeOyeT MeTaIbHOTO MCCIIEIOBAHUS THHAMUKH
HEJIMHEWHOTO OTKJIKA, & TAKXKE BIUSHUS OJMMOphu3Ma Ha
HeJmHelHble cBoiicTBa miieHok SnClPc, uto OyneT npeame-
TOM HaIlIMX AAJIbHEUIIINX UCCIIEAOBAHUM.

1. Nalwa H.S., Miyata S. (Eds) Nonlinear optics of organic molecules and
polymers (N.Y., London: CRC Press, 1997, part. IV, p.723-732).

2. Hosoda M., Wada T., Yamada A. etal. Jap. J. Appl. Phys., 30, L1486
(1991).

3. Vertsimakha Ya.l., Verbitsky A.B. Papers Presented on the II Intern.
Conf. on Excitonic Processes in Condensed Matter (EXCON'96)
(Kurort Gohrisch, Germany, 1996, p.259).

4. PanY.-L.,Chen L.B., Wang Y. et al. Appl. Phys. A4, 65, 425 (1997).

5. Borshch A.A., Brodin M.C., Volkov V.I. Refractive nonlinearity of
wide-band semiconductors and applications (Chur, London, Paris,
New-York, Melbourne: Harwood Academic Publishers, 1990).

6. Bopm A.A., Bpoaua M.C., Bonkos B.. JKOT®, 72, 938 (1977).

7. Bopur A.A., Bpoaun M.C., Bosikos B.W., Kpyna H.H. Vkp. ¢hus. orc,
23, 1977 (1978).

8. Sheik-Bahae M., Said A.A., Wei T., Hagan D.J., Van Stryland E.W.
IEEE J. Quantum Electron., 26, 760 (1990).

9. Griffiths C.H., Walker M.S., Goldstein P. Molecular Crystals &
Liquid Crystals, 33, 149 (1976).

10. Hsieh J.C., Liu C.J., Ju Y.H. Thin Solid Films, 322, 98 (1998).

11. Gibson A.J., Rosito C.A., Raffo C.A., Kimmit M.F. Appl. Phys.
Lett., 21, 356 (1972).



