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CUHTE3 1 AFOMUHECIHEHTHBIE CBOVICTBA AAIOMUHATOB
CTPOHIIVA, AKTUBUPOBAHHBIX NOHAMM BUCMYTA

I I1. LIEBYEHKO", I0. B. FOKIIIUI[", B. A. .KYPABKOB", I B. IIHIIIKO", E. A. KOBEJIb"

YHayuno-uccredosamenvcxuti uncmumym gusuxo-xumuyeckux npoénem BI'Y,
. Jlenunepaockas, 14, 220006, e. Munck, Berapyce

Metoznom TBepoha3HOro CHHTE3a 0Iy4YeHbl Bi-akTHBUpOBaHHbIE alFOMUHATHI cTpoHLMA cocTaBa StALO, u Sr,ALO,.
HccenenoBaHbl HX CTPYKTYpHO-(ha30BbIE M CHIEKTPATbHO-TIOMHHECIIEHTHBIE CBOMCTBA. [loka3aHa BO3MOXHOCTh YIPaBICHHS
CTIEKTPOM JTFOMHUHECLCHIIUH, €€ MHTCHCUBHOCTBIO U, CIIEOBATENILHO, [IBETOBBIMHI XapaKTEPUCTHKAMH 00Pa3LoB 3a CUET
M3MEHEHHUS COCTaBa MaTPHIIbI, IPUPOJIbI AKTUBATOPA M €r0 KOHLIEHTPALUH.
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SYNTHESIS AND LUMINESCENT PROPERTIES
OF STRONTIUM ALUMINATES ACTIVATED WITH BISMUTH IONS
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The Bi-activated strontium aluminates SrAl,O, and Sr;Al,O are synthesised by the solid-phase method; their struc-
tural phase and spectral-luminescent properties are studied. The possibility of controlling the luminescence spectrum,
its intensity and, consequently, the colour characteristics of the samples by changing the composition of the matrix, the
nature of the activator and its concentration are shown.

Keywords: strontium aluminates; solid phase synthesis; bismuth oxides; luminescence.

Acknowledgements. The work was supported by the Belarusian Republican Foundation for Fundamental Research
(grant No. X22-065).

BBenenune

B nocrnennee BpeMst BozpactaeT HHTEpeC K Bi-aKTHBHPOBaHHBIM JIIOMUHECIIEHTHBIM Marepuaiam [1]. 31o
CBSI3aHO C TEM, YTO TAKHWE MaTepuajbl MOTYT JIIOMUHECIIMPOBAThH MPAKTHUECKN BO BCEM AHANa30He BUAMMO-
r'0 CBETa — OT CHHETO JI0 KPACHOTO U Jake HHPppakpacHoro [2—9]. BucmyT otHOCHTCS K 15-1 rpyrmie nepuoau-
4ecKoil TaGIHMIIBL, €ro AMeKTPoHHas KoH(uryparms umeeT Bu [Xe]4f'*5d'6s*6p’. Ha BHelIHeM 3JIEKTPOHHOM
YPOBHE aTOMa BHCMYTa HAXOAATCS 5 BaJICHTHBIX AJIEKTPOHOB, YTO 00YCIIOBIMBAET OOJBIIOE KOTHMYECTBO BO3-
MOYKHBIX €T0 COCTOSIHUI B AMana3oHe oT —3 10 +5 (Haubosee ctabuibHoe +3). BHemHue opOuTamy, oTBeT-
CTBEHHBIE 3a JIIOMUHECLICHINIO, HE SKPAaHUPOBAHBI, U UX YHEPTUS 3aBUCUT OT OKPY>KEHHMS, B YACTHOCTH OT Ma-
TpuLbl-X03suHa [ 1]. B nmuteparype onucaHbl pe3ynbTaTsl HCCIEA0BaHNS TIOMUHECLICHINHT Bi-akTHBUPOBaHHBIX
MaTepuajoB Ha OCHOBE MATpHIl, COJEpI)KAIIUX CaMbli IIMPOKUH KIACC HEOPTaHMUYECKHX COEIWHEHUH.
B oHMX cIlydasX MaTpHIBI HUMEIOT JOCTAaTOYHO CHOXKHEIH cocTaB (Hampumep, SrBaZn,Ga,0O, : Bi’* [7],
La,Mg, ,,Zr, 60, : Bi** [10], Ca,Y,Ge,0,, : Bi** [11], CsGaGe,O, : Bi** [12]). B apyrux ciyuasx uccnexyrores
MaTpHIibl 0oJiee MPOCTOro COCTaBa, HapUMep: B [8] mpuBoANTCS TabMuUIA, Te MepeYrCcIeHbl HEOPTaHHYECKUE
COeAMHEHHUsI (TaJIOTeHUIbI, OOPATHI, ATFOMUHATHI, CUIIMKATBI, aJTIIOMOCUIIMKATHI, ocdaTsl, BOIbPpamMarsl, rep-
MaHaThl U T. J1.), KOTOPbIE MOTYT CIIy’KHTb MaTpULAMH Ul NOITy4YeHUs! Bi-akTHBUPOBAHHBIX TIOMUHO(OPOB.

B Hacrosieii crathe MpecTaBIeHbl PE3YAbTAThl UCCIICIOBAHUS JIIOMUHECIICHITMH AIFOMUHATOB CTPOHITUS
B Ka4eCTBE MaTPHUIIbl, aKTHBUPOBAHHBIX PA3TUYHBIMU 110 XHMUYECKOW PUPOJIE COSAMHEHISIMU BHCMYyTa. Mc-
HOJIb30BaHNUE aJIFOMUHATOB CTPOHIIUS 00YCIIOBIEHO UX CIIOCOOHOCTBIO 00pa3oBbiBaTh B cucreMe SrO — Al O,
0oIBIIIOE KOJIMYECTBO PasHBIX MO cocTaBy (a3, a uMeHHo: Sr,AlO,, SrAl,O,, SrAl,O,, SrAl,0,,, Sr,Al,O,,,
Sr,Al,0,,, Sr,Al,O,,, Sr,,AlO,,, Sr,Al O, [13—15]. D10 NpeanonaraeT 1eaeHANpPaBICHHOE BIUSHHE CO-
CTaBa MaTpPUIbl HA ONTHYECKUE TTApaMEeTPBhI MOTy4aeMbIX Bi-aKTHBUPOBaHHBIX JTIOMUHECIICHTHBIX MATEPUAIIOB.

MarepuaJjbl 1 MeTOAbI HCCICAOBAHNUS

OO0pas3Lpl aMOMUHATOB CTPOHLHMS MOJMy4Yald METOJOM TBepAo]a3sHOro cuHTe3a B J1a0OpaTOpHOH meuu
Nabertherm LHT 08/18 (I'epmanust) pu temmeparype 1400 °C myTem WX HarpeBaHUs B BO3YIIHOW aTMo-
cdepe B Teuenue 4 4 co ckopocthio 10 °C/muH. B Tabnuiie npecTaBieHbl HCXOAHBINA COCTaB U 0003HAUCHUS
MOJTYYEHHBIX 00pa31oB.

B kauectBe ncxoqHbIX peareHToB ucnonb3oBain Al,O, (kBamudukamus «4. a. a.») u StCO; (> 99,99 %;
Fisher Scientific, CIIIA), B kauecTBe akTUBaToOpa JoMHHEcHeHmn — Bi,0, (xBamudukamms «x. 4.») u Bi,0,
(xBamudukamus «d. 1. a.»). OTMeTuM, 4To AaHHbIE 0 npuMeHeHuu Bi,0, Kak HCTOYHMKA HOHOB BHCMYTa
B JIUTEPATYpe OTCYTCTBYIOT. CMECH MCXOMHBIX PEAarcHTOB B COOTBETCTBHH C ONPENEICHHBIM COOTHOILICHUEM
(cM. Tabnuiy) TIIATEIBHO MEPETUPAIM B araroBOil CTyIKe, IOMEIIAIN B KOPYHAOBBIE TUIVIM U MOJABEPIajH
TepMo0oOpaboTKe, MoCiie Yero OIsTh TIIATeIbHO pacTupain. KomndecTBo akTuBaTopa B 000X CIy4asx Co-
cTaBisIo 3 Mac. % MO OTHOILIEHHUIO K Macce UCXO0HOM cMecH (2 T).

Cnextpsl itomunecueHun (CJI) u criektpbl Bo30yxaenus tomunecueHmy (CBJI) 3anucsiBanu npu TeM-
nieparype 298 K Ha cniektpodoromerpe Agilent Cary 60 (Agilent Technologies, CILIA), uctipaBisiinch ¢ y4eToM
CHEKTPAILHOW YYBCTBUTEIHHOCTH CHCTEMBI PETHCTPAIMU U PACTIPEACTICHUs CIIEKTPaIbHOM TNIOTHOCTH BO3-
Oy’K/IalolIero U3Iy4YeHUs] COOTBETCTBEHHO. Pentrenodasonsiii ananu3 (PDA) oOpasoB npoBoauiiv Ha Tud-
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paxromerpe JJPOH-2 (UL] «bypeBectruk», Poccust) ¢ ucnonssoBanuem CoK -usinyuenus. Pasmepsl u gpopmy
YacTUll U3y4aJyd METOJOM CKaHHUpPYIOIIeH 3eKTpoHHOH Mukpockonuu (COM) na npubope LEO-1420 (Carl
Zeiss, I'epmanns). JlnarpaMmbl IBETHOCTH MOJIy4YaId UCXOIS U3 CIEKTPOB JIOMHHECLEHIIMH HCCIIETyEeMbIX
obpasmos B mporpamme OriginPro (OriginLab).

O0o3HaueHHne nccaeIyeMbIX 00pa3loB
B 3aBHCHMOCTH OT X COCTaBa U MPUPOIbLI aKTUBATOPA

Designation of samples depending on their composition
and the nature of the activator

Homep ob6pasua MonbHOE COOTHOIICHHE NCXOIAHBIX PEareHTOB AKTHBATOp
1 SrCO, : ALO,=1:1 )
Bi,0,
2 SrCO, : ALO,=5:3
3 SrCO, : ALO,=1:1 .
B1,0,
4 SrCO, : ALLO,=5:3

Pe3yabrarsl M NX 00Cy:K1eHHE

[To narabIM PDA (puc.1), B pesynbraTe mpoBeeHus TBEpA0(hA3HOTO CHHTE3a B 3aBUCUIMOCTH OT COOTHOIIIE-
HUSI HCXOIHBIX PEarcHTOB (CM. TaONHITY) GOPMUPYIOTCS pa3IMIHBIC 110 COCTABY (ha3hl aTFOMHHATA CTPOHITHS.
Hob6asnenne aktuaropoB Bi,0; u Bi,0, He oka3bIBaeT BIUSHUS Ha UX (HAa30BbIi COCTAB U3-3a MaJION KOHIICH-
tpanuu. [Ipu cootHomeHnnn ucxoauelx komnoHeHToB SrCO, : AL,O, =1 : 1 obpa3yercs OecnpumecHas ¢asza
SrAl,O, MOHOKIMHHON CTPYKTYpbl, IIpu cootHomeHnuu SrCO, : ALO; =5 : 3 — dasa Sr;Al,O, ky6nueckoit
CTPYKTypHI ¢ mpuMeckio StALO,. OTMeTHM, 4TO peHTreHorpaMMbl 00pa3noB Ne 3 1 4 nAEHTHUYHBI PEHTTCHO-
rpammam 00pa3oB Ne 1 1 2 COOTBETCTBEHHO.

Ne 1
10 20 30 40 50 60 70 80 90
. Ne 2
)
i
S
g
= 10 20 30 40 50 60 70 80 90
Q
5 PDF#810506
=
2 1 o 2 2 ! - 1 2 l : I : 1 .
15 30 45 60 75 90
PDF#740794
15 30 45 60 75 90

26, rpan
Puc. 1. PentrenorpaMmsl 00pa3siios Ne 1 u 2. JInst cpaBHEHMs IPUBEEHBI CITPABOUHbIE PEHTIEHOTPaMMBI
dasbl SrAL,O, (PDF#740794) u dass Sr;AlL,O, (PDF#810506)

Fig. 1. XRD patterns for No. 1 u 2 samples. Reference XRD patterns of the phases SrAl,O, (PDF#740794)
and Sr;AL,O, (PDF#810506) are shown for comparison
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Ha COM-dororpadusx obpaszmos Ne 1 u 2 npu pasHOM yBelrueHHHU (pUC. 2) BUIHO, YTO IMOPOIIKH TIPeEi-
CTaBIISIIOT COOOM KPYITHBIE arioMepaTrhl OKPYIIIBIX YacTHI] IPOU3BOIBHON (opMbI ¢ pazmepamu 10—50 Mkm.
Pasmep wactur nexut B npenenax 2—10 mxMm, mpudem obpazer; Ne 1 (cM. prc. 2, @) COCTOUT U3 OOJBIINX T10
pa3Mepy 4acTHIl.

ala o/b

Puc. 2. COM-dotorpaduu odpaszuoB Ne 1 (a) u Ne 2 (6) nmpu pa3HOM yBETHYCHUN
Fig. 2. SEM image for No. 1 () u No. 2 (b) samples at different magnifications

CJI u CBJI uccnemyembix o0pa3ioB MpencTaBlIeHbl Ha puc. 3. AHanu3 naHHbIX mokaszan, uyto CBJI Bcex
CHUHTE3MPOBAHHBIX 00pa3IlOB HE3aBUCUMO OT (ha30BOI0 COCTaBA MATPHUILI U THUIIA aKTHBATOPA WICHTUYHEI
M XapaKTepHU3YIOTCsI OIHOM y3KOii monocoii ¢ A, B obmactu 314—320 HM, OJHAKO 3HAYMTEIBHO OTIIHYAIOTCSI
110 UHTEHCUBHOCTHU. bonbimas narencuBHoCTh (~B 1,3—2,0 pa3a) HaOmogaercs uis 00pa3ioB, aKTHBUPOBAH-
HBIX Bi1,0,.

ITpu A, = 320 um CJI 06pa3noB 3HAYUTENHHO PA3THYAIOTCS B 3aBHCHMOCTH OT COCTaBa M THIIA aKTH-
Baropa. Tak, B CJI o6pasuos cocraBa SrAl,O, (Ne 1 u 3) He3aBUCHMO OT THUIA aKTMBATOpa MPUCYTCTBYIOT
Tpu nonockl JroMunectieHIuu (394 uam (Ne 1), 385 am (Ne 3), 545 uM, 754 HM), pa3nTuyaronuecs M0 HHTCH-
cusHocTH (cM. puc. 3). CJI o6pa3moB cocraBa Sr;Al,O, npenCcTaBIAIOT OO0 MHTEHCHBHYIO Y3KYIO IOJIOCY
C Ay =400 HM (Ne2) m A, =392 am (Ne 4), a TaroKe MaJIOMHTEHCHBHBIC YIIMPEHHBIE TTOJOCHI C A, B 00NacTu
545 u 754 um. [ToguepkHeM TOT (HAKT, YTO HE3aBHCUMO OT COCTaBa MATPHIIBI HHTCHCUBHOCTD JTFOMUHECIICH-
111 00pa3IoB, aKTUBHPOBAaHHEIX Bi,0,, 3Ha4nTENbHO (B 2—3 pa3a) BbIIIE, YeM HHTCHCUBHOCTB JIIOMUHECIICHIINH
00pa31oB, akTuBHpoBaHHBIX Bi,0;, uTo Xopomo cornacyercst ¢ CBJL.

Hecmotpst Ha oT™MedeHHbIe Bolte pasmnuus, B CJI mpu A, = 320 Hm oOpatiaet Ha ce0st BHUMaHHE IPHCYT-
CTBHE BO BCEX 00pa3lax TPeX THIIOB U3JydaTeIbHBIX IICHTPOB — B o0nmactu 385—400, 545 u 754 HM, UHTCHCUB-
HOCTb KOTOPBIX 3HAUUTENRHO (10 15—20 pa3) paznuaaercs (cM. puc. 3). Hanmane 3TUX 1IEHTPOB INIABHBIM 00-
Pa3oM OnpeelieTCs COCTABOM MATPHIIBI i B MEHBIIICH CTETIEHH 3aBHCUT OT MIPUPOJIBI aKTHBHPYIOIEH I00aBKH.
C yueToM ONMUCAHHBIX B IUTEpaType AaHHBIX [1] 3TO yKa3pIBaeT HA TO, YTO AKTUBATOPAMU JTIOMUHECIICHITIH
B MCCIIEyeMBIX 00Opasuax aBiusarorcs nonsl Bi*". Ilpu BxoxkaeHun nonos Bi** B pemerky amoMuHara CTpoH-
1IMs OHM OY/LYT 3aHMMATh MPENOYTUTEIHHO O3HIIMH HOHOB SI°F, MOCKONbKY MX HOHHBIH paanyc (0,103 Hm;
KY = 6) 6mu3ok k paguycy Sr>* (0,112 um; KU = 6). Paguyc nona AI** (0,078 um; KU = 6) ciruikom Mai s
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ero 3amentenus noHoM Bi**. Takum 06pasom, koraa noHs! Bi** 1erupyiorcs B peleTKy alOMUHATA CTPOHIMS
(X031MHa) Pa3HOTO COCTABa U CTPYKTYPHOH OpraHu3aluy, OHH MOTYT 00pa30BbIBATH LIEHTPBI SMUCCUH Pa3Iny-
HOW KOHILIEHTPAIINH, CTIOCOOHBIC M3Ty4YaTh B LIMPOKOM JHATa30He JUTHH BOJH — OT YABTPadH0oIeTOBOH 001acTi
(400 BM) 10 3emeHoit (545 HM) 1 oparskeBoii (754 um) [8]. C yueTom auarpaMmbl ypoBHeit sHeprunm ats Bi* [1]
TPH TIOJIOCHI SMUCCHH, HabmronaeMbie B CJI 06pas31oB, MOKHO HHTEPIIPETUPOBATH KaK TOUKH MIEPEXOI0B B CO-
CTOSIHUSA, CBA3aHHbIE C YPOBHAMM ° P, 3P2 u 1P1 BO36Y:KIeHHOM KoHpurypamuu 6s'p' (mepexosnt lS0 . P, 3P2,
'P,). [Tpo6nema 0IHO3HAYHOTO ONpPEIEe/IeH sl TPUPOIBI LIEHTPOB U3JTydeHHs B Bi-akTHBHPOBAHHBIX 06pasIax
TpeOyeT AambHEHUIIEero UCCISJOBAHMS U SIBIISIETCS aKTyalbHOM Ui MX OyIyIIUX ONTHYECKUX MPUMEHEHUH.

Kak moka3zanu paccunTaHHbIe TUarpaMMBbl IBETHOCTH, HaOmogaeMble pasinnyus B CJ1 06pas31oB BAHSIOT Ha
[BETOBYIO TaMMY M3JIy4CHHS dTHUX 00pa3ios (puc. 4).

a’a 0/b
A A
1000 1000
4!
!
5 800t % ogoof 1%
= £ Iy
5 s i
o o ool
E 6007 g 600[ |1
= = [
2 a00f 7 2 400 13
5} 1\ o [ 1
= i = i
= i = i
2000 40U 2001 G
i NI
L/ ’
! T 1 n e ——— - 0 ! " I n N L
300 400 500 600 700 800 900 300 400 500 600 700 800 900
A, HM A, HM

Puc. 3.CBJI (1, 2)u CJI(I’, 2”) o6pasuos Ne 1 u 2 (a);
CBJI(3,4)n CJ1(3’,4") obpasuos Ne 3 u 4 (6); A, = 320 um, A, = 400 um
Fig. 3. Excitation (/, 2) and emission (1”, 2”) spectra for No. 1 and 2 samples (a);
excitation (3, 4) and emission (3’, 4”) spectra for No. 3 and 4 samples (b); A, = 320 nm, A, = 400 nm

No 3
(0,360; 0,463)

Ne 1
(0,272; 0,268)

No 2
(0,189; 0,099)

0’0 I A I I I I
0,0 0,1 0,2 0,3 0,4 0,5 0,6

Puc. 4. lnarpamma netHOCTH (11BeToBOE mpocTpancTBo CIE 1931) o6pasmos Ne 1-4
Fig. 4. Chromaticity diagram (CIE 1931 colour space) for No. 1—4 samples
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Ha ocHoBaHMM JJaHHBIX, PEICTABICHHBIX HA PUC. 4, MOXKHO 3aKITFOYHUTH, YTO B 3aBUCUMOCTH OT COCTaBa JI0-
MHUHO(OPA [IBETOBBIC KOOPMHATHI MOTYT CYIIIECTBEHHO Pa3HyaThesl. Tak, IBET JTIOMHUHECIICHIIMH 00pa3iioB Ha
ocHoBe S1;Al,O, (Ne 2 1 4) HE3aBHCUMO OT IIPUPOJIBI AKTUBATOPA HAXOMUTCS B Y3KUX NPEZesIaX — OT CHHETO JI0
¢duonerosoro. LiseT momuHeceHIMN 00pa3noB Ha ocHoBe SrAl,O, H3MEeHseTCs 10 1a3ypHO-0e10ro (3TOT IBET
MOXKET OBITh MHTEPIIPETHPOBAH KaK IMPUOIMKAIONIMHCS K KBa3UOEIIOMY) ITPH MCIIOIb30BAHUH B Ka9eCTBE aKTH-
Baropa Bi,0; (Ne 1) nnu 10 cBeTII0T0 %KeNTO-3eJICHOT0 IIPH UCTIOIb30BaHUH B KadecTBe akTuBaTopa Bi,0, (Ne 3).
OtmeTHM Takxe, uTo 00pasibl Ha ocHOBe SrAl,O, XapaKkTepu3yIOTCsl MEHbIIICH HACBIIIIEHHOCTHIO IIBETA, KOTOpast
oTpeieNsieTcst OJM30CTHIO0 TOYKH C COOTBETCTBYIOIIMMH IIBETOBBIMU KOOPIMHATAMH K CIIEKTPaIBHOMY JIOKYCY.

Taxoxe nomyuena cepust 00pasioB Ha ocHOBe Sr;Al, O, ¢ pa3sHBIM KOJIMYECTBOM aKTHBATOPA U MIOCTPOEHBI
WX JUarpaMMBbI IIBETHOCTH (pHC. 5).

a/a
YA

0,8

o/b

0.0 N 1 1 1 1 L
70,0 0,1 0,2 0,3 0,4 0,5 0,6 0,7 0,8 x

Puc. 5. Junarpammsl nBeTHoCTH (11BeToBOE npocTpancTso CIE 1931) o6pasnos Sr;AlL O,
axtuBupoBaHHbIX Bi,0, (a) 1 Bi,0, (6), B 3aBUCUMOCTH OT KOHIIEHTPAIIUK aKTHBATOPA!
12,4 mac. %; 2 — 3 mac. %; 3 — 3,6 mac. %

Fig. 5. Chromaticity diagram (CIE 1931 colour space) for Bi,0O, (@) and Bi,0, (b)
activated Sr;Al,O, samples depending on the concentration of the activator:
1-24wt. %; 2-3wt. %; 3-3.6wt. %
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Kaxk crnenyer u3 puc. 5, yBennueHue KOHIEHTpauu aktuearopa Bi,O, npuBoaut x 6osee 3aMETHBIM H3-
MEHEHHUSIM I[BETa IFOMHHECIICHITUHN C OMHOBPEMEHHBIM YMEHBIIICHUEM €T0 HACBIIIIEHHOCTH (CM. pHC. 5, a), 4eM
yBeIMYeHUE KOHIIeHTpanuu aktusaropa Bi,0O, (cM. puc. 5, 6).

3akaroueHne

Takum o0Opas3om, TpencTaBICHHBIE PE3YNbTAThl YKa3bIBAIOT HAa MEPCIEKTUBHOCTH HCIIOIb30BAHUS
Bi-akTHBUpPOBaHHBIX MaTepHalOB HA OCHOBE aJIOMHUHATOB CTPOHIMS B Ka4eCTBE MATPHILbI Ui TOTYy4ECHUS
HOBBIX JIIOMUHO()OPOB, U3/Iy4AIOLIUX B LIMPOKOH 00JIACTH CIIEKTPa B 3aBUCUMOCTH OT COCTABa, TUIIA aKTHBA-
TOpa U ero KoHIeHTparuu. OTMeTuM, 4To puc. 4 1 5 yKa3bIBalOT Ha BO3MOKHOCTh TOHKOTO PEryJIHPOBAaHUS
[[BETOBOI T'aMMbl JJIOMUHECIICHIIUN HCCIEAyeMbIX 00pa3uoB (Bi-akTHBUPOBaHHBIX MAaTEPHAIOB). DTO MOXKET
OKa3aThCs BAYKHBIM IS X UCIIOJIB30BAHUS B 9HEProcOEperaoniinX HCTOYHNKAX U3IIYUEeHUS C YIyqIIeHHBIMU
L[BETOBBIMU XapaKTEPUCTUKAMHU.
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