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The a.c. electrical response of Li,Na;_.NbO3 (LNN) solid solution in low
frequency range (100 Hz—20 kHz) has been analysed as a function of tem-
perature (300 K-750 K). A complex picture of the dependence of the stud-
ied properties on the chemical composition has been obtained. The data
indicate the presence of relaxation and transport processes as well as their
thermally activated character.
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1. Introduction

Dependence of dielectric properties of Li,Na;_,NbO3 (LNN) solid solution on its
chemical composition is well known. In particular, phase transformation, conduc-
tivity and dielectric permittivity of LNN have been studied [1-3]. However, some
discrepancies in the results are observed, and more systematic studies should be
undertaken to establish relations of the properties to the composition of the solid
solution.

The system NaNbO3-LiNbOQOj is of interest, especially as Li content in LNN in-
creases. These materials would be good candidates for the fabrication of piezoelectric
and piroelectric components for high temperature purposes.

The investigated polycrystalline sample was obtained using the conventional ce-
ramic technology. The application of a.c. measurements method enables us to observe
the polarization processes and to gain the information about the charge transport
mechanism.
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2. Experimental

The ceramic samples of LNN used in our measurements had the shape of disks
of 89 mm diameter and 2-3 mm thickness. Samples with sputter deposited Pt-
electrodes were used in our measurements. All the experiments have been performed
under normal atmospheric conditions. The temperature of the samples, in the range
between 300 K and 800 K, was measured by means of a chromel-alumel thermocouple
with 0.5 K accuracy. The dielectric measurements were performed by means of RLC
meter (model BM 595) at different fixed frequencies between 100 Hz and 20 kHz. In
all measurements the RLC meter was set to a parallel mode.

3. Results and discussion

The real part of the dielectric permittivity € as a function of the temperature for
two measurement frequencies (1kHz and 10kHz) is shown in figure la for Li-content
£=0.01 and in figure 1b for Li-content x=0.04. As the content of Li increases &
generally increases.

The thermal hysteresis of permittivity for two Li-contents when measurements
are made at the increasing and the decreasing temperature is due to the observed
thermal hysteresis of the dielectric anomaly caused by the antiferroelectric-parael-
ectric (A-P) phase transition of NaNbOj [4]. There is a small shift (cooling process)
of the temperature of the e-maximum to lower temperatures with the increasing
Li-content.

The behaviour of tand as a function of the temperature changes with the fre-
quency, as it is shown in figure 2a for Li-content £=0.01 and in figure 2b for Li-
content x=0.04. For low frequency (<1kHz) there is a fast increase of tand above
600 K. In the whole range of the investigated temperatures the value of tand de-
creases with the increase of frequency.

Figures 3a,b show the conductivity o versus temperature for different measure-
ment frequencies and different Li-contents ((3a) x=0.01 and (3b) x=0.04). For Li-
content of x=0.01 there is a minimum at 7T=400 K, which tends to disappear as the
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Figure 1. Real value of the permittivity ¢ as a function of the temperature at
two measurement frequencies for: (a) LNN, z=0.01; (b) LNN, 2=0.04.
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Figure 2. Temperature dependencies of tan ¢ at several measurement frequencies
for: (a) LNN, =0.01; (b) LNN, z=0.04.

frequency and Li-content increases. The low frequency (<1kHz) and low tempera-
ture (<400 K) change in the temperature coefficient of the conductivity with the
appearance of a minimum (figure 3a) was also found in lithium [5] and sodium [6]
niobates and sodium tantalate [7] at the similar temperature and lower frequencies
(1 mHz to 1 Hz). The minimum in conductivity could be related to the possible
existence of conduction mechanism of small polarons (i.e., localized charge carriers
permitted by a certain degree of structural disorder or polarizability of the surround-
ings of the charge carriers [8]) at low temperature. At low temperatures the short
range tunnelling gives place to conductivity values corresponding to long range hop-
ping, with higher activation energy that would correspond to higher temperatures
due to a low mobility of these localized charge carriers. The minimum in the thermal
behaviour of ¢ is, therefore, explained as the result of the change in the conductivity
mechanism, from tunnelling to hopping, from short range to long range mechanisms,
at this temperature [6].
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Figure 3. Conductivity ¢ as a function of the temperature at two measurement
frequencies for: (a) LNN, 2=0.01; (b) LNN, 2=0.04.
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Aocnip)XeHHs AieneKTpu4YHnxX BNnacTtuBocTen
LiuNa;_,NbO; kepamiky Bunapkaxx = 1ix =4

B.BoHk, B.lap6ax, B.Cbmira, 4.Kycb

IHCTUTYT ®i3nkM Ta 06YMCNIOBANBHOI TEXHIKM,
lMeparoriyHnn yHiBEPCUTET,
MonbLua, 30-084 Kpakis, Byn. MoaxopoHxmnx, 1

OtpumaHo 1 BepecHa 1998 p.

JocniopkeHo enekTpuyHWi BiAryk B 3MiHHOMY MNOJi TBEPAUX PO3YMHIB
LizNa;_.NbO3 (LNN) gk ¢yHkuito Temnepartypu (300 K-750 K) B HU3b-
Ko4acToTHIM obnacTi (100 Hz—-20 kHz). OTprMaHO KOMMAEKCHY KapTUHY
3aN1eXHOCTI A0CHIIKEHNX BEIMYMH Bif, XiMidHOro cknagy. OTpumaHi aaHi
CBig4aTh NPO HasSIBHICTb penakcauiiHnX i TPaHCNOPTHMX MPOLLECIB Ta NPO
TENNOBWN XxapakTep iX akTueaLiji.

Kniouoei cnoea: Li,Na,_,NbOs, kepamiku, fien1eKTpuyHi BAaTtcTMBOCTI

PACS: 77.84.Dy, 77.22.-d
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