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Abstract We report on the magnetic and electrical proper-
ties of Prg Sr9.4MnO3 single crystals. This compound un-
dergoes a continuous paramagnetic-ferromagnetic transition
with a Curie temperature Tc ~ 301 K and a first-order struc-
tural transition at 7s ~ 64 K. At Ts, the magnetic suscep-
tibility exhibits an abrupt jump, and a corresponding small
hump is seen in the resistivity. The critical behavior of the
static magnetization and the temperature dependence of the
resistivity are consistent with the behavior expected for a
nearly isotropic ferromagnet with short-range exchange be-
longing to the Heisenberg universality class. The magneti-
zation (M—H) curves below Tg are anomalous in that the
virgin curve lies outside the subsequent M—H loops. The
hysteretic structural transition at 7s as well as the irre-
versible magnetization processes below Tg can be explained
by phase separation between a high-temperature orthorhom-
bic and a low-temperature monoclinic ferromagnetic phase.
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1 Introduction

Perovskite oxides of the type Rj_, AyMnO3(R = rare earth
ion, A = divalent ion) exhibit remarkable physical proper-
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ties including colossal magnetoresistance, charge/orbital or-
der and a complex magnetic phase diagram. Extensive stud-
ies on these materials revealed that the physical properties
are very sensitive to subtle structural distortions. One pe-
culiar case is the Prj_,SryMnO3 system. The parent com-
pound PrMnO3 crystallizes in an orthorhombic structure and
is an A-type antiferromagnetic (AFM) insulator. Doping of
Sr?* jons leads to a ferromagnetic (FM) metallic phase for
0.2 < x < 0.4 [1]. Various AFM structures result for higher
strontium doping [2, 3]. A first-order transition from a FM
metallic to an AFM insulating phase has been observed in
Prg.sSrg.sMnO3 [4]. This kind of transition persists only up
to x = 0.55 [5]; compounds with higher doping level x re-
main insulating. Initially, this first-order transition was inter-
preted as a charge-ordered state with a CE-type AFM phase
below 135 K, later it was confirmed that the AFM order is
of A-type [6]. However, from neutron diffraction studies on
Pro 5Srg 5sMnO3 a different type of stripe-like charge order
with wave vector g ~ (0, 0, 0.3) at all temperatures was in-
ferred [7]. The FM—AFM phase transition is also associated
with a structural transition from the tetragonal to monoclinic
phase [8]. The metallic FM phase can be restored by applica-
tion of a magnetic field of about 7 T [4]. In contrast, at some-
what lower doping a different structural transition was ob-
served: In Prg ¢Srg4MnQOj a transition from an orthorhom-
bic (space group Pnma) to a monoclinic (space group 12/a)
structure was inferred from powder neutron diffraction [9].
This phase transition is incomplete: even at 1.6 K a 12% vol-
ume fraction of the high-temperature orthorhombic phase
persists [9]. However, unlike the half-doped x = 0.5 com-
pound, PrgSrg4MnO3z remains FM and metallic down
to lowest temperature. >>Mn nuclear magnetic resonance
(NMR) measurements showed a single resonance peak at
a frequency corresponding to an average value of the Mn**
and Mn>* resonance frequencies. This result rules out the
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possibility of short-range charge order and confirms a homo-
geneous metallic state [10]. Here, we investigate the nature
of the FM transition in Prg ¢Srg4MnQOj3 single crystals by
measuring a series of magnetization isotherms encompass-
ing the Curie temperature Tc. We also show that the temper-
ature derivative of the resistivity displays a critical behavior.
Further, we illustrate that at temperatures below the struc-
tural transition, i.e. T < Ts, the magnetization processes
are anomalous with a strong dependence on the magnetic
history resulting from a phase separation between the or-
thorhombic and the monoclinic FM phases.

2 Experimental

Single crystals of PrggSrp4MnO3 were grown by the
floating-zone method. The crystals were characterized by
Laue back scattering, powder x-ray diffraction (XRD) and
transmission electron microscopy. The composition was
confirmed by inductively coupled plasma emission spec-
troscopy (ICPES). The resistivity and ac-susceptibility were
obtained using a physical property measurement system
(PPMS by Quantum Design) and isothermal magnetization
measurements were conducted in a superconducting quan-
tum interference device magnetometer (MPMS by Quantum
Design).

3 Results and Discussion

The temperature dependence of the ac-susceptibility, x'(T),
measured along the crystallographic a axis with a frequency
of 1333 Hz and an amplitude of 10 Oe is presented in Fig. 1.
A clear FM transition is observed around 300 K. In addition,
x'(T) displays an abrupt jump at around 64 K (notated as
Ts) in the cooling cycle. This transition exhibits a sizeable
thermal hysteresis in x'(T) as it is shifted by about 10 K (to-
wards higher T') in the warming cycle. These data suggest
that this transition is of first order. The decrease of x'(T)
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Fig. 1 ac-susceptibility as a function of temperature. The cooling and

heating cycle exhibit a sizable thermal hysteresis around the structural
transition Tg
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at Ts when lowering the temperature indicates that the easy
axis of magnetization turns away from the ¢ axis. A sim-
ilar jump in magnetization has been reported in polycrys-
talline Prg 6Sro4MnOs3 [11]. Hence, we attribute this jump
to the structural transition also observed in neutron diffrac-
tion studies [9]. In contrast, the FM transition at T¢ appears
to be continuous and to take place in a homogeneous struc-
tural state.

Figure 2 depicts the temperature dependence of the resis-
tivity, p(T), indicating metallic behavior from 400 K down
to 5 K. The two anomalies are clearly resolved in p(T): (i) at
Tc the resistivity drops abruptly and (ii) at 75 a hump in the
resistivity is observed. In the temperature range 130-240 K,
the resistivity follows a 7> dependence (inset of Fig. 2) in-
dicating that Pry ¢Sr94MnOs is in a Fermi liquid state. The
temperature dependence of the resistivity above Tc¢ is sim-
ilar to the one observed for Lagp7Srg3MnO3 which trans-
forms from an incoherent metal to a coherent one at 7¢ [12].
The sharp drop in p(T') at T¢ results from the reduced con-
tribution of magnetic scattering. The temperature derivative
of resistivity, dp/dT, shows a peak at T¢ (Fig. 3). A similar
behavior is also observed in Lag7Cag3MnOs. In metallic
ferromagnets, dp/dT is expected to exhibit the same criti-
cal behavior as the specific heat following the Fisher—Langer
relation [13]. Therefore, we attempted a critical fit to the re-
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Fig. 2 The temperature dependence of resistivity po(7) presented in a
semi-logarithmic plot. In the inset, the experimental data p(7") below
Tc are compared to a T2 law (solid line)
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Fig. 3 dp/dT in dependence on T showing the critical anomaly
around 7c. The continuous line is the fit to the data as explained in
the text
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sistivity data with the standard expressions

dp/dT = (A%)|e|™ + Ble|+ C for T < Tc (D
and
dp/dT = (A7)|e|™* + Ble|+ C for T > Tc. )

Here, AT/A~ is the universal amplitude ratio, ¢ = T —
Tc/ Tc the reduced temperature, o denotes the specific heat
exponent and B the coefficient of the non-magnetic common
linear background. Unfortunately, a fit to the data leaving
all parameters free was inconclusive as parameters became
strongly correlated. Therefore, both equations (1) and (2)
were fitted simultaneously to the dp/dT vs. T data by fixing
the exponent to the expected value pertaining to the Heisen-
berg universality class @ = —0.133. The temperature range
considered in the fitting procedure was 294 K < T <313 K,
with the data in the rounded region of 300-303 K left off.
The results of this fit are compared to the experimental data
dp/dT in Fig. 3. The fit yields the universal amplitude ra-
tio AT/A™ =1.49 (£0.02) and Tc = 303.29 (+0.01) K.
This value of the amplitude ratio is close to the one expected
for the 3D Heisenberg universality class (AT /A~ = 1.53).
Hence, our results are consistent with the expected behavior
at the continuous transition of a nearly isotropic ferromag-
net.

In order to further characterize the FM phase transition,
we carried out a series of isothermal magnetization measure-
ments around 7c. According to the mean-field theory for a
continuous phase transition, the magnetization M close to
Tc—when plotted as M2 vs. H/M (Arrott plots)—should
yield a series of straight lines, with the line at T = T¢ pass-
ing through the origin [14]. In the present case, we found
nonlinear Arrott plots indicating that the mean-field theory
is not applicable. This is not surprising since M(H,T) of a
magnet belonging to the Heisenberg universality class is to
be described by modified exponents 8 = 0.38 and y = 1.33
in MY/ and (H/M)'/Y (from mean-field theory 8 = 0.5
and y = 1.0 resulting in the Arrott plot). With these trial
values for B and y, so-called modified Arrott plots give
rise to perfectly linear lines for all temperatures, Fig. 4. At
T =301 K, the line passes through the origin suggesting
that Tc =~ 301 K. Typically, for manganites the linear be-
havior in the modified Arrott plots is observed only for high
applied fields [15]. The remarkably parallel and linear lines
in Fig. 4 imply that an influence of competing AFM inter-
actions is absent, and Prg ¢Srg 4MnO3 behaves similarly to
typical metallic ferromagnets, like Fe or Ni. We note that
the spontaneous magnetization and the inverse susceptibility
can be obtained from such modified Arrott plots (a detailed
analysis of the critical properties will be presented elsewhere
[16]). Our analysis of the modified Arrott plots and the resis-
tivity based on the Fisher—Langer relation suggests that the
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Fig. 4 The modified Arrott plots M'/# vs. (H/M)'/¥ with the expo-
nents B = 0.38 and y = 1.33 at different measurement temperatures.
Tc is obtained from the temperature at which the M /B vs. (H /M Yy
line extrapolates to the origin
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Fig. 5 M-H curves at 5 K after cooling the sample in zero field. The
virgin curve (loop 1) lies outside the subsequent magnetization curves
(loops 2 and 3). Inset: M—H curves at 60 and 100 K

critical properties of the paramagnetic—ferromagnetic transi-
tion in Prg 6St9 4MnO3 are close to those of a 3D Heisenberg
ferromagnet with short-range interactions.

Below the structural transition, the magnetization proces-
ses are anomalous. In Fig. 5, the magnetization curves
M(H) at 5 K, 60 K and 100 K are shown. The measure-
ments were carried out after cooling the sample in zero
field. At 5 K, the virgin curve (loop 1) stays below all
subsequent M (H) loops (independently of sweep direction,
loops 2 and 3) and displays a series of characteristic jumps
at about 10, 28 and 40 kOe. Since hysteresis, remanence
and coercive field of all these curves are vanishingly small,
a prominent influence of the rare-earth (Pr) magnetism is
unlikely. However, a phase separation of Prg ¢Srg4MnOj3
into a monoclinic FM and an orthorhombic phase at low
temperature has been reported earlier [9]. The transfor-
mation process on cooling apparently remains incomplete
in zero field, probably due to problems in accommodat-
ing the low-symmetry phase inside the orthorhombic high-
temperature phase. Therefore, the observed magnetic prop-
erties are likely related to a field-driven structural phase
transition. A similar magnetic behavior led to the infer-
ence of phase separation in Al-substituted Prg 5Srg.sMnO3
but involves the more commonly observed FM metallic to
AFM insulating phase transition [17]. We note that sev-
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eral scenarios are possible to describe the effects depend-
ing on whether magnetic fields favor the monoclinic or the
orthorhombic phase. As an example, a field-driven struc-
tural transition might occur if the two phases have differ-
ent spontaneous magnetic moments. This might well be
the case here since the spontaneous magnetic moment in
these manganites strongly depends on the Mn—O—Mn bond-
bending which differs in the two lattice structures. However,
at present it is not known which of the two structures in
the phase-separated microstructure of Prg ¢Srg4MnO3 owns
the higher spontaneous magnetization. Still, a transforma-
tion back from the monoclinic low-temperature phase to
the orthorhombic high-temperature phase may be favored
by the magnetic order in this compound, similarly to struc-
tural transformations in fields in certain magnetic Heusler
alloys [18]. A shift of phase boundaries in a fine microstruc-
ture explains the high driving fields for the transformation
process and the irreversible character of the magnetization
process.

An alternative mechanism might favor a redistribution of
crystallographic variants and structural phases due to dif-
ferent magnetocrystalline anisotropies. Such a mechanism
would resemble the recently investigated behavior of ferro-
magnetic martensites, the so-called magnetic shape-memory
materials [19]. However, the absence of strong hysteresis in
the subsequent M (H) curves (loops 2 and 3 in Fig. 5) after
the transformation process likely rules out a strong magne-
tocrystalline anisotropy as source of the observed transition.
We note that at temperatures very close to and above the
structural transition (inset of Fig. 5) an anomalous magne-
tization behavior is not observed. Further investigations are
needed to pinpoint the structural features and the irreversible
and incomplete character of the transformation processes
around T's.

In conclusion, metallic PrgeSrg4MnO3 displays con-
ventional magnetic behavior around 7¢ that can be de-
scribed within the 3D Heisenberg universality class. How-
ever, below a structural phase transition, complex magnetic
behavior is observed that is likely caused by a heteroge-
neous, phase-separated state with different crystallographic
and magnetic phase fractions coexisting. The distinctive
feature of this manganite relies on the fact that these ef-
fects take place in a FM metallic system, as opposed to

@ Springer

more conventional cases (such as half-doped manganites or
Pri_,Ca,MnOj3 [20]) in which an AFM phase and charge-
or orbital-order compete with a FM metallic state.

Acknowledgement We thank the European Commission for finan-
cial support through CoMePhS 517039.

Open Access This article is distributed under the terms of the Cre-
ative Commons Attribution Noncommercial License which permits
any noncommercial use, distribution, and reproduction in any medium,
provided the original author(s) and source are credited.

References

1. Knizek, K., Jirdk, Z., Pollert, E., Zounova, F., Vratislav, S.:
J. Solid State Chem. 100, 292 (1992)

2. Kolensik, S., Dabrowski, B., Chmaissem, O., Bukowski, Z.,
Mais, J.: J. Appl. Phys. 89, 7407 (2001)

3. Chmaissem, O., Dabrowski, B., Kolensik, S., Mais, J., Jor-
gensen, J.D., Short, S.: Phys. Rev. B 67, 094431 (2003)

4. Tomioka, Y., Asamitsu, A., Moritomo, Y., Kuwahara, H.,
Tokura, Y.: Phys. Rev. Lett. 74, 5108 (1995)

5. Hervieu, M., Martin, C., Maignan, A., van Tendeloo, G., Ji-
rak, Z., Hejtmanek, J., Barnabé, A., Thopart, D., Raveau, B.:
Chem. Mater. 12, 1456 (2000)

6. Kawano, H., Kajimoto, R., Yoshizawa, H., Tomioka, Y., Kuwa-
hara, H., Tokura, Y.: Phys. Rev. Lett. 78, 4253 (1997)

7. Kajimoto, A., Yoshizava, H., Tomioka, Y., Tokura, Y.: Phys. Rev.
B 66, 180402(R) (2002)

8. Llobet, A., Garcia-Munoz, J.L., Frontera, C., Ritter, C.: Phys. Rev.
B 60, 9889(R) (1999)

9. Ritter, C., Radaelli, P.G., Lees, M.R., Barratt, J., Balakrishnan, G.,
Paul, D.McK.: J. Solid State Chem. 127, 276 (1996)

10. Boujelben, W., Ellouze, M., Cheikh-Rouhou, A., Pierre, J.,
Cai, Q., Yelon, W.B., Shimizu, K., Dubourdieu, C.: J. Alloys
Compd. 334, 1 (2002)

11. Boujelben, W., Cheikh-Rouhou, A., Ellouze, M., Joubert, J.C.:
Phys. Stat. Sol. 177, 503 (2000)

12. Urushibara, A., Moritomo, Y., Arima, T., Asamitsu, A., Kido, G.,
Tokura, Y.: Phys. Rev. B 51, 14103 (1995)

13. Fisher, M.E., Langer, J.S.: Phys. Rev. Lett. 20, 665 (1968)

14. Arrott, A., Noakes, J.E.: Phys. Rev. Lett. 19, 786 (1967)

15. Sahana, M., RoBler, U.K., Ghosh, N., Elizabeth, S., Bhat, H.L.,
Dorr, K., Eckert, D., Wolf, M., Miiller, K.-H.: Phys. Rev. B 68,
144408 (2003)

16. Harikrishnan, S. et al.: unpublished

17. Banerjee, A., Kumar, K., Chaddah, P.: arXiv:0805.1514

18. Kainuma, R., Imano, Y., Ito, W., Sutou, Y., Morito, H.,
Okamoto, S., Kitakami, O., Oikawa, K., Fujita, A., Kanomata, T.,
Ishida, K.: Nature 439, 957 (2006)

19. O’Handley, R.C.: J. Appl. Phys. 83, 3263 (1998)

20. Tokura, Y.: Rep. Prog. Phys. 69, 797 (2006)


http://arxiv.org/abs/arXiv:0805.1514

	Phase Transition and Anomalous Low Temperature Ferromagnetic Phase in Pr0.6Sr0.4MnO3 Single Crystals
	Abstract
	Introduction
	Experimental
	Results and Discussion
	Acknowledgement
	Open Access
	References



<<
  /ASCII85EncodePages false
  /AllowTransparency false
  /AutoPositionEPSFiles true
  /AutoRotatePages /None
  /Binding /Left
  /CalGrayProfile (Gray Gamma 2.2)
  /CalRGBProfile (sRGB IEC61966-2.1)
  /CalCMYKProfile (ISO Coated v2 300% \050ECI\051)
  /sRGBProfile (sRGB IEC61966-2.1)
  /CannotEmbedFontPolicy /Error
  /CompatibilityLevel 1.3
  /CompressObjects /Off
  /CompressPages true
  /ConvertImagesToIndexed true
  /PassThroughJPEGImages true
  /CreateJDFFile false
  /CreateJobTicket false
  /DefaultRenderingIntent /Perceptual
  /DetectBlends true
  /DetectCurves 0.1000
  /ColorConversionStrategy /sRGB
  /DoThumbnails true
  /EmbedAllFonts true
  /EmbedOpenType false
  /ParseICCProfilesInComments true
  /EmbedJobOptions true
  /DSCReportingLevel 0
  /EmitDSCWarnings false
  /EndPage -1
  /ImageMemory 1048576
  /LockDistillerParams true
  /MaxSubsetPct 100
  /Optimize true
  /OPM 1
  /ParseDSCComments true
  /ParseDSCCommentsForDocInfo true
  /PreserveCopyPage true
  /PreserveDICMYKValues true
  /PreserveEPSInfo true
  /PreserveFlatness true
  /PreserveHalftoneInfo false
  /PreserveOPIComments false
  /PreserveOverprintSettings true
  /StartPage 1
  /SubsetFonts false
  /TransferFunctionInfo /Apply
  /UCRandBGInfo /Preserve
  /UsePrologue false
  /ColorSettingsFile ()
  /AlwaysEmbed [ true
  ]
  /NeverEmbed [ true
  ]
  /AntiAliasColorImages false
  /CropColorImages true
  /ColorImageMinResolution 150
  /ColorImageMinResolutionPolicy /Warning
  /DownsampleColorImages true
  /ColorImageDownsampleType /Bicubic
  /ColorImageResolution 150
  /ColorImageDepth -1
  /ColorImageMinDownsampleDepth 1
  /ColorImageDownsampleThreshold 1.50000
  /EncodeColorImages true
  /ColorImageFilter /DCTEncode
  /AutoFilterColorImages true
  /ColorImageAutoFilterStrategy /JPEG
  /ColorACSImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /ColorImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /JPEG2000ColorACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /JPEG2000ColorImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /AntiAliasGrayImages false
  /CropGrayImages true
  /GrayImageMinResolution 150
  /GrayImageMinResolutionPolicy /Warning
  /DownsampleGrayImages true
  /GrayImageDownsampleType /Bicubic
  /GrayImageResolution 150
  /GrayImageDepth -1
  /GrayImageMinDownsampleDepth 2
  /GrayImageDownsampleThreshold 1.50000
  /EncodeGrayImages true
  /GrayImageFilter /DCTEncode
  /AutoFilterGrayImages true
  /GrayImageAutoFilterStrategy /JPEG
  /GrayACSImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /GrayImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /JPEG2000GrayACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /JPEG2000GrayImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /AntiAliasMonoImages false
  /CropMonoImages true
  /MonoImageMinResolution 600
  /MonoImageMinResolutionPolicy /Warning
  /DownsampleMonoImages true
  /MonoImageDownsampleType /Bicubic
  /MonoImageResolution 600
  /MonoImageDepth -1
  /MonoImageDownsampleThreshold 1.50000
  /EncodeMonoImages true
  /MonoImageFilter /CCITTFaxEncode
  /MonoImageDict <<
    /K -1
  >>
  /AllowPSXObjects false
  /CheckCompliance [
    /None
  ]
  /PDFX1aCheck false
  /PDFX3Check false
  /PDFXCompliantPDFOnly false
  /PDFXNoTrimBoxError true
  /PDFXTrimBoxToMediaBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXSetBleedBoxToMediaBox true
  /PDFXBleedBoxToTrimBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXOutputIntentProfile (None)
  /PDFXOutputConditionIdentifier ()
  /PDFXOutputCondition ()
  /PDFXRegistryName ()
  /PDFXTrapped /False

  /Description <<
    /CHS <FEFF4f7f75288fd94e9b8bbe5b9a521b5efa7684002000410064006f006200650020005000440046002065876863900275284e8e55464e1a65876863768467e5770b548c62535370300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c676562535f00521b5efa768400200050004400460020658768633002>
    /CHT <FEFF4f7f752890194e9b8a2d7f6e5efa7acb7684002000410064006f006200650020005000440046002065874ef69069752865bc666e901a554652d965874ef6768467e5770b548c52175370300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c4f86958b555f5df25efa7acb76840020005000440046002065874ef63002>
    /DAN <>
    /DEU <>
    /ESP <>
    /FRA <>
    /ITA (Utilizzare queste impostazioni per creare documenti Adobe PDF adatti per visualizzare e stampare documenti aziendali in modo affidabile. I documenti PDF creati possono essere aperti con Acrobat e Adobe Reader 5.0 e versioni successive.)
    /JPN <>
    /KOR <FEFFc7740020c124c815c7440020c0acc6a9d558c5ec0020be44c988b2c8c2a40020bb38c11cb97c0020c548c815c801c73cb85c0020bcf4ace00020c778c1c4d558b2940020b3700020ac00c7a50020c801d569d55c002000410064006f0062006500200050004400460020bb38c11cb97c0020c791c131d569b2c8b2e4002e0020c774b807ac8c0020c791c131b41c00200050004400460020bb38c11cb2940020004100630072006f0062006100740020bc0f002000410064006f00620065002000520065006100640065007200200035002e00300020c774c0c1c5d0c11c0020c5f40020c2180020c788c2b5b2c8b2e4002e>
    /NLD (Gebruik deze instellingen om Adobe PDF-documenten te maken waarmee zakelijke documenten betrouwbaar kunnen worden weergegeven en afgedrukt. De gemaakte PDF-documenten kunnen worden geopend met Acrobat en Adobe Reader 5.0 en hoger.)
    /NOR <>
    /PTB <>
    /SUO <>
    /SVE <>
    /ENU <>
  >>
>> setdistillerparams
<<
  /HWResolution [2400 2400]
  /PageSize [595.276 841.890]
>> setpagedevice


