
9684 |  Mater. Adv., 2024, 5, 9684–9698 © 2024 The Author(s). Published by the Royal Society of Chemistry

Cite this: Mater. Adv., 2024,

5, 9684

Design and characterization of multi-component
lamellar materials based on MWW-type zeolitic
layers and metal oxide sub-domains†

Cristina Esteban, Alexandra Velty * and Urbano Dı́az *

The preparation of multi-component catalysts with tailored properties and high activity is essential

for advancing sustainable catalytic processes and contributes to a healthy planet. In this study, we

synthesised several families of multi-component materials by combining MWW-type zeolitic layers with

MgAlCe oxide sub-domains at the nanometric scale, employing different approaches. Methods I and II

involve the co-precipitation of MgAlCe LDH using various sources of Mg2+, Ce4+ and Al3+ in the

presence of MWW zeolites. Method III utilizes swelling and intercalation of MWW with pre-formed LDH

phases. After calcination, multi-component materials with integrated zeolitic layers and MgAlCe oxides

were obtained, revealing significant structural differences across the methods. Method II allowed the

co-precipitation of MgAlCe LDH sub-domains and promoted strong interactions between these LDH

sub-domains and the MWW zeolite structure, disrupting regular LDH stacking. This interaction affects

the structural organisation and results in inconsistently and irregularly stacked LDH layers, as shown by

XRD patterns. Moreover, the presence of strong interactions with the zeolitic framework led to modify

the chemical environment of the MWW structure. The characterization study revealed that these

materials possess accessible acidic, basic, and redox sites, underscoring their potential as multi-

functional catalysts. The homogeneous distribution of active sites within the porous zeolitic network

would facilitate cooperative interactions between active centres of the zeolite structure and metallic

oxides, while the small particle size and high dispersion of MgAlCe oxides should improve both the

accessibility to these active sites and their number. Collectively, these structural and chemical properties

make these multi-functional and component materials promising candidates for heterogeneous catalytic

applications contributing to sustainable development and supporting efforts for a healthier planet.

1. Introduction

Currently, the design and preparation of new multi-component
catalysts with specific properties and high activity to carry out
efficient chemical processes of high industrial interest, with a
clear impact on our society, are decisive for obtaining high-
added value products through economically and environmen-
tally sustainable synthetic routes.1,2 In this sense, the presence
of different components in the same structure makes it possi-
ble to take advantage of the physicochemical characteristics of
each element and, crucially, to generate new properties due to
the synergies and cooperative effects established between all
the components.3,4

The fabrication of multi-component materials can be
achieved by simple physical mixing of different materials.
However, their use as multi-functional catalysts in multi-step
reaction processes faces adverse effects attributed to phase
segregation detected in their morphology and internal porosity,
which induce low selectivities and hinder mass transfer of
reactants and products.5,6 These drawbacks can be solved by
establishing the appropriate interactions between the different
components that make up a multifunctional material con-
nected at the nanoscale by covalent, coordinative, ionic or
weaker bonds, such as van der Waals and hydrogen bonds.
These approaches make it possible to obtain materials with a
homogeneous distribution and organisation of the different
sub-domains and functionalities in their skeleton, sufficiently
isolated and separated at molecular distances to ensure max-
imum reactivity and efficiency.7

A strategy to prepare such homogeneously organised multi-
component materials in suitably connected sub-domains is
based on a valuable property of lamellar materials, which is
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the alteration of the order and spatial arrangement of their
layers by modifying their morphology and textural properties
using chemical, mechanical or physical methods.8 Moreover,
their composition can be tuned by the inclusion or deposition
of different organic or inorganic components on their external
surface or in the interlamellar space, providing new physico-
chemical properties, additional active sites and extra-func-
tionalities to the designed materials.9 New families of swollen,
exfoliated or pillared materials with multiple applications in
catalysis, adsorption–gas separation, detection, photolumines-
cence, conductivity or controlled release of active molecules
can be obtained by means of these functionalising preparation
routes.10,11 Lamellar precursors, on the other hand, offer the
possibility of isolating and separating their sheets in individual
layers, as low-dimensional construction units, offering high
accessibility and variety in their composition, enabling the
generation of new materials.12 Likewise, following these stra-
tegies, materials derived from graphene,13 lamellar zeolites,14

layered double hydroxides15 or lamellar phosphonates16 have
been obtained from the modification of the individual layers
that constitute them, either by the introduction of new components
on their surface by the inclusion of other structural sub-domains in
their interlamellar space or also by their morphological alteration
when subjected to post-synthesis treatments.17

However, the use of these 2D subunits as a starting point for
the in situ generation of other nanoscale structures, which will
be formed on their external surface, localised and stabilised in
their interlamellar space directly during the synthesis process,
remains to be studied in depth.18,19 This strategy would allow
the generation of multicomponent materials formed by differ-
ent sub-domains with different functionalities and character-
istics that would be closely related in the same porous matrix.20

This would facilitate the presence of different active sites homo-
geneously distributed in the support lattice, perfectly isolated,
avoiding their mutual neutralisation and allowing them to act
cooperatively, without losing the high accessibility and stability
that characterise these lamellar inorganic materials.21

In this study, different materials have been prepared from
individual MWW-type layers present in the lamellar precursor
of 3D MCM-22-type zeolites.22 Considering their silicoalumi-
nate nature and using the appropriate synthesis conditions,
it was possible to prepare in situ nanometric sub-domains of
layered double hydroxides on the surface and inside the
microporous half cavities and channels present in the indivi-
dual MWW layers, favoured by the presence of aluminium
tetrahedral units in the zeolitic structure.23 Alternatively,
multi-component materials were also prepared by combining
MWW lamellar phases with previously synthesised layered
double hydroxides, using swelling and exfoliation techniques.24

In all cases, after a calcination process to remove the structure-
directing agents located in the interlamellar space, 3D MWW-type
zeolites were generated, which present on their inner surface,
metal oxide units derived from layered double hydroxides
homogeneously distributed at the nanometric scale, with no
phase segregation or agglomeration of metal oxide sub-domains
(Scheme 1). The second synthesis route, in which an external

source of Al3+ was used, allowed successfully the co-precipitation
of MgAlCe LDH sub-domains and promoted strong interactions
between these LDH sub-domains and the MWW zeolite structure,
disrupting regular LDH stacking. This interaction affects the
structural organisation and results in inconsistently and irre-
gularly stacked LDH layers, as shown by XRD patterns. Upon
calcination, the LDH-derived oxides exhibit weak Brönsted
basic sites due to surface OH groups, together with active Lewis
basic sites from O2�–Mg2+ acid–base pairs. The basicity of these
sites varies with the coordination of the O2-anions, and oxygen
atoms at the corners have a higher basicity than those at the
edges or faces due to their lower coordination. Thus, the
formation of nanoscopic LDH sub-domains with a small parti-
cle size in calcined MWW-LDH samples will improve the overall
basicity by increasing the number of low-coordination Lewis
sites. In addition, the customisable zeolite composition allows
the incorporation of metals (Al, Sn, Ti, and Zr) with tuneable
Lewis acid centres suitable for various redox processes.
In addition, the presence of ceria nanoparticles provides oxygen
vacancies and Ce4+/Ce3+ redox couples, which are of vital
importance for redox reactions. Collectively, these structural
and chemical properties make these multi-functional and
component materials promising candidates for heterogeneous
catalysis in reactions such as Meerwein–Ponndorf–Verley
reductions,25 Oppenauer or Baeyer–Villiger oxidations,26 aldol
condensations,27 hydrogenations,28 isomerizations,29,30 dehydra-
tions and water splitting processes,31 among others.

2. Experimental section
2.1. Synthesis of MWW-MgCe multi-component materials

All samples were prepared using a two-step procedure. The
zeolite precursor was synthesized according to the method
previously reported in the literature.32 In the second step,
solution A was prepared by dispersing the zeolitic MWW pre-
cursor (0.5 g) in distilled water (300 mL) and then the desired
amount of Mg(NO3)2�6H2O (1.1 g, Aldrich, purity 99%) and
Ce(NO3)3�6H2O (0.1 g, Thermo Fisher, purity 99%) was added.
Next, aqueous solution B formed by NaOH (7.2 g, Aldrich,
purity 99%), NaNO3 (1.9 g, Aldrich, purity 99%) and distilled
water (200 mL) was added to solution A drop by drop to adjust
and maintain the pH, with constant stirring at room tempera-
ture. Finally, the obtained slurry was aged at 100 1C for 24 h.
Then, the precipitate was filtered, washed with distillate water
and dried at 100 1C overnight. These precursors were calcined
at 580 1C for 5 h in the presence of air to obtain the final
materials. The obtained solids were labelled as MWW-MgCe-10,
MWW-MgCe-12, MWW-MgCe-12.3 and MWW-MgCe-12.5,
based on the pH that has been adjusted during the synthesis
process.

2.2. Synthesis of MWW-LDH-in situ multi-component
materials

For obtaining MWW-LDH-in situ materials, the synthesis
of MWW precursors was carried out as previously described.33
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An aqueous solution A (300 mL) consisting of Mg(NO3)2�6H2O
(0.39–0.64 g, Aldrich, purity 99%), Al(NO3)3�9H2O (0.15–0.25 g,
Thermo Fisher, purity 99%) and Ce(NO3)3�6H2O (0.05–0.07 g,
Thermo Fisher, purity 99%) was prepared. Then, the pH was
adjusted with solution B (7.2 g of NaOH (Aldrich, purity 99%)
and 1.9 g of NaNO3 (Aldrich, purity 99%) in 200 mL of distilled
water) to pH 12, with constant stirring at room temperature.
After 10 min, the MWW zeolitic precursor (0.5 g) was added to
the solution and stirring was maintained for 30 min. Finally,
the obtained slurry was aged at 100 1C for 24 h. Then, the
precipitate was filtered, washed with distilled water and dried
at 100 1C overnight. These precursors were calcined at 580 1C
for 5 h in the presence of air to obtain the final materials. The
obtained solids were labelled as MWW-LDH(MgAlCe)-in situ-30,
MWW-LDH(MgAlCe)-in situ-40 and MWW-LDH(MgAlCe)-in situ-
50, based on the LDH content in the samples.

2.3. Synthesis of MWW-LDH multi-component materials

In the synthesis of MWW-LDH type materials, the zeolitic
MWW precursor25 and LDH (MgAlCe)34 are previously synthe-
sized, according to the literature. For the swelling process, 1 g
of MCM-22(P) was dispersed in 6 g of H2O milliQ and 20 g of
the CTMAOH (25 wt%, 30% wt% exchanged OH�/Br�) and 6 g
of TPAOH (40 wt%, 30 wt% exchanged OH�/Br�) were added.
The obtaining slurry was heated at 80 1C with constant stirring

under reflux for 16 h. Then, the solution was cooled at room
temperature. The LDH (0.5 g) was added and the mixture was
stirred for 24 h, followed by sonication of the slurry for 1 h. The
solid was collected by centrifugation and dried at 100 1C over-
night. This precursor was calcined at 580 1C for 5 h in the
presence of air to obtain the final material, labelled as MWW-
LDH(MgAlCe).

2.4. Characterization techniques

Powder X-ray diffraction (XRD) patterns of the different sam-
ples were recorded on a Philips X’PERT diffractometer
equipped with a proportional detector and a secondary graphite
monochromator. Data were collected stepwise over the angle
range 21 o 2q o 901 using Cu Ka (l = 1,54178 Å) radiation.

The chemical composition of the sample was determined on
a Spectra AA 10 Plus, Varian, after the dissolution of the solids
in an aqueous solution of HNO3/HCl/HF and heating in a
microwave for 2 h.

Thermal gravimetric analysis and differential thermal ana-
lyses (TGA–DTA) were conducted in air streams using a Mettler
Toledo TGA/SDTA 851E analyser.

Nitrogen adsorption isotherms were measured on a Micro-
meritics ASAP 2010 instrument using approximately 200 mg of
the adsorbent placed in a sample holder that was immersed in
a liquid circulation thermo-static bath for precise temperature

Scheme 1 Synthesis methodologies applied to prepare lamellar multi-component materials based on MWW-type zeolitic layers and MgCeAl oxide
sub-domains combined at the nanometric scale.
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control. Before each measurement, the sample was treated
overnight at 673 K under a vacuum. The Brunauer–Emmett–
Teller (BET) method was used to determine surface area and
pore volume. Surface area was calculated from the data in the
range from 0.04 to 0.2. The total pore volume was obtained
from the amount of N2 adsorbed at a relative pressure of 0.99.
Finally, the external surface area and microporous volume were
estimated using the t-plot method in the t range from 3.2 to 5.35

Transmission electron microscopy (TEM) was performed
on a JEOL model JEM1400Flash with a STEM detector. For
the analysis, a small amount of the sample was dispersed in
dichloromethane. Then, a drop was placed on a copper grid
and dried under a lamp for 2 h.

The UV-vis measurements were performed on a Cary 5 spec-
trometer equipped with a Diffuse Reflectance accessory.

Solid-state MAS-NMR spectra were recorded at room tem-
perature under magic angle spinning (MAS) using AC-400 and
AV-III HD-400 spectrometers. The single pulse 29Si and 27Al
spectra were obtained at 79.5 MHz and 103.8 MHz, respectively,
using a 7 mm Bruker BL-7 probe. 29Si was referred to as tetra-
methylsilane, and 27Al was referred to as aluminium nitrate.

TPR-H2 profiles were obtained with a Micrometrics Auto-
chem 2910 automated chemisorption analysis instrument. The
samples were initially treated with 30 mL min�1 of Ar at 450 1C
for 1 h. Then, the samples were reduced from 50 to 800 1C with
a thermal ramp of 10 1C min�1 using an Ar: H2 flow (10%H2) of
50 mL min�1.

The nature of acid sites was studied using TPD of pread-
sorbed and desorbed NH3 on an Autochem II apparatus (Micro-
meritics). Approximately, 100 mg of samples were pretreated at
200 1C for 30 min under an O2 flow (10 mL min�1), then
outgassed for 15 min under a He flow (100 mL min�1) and
cooled to 100 1C. Then, NH3 adsorption was performed at
100 1C, using pulses of a known volume, until saturation of the
solid. Finally, the sample was heated up to 800 1C (10 1C min�1)
under a He flow (100 mL min�1). NH3 desorption was analysed
using a thermal conductivity detector and mass spectroscopy
(OnmiStar, Pfeiffer).

3. Results and discussion

Various synthesis approaches were employed to prepare several
families of multi-component materials based on the combi-
nation of MWW-type zeolitic layers and MgAlCe oxide sub-
domains at the nanometric scale. In all cases, prior preparation
of lamellar silicoaluminate precursors, with MWW topology
and Si/Al molar ratio of B15, was carried out to be used as
support for in situ formed (II) or preformed (III) double-layered
hydroxides (LDH), deposited onto the external surface of indi-
vidual zeolitic layers. Additionally, these MWW-type precursors
were not only used as support, but also as only source of
aluminium for the in situ generation of external metal oxide
phases (I), without the need to introduce additional aluminium
sources during the process (Scheme 1). Through these synthe-
sis methodologies, the aim is to prepare multi-component

materials in which a favourable synergy is established between
highly accessible zeolitic lamellar materials and MgAlCe oxide
phases. These oxide phases should be homogeneously distrib-
uted as thin sub-structures on the surface and in the internal
porous volume of the MWW-type zeolitic layers, combining the
properties of both types of structural nanometric components.

3.1. Method (I): Synthesis of MWW-MgCe materials

The first synthesis methodology (I) was based on the formation
of MgAlCe oxides formed on the surface of MWW-type zeolite
layers, using aluminium from tetrahedral positions within the
zeolite’s structural framework as the aluminium source of the
in situ formed metal oxide phases (MWW-MgCe). In this
approach, only suitable magnesium and cerium salts were
employed to form the MgAlCe hydrotalcite, with the purpose
that aluminium would be directly contributed from the silico-
aluminate units, which constitute the individual zeolite layers.
In this case, the MCM-22 zeolite with a low Si/Al ratio (Si/Al = 25)
was utilized, following literature references, to favour the effective
formation of MgAlCe LDH phases. The results obtained through
X-ray diffraction (XRD) revealed that the hydrotalcite phases were
not satisfactorily obtained as sub-domains in the presence of
MWW-type zeolites, as LDH diffraction bands were not observed
in any case. Instead, oxide phases corresponding to Mg and MgAl
oxyhydroxides (Mg(OH)2 and MgAlO2), as well as CeO2, were
detected, likely distributed on the surface of the zeolite sheets
and in the interlayer space. The diffraction bands of these metal
oxide sub-domains became more evident after the calcination
process (Fig. 1).

This fact was confirmed by transmission electron micro-
scopy (TEM), where the formation of CeO2 nanoparticles evenly
distributed within the structural framework of MCM-22 zeolites
with an average size of B1.5 nm was clearly observed (Fig. 2).
Using method (I), the co-precipitation of MgAlCe layered double
hydroxides (LDHs) is primarily influenced and controlled by the
low concentration of Al3+ available in the synthesis medium,
which originates from the MWW-sheets. The absence of detect-
able LDH formation in XRD patterns suggests that the co-
precipitation of LDH is directly competing with the adsorption
of cations as Lewis acids onto the oxygen atoms of the MWW-
sheets, acting as Lewis bases. The adsorption of Mg(NO3)2 and
Ce(NO3)3 onto the oxygen atoms of MWW-type zeolitic layers can
be understood through their Lewis acidity and following the trend
Ce4+ 4 Al3+ 4 Mg2+. It was concluded that the strong interaction
between Ce4+ and Mg2+ and the zeolite surface, together with the
very low concentration of Al3+ hinders the formation of LDH
structures, promoting the formation of cerium oxide and Mg and
MgAl oxyhydroxides. Chemical analysis results showed that
the samples contained Mg in a ratio ranging from B2 wt% to
B16 wt% and Ce around B6 wt%. Higher Mg content was
observed when the pH increased during oxide phase formation
during the preparation process, reaching more optimal condi-
tions to form metal oxide sub-domains (Table 1). Thus, in cases
where the synthesis pH was close to 12, which is more favourable
for LDH-type phase formation and precipitation, a greater
presence of Mg and MgAl oxyhydroxides, as well as CeO2
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nanoparticles, was observed, as confirmed by the higher con-
tribution of these metallic phases detected in the obtained
X-ray diffraction patterns (Fig. 1). It was also observed that
under higher alkaline conditions used to generate metal oxide
sub-domains, a partial desilication of the MWW-type counter-
part occurred, resulting in a lower Si/Al molar ratio in the final
obtained multi-component MWW-MgCe materials (Table 1).
Thermogravimetric analysis (TGA) showed that the samples
obtained at pH higher than 12 exhibited a more significant
weight loss between 350 and 400 1C associated with the
elimination of anionic counter-ions used for the formation of
Mg, Al and Ce metallic oxyhydroxides (Fig. S1 and S2, ESI†).
In all cases, a second weight loss at higher temperatures (T 4
500 1C) was also detected, attributed to dehydroxylation water
generated by the condensation of external silanol groups
present in the MWW layers present in the multicomponent
materials. Moreover, the elimination of carbonates may have
occurred in these elevated temperature ranges.

Furthermore, 29Si and 27Al NMR spectroscopy revealed that
the structure of the MCM-22 zeolite remained unchanged after
the oxide sub-domains formation process at different pH levels.
The presence of Q3 and Q4 silicon atoms at chemical shifts
characteristic of MWW-type zeolites was observed along with
tetrahedral and octahedral aluminium. The latter is attributed
to the presence of MgAl oxyhydroxide phases in the composi-
tion of the materials obtained through this synthetic approach
(Fig. 3). In fact, a major contribution of octahedral aluminium
was observed in the multi-component MWW-MgCe materials
prepared at higher pHs, which favour the formation of oxide
sub-domains. Additionally, ultraviolet-visible (UV-vis) spectro-
scopy emerges as a crucial tool for characterizing multi-
component materials, such as those based on zeolite MWW-
type sheets and metallic nanometric sub-domains of MgAl
oxyhydroxides together with CeO2 nanoparticles. Particularly,
when studying the presence of CeO2 nanoparticles in these
materials, UV-vis spectroscopy offers crucial insights into the
electronic transitions of cerium and its compounds. It is
expected that UV-vis spectra reveal distinctive features, such
as absorption shifts and peak intensities, thereby providing a
detailed understanding of the incorporation and distribution of
CeO2 within the zeolite free porous volume and on the external
surface of the MWW layers. These results showed that one
prominent absorption peak for CeO2 was detected around
330 nm for the different MWW-MgCe multi-component materi-
als obtained at different pHs, before and after the calcination
process, corresponding to the transitions involving Ce 4f elec-
trons (Fig. S3, ESI†), characteristic of small CeO2 nanoparticles
homogeneously distributed in the zeolitic support.36

For these MWW-MgCe materials, the specific surface area
and free pore volume were determined from nitrogen adsorp-
tion isotherms. It was observed that the microporous contribu-
tion of the solids decreased drastically with the increasing
amount of metal oxide sub-domains formed on the lamellar
surface and in the internal voids of the MWW-zeolitic struc-
ture at higher pHs (Table 2 and Fig. S4, ESI†). This result is
consistent with the lower surface area and more compact
structure of metallic oxides present in the multi-component
MWW-MgCe materials compared with the more accessible
textural properties of MWW zeolites. In addition, the possible
blockage in part of the internal zeolitic microporous channels
and semi-cavities, due to the presence of metal oxide sub-
domains, should contribute to the decrease of the final specific
surface area and free microporous volume of the MWW-MgCe
multicomponent materials. The observed increase in the total
volume of the samples when the presence of metallic oxide sub-
domains was higher should be associated with a smaller crystal
size characteristic of calcined hydrotalcite phases and the
consequent interparticle volume generated between the oxide
crystallites.

Several reducibilities could be identified for the MWW-
MgCe materials because of the different natures of the transi-
tion metal cations and the various metallic oxide sub-domains
present in the multi-component framework. Fig. 4 shows the
H2-TPR curves of the calcined MWW-MgCe samples. The reduction

Fig. 1 XRD patterns of the multi-component MWW-MgCe materials
obtained following synthesis method (I): (top) as-synthesized samples;
(bottom) calcined samples.
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temperature of CeO2 was associated with signal at around 400 1C
that was assigned to the reduction of oxides on the surface of
zeolitic MWW layers.37 This temperature is lower than for pure
CeO2, which would be ascribed to the ceria nanoparticles
strongly interacting with MgAlO oxides and with MWW zeolitic
layers, probably indicating a uniform dispersion of the metallic
nanoparticles in the inorganic support. In addition, the H2

reduction peak shifted to higher temperatures when the
amount of cerium cations increased in the samples synthesized
at higher pH levels, indicating that the CeO2 nanoparticles
agglomerated and reducibility weakened.

Furthermore, a temperature programmed desorption (TPD)
ammonia study for the characterization of the acidity of the
multi-component MWW-MgCe materials allowed to estimate
the presence of acid sites located in the formed MWW-MgCe
materials due to the presence of tetrahedral aluminium from
individual zeolitic layers, and CeO2 nanoparticles genera-
ted after the calcination process. The results showed that the
solids with the highest amount of ceria nanoparticles, obtained
at higher synthesis pHs, presented a remarkable ammonia

desorption band in the temperature range of 300–350 1C. This
band is attributed to the presence of acid ceria species in the
multicomponent materials, a signal also observed in the pure
phase of hydrotalcite MgAlCe.38 This desorption band was
practically indistinguishable in the sample obtained at a lower
pH (MWW-MgCe-12), wherein the oxide sub-domain was
formed in a small amount (Fig. 5). In fact, the desorption data
reflect that the sample obtained at a pH of around 12.5
desorbed 136 cm3 g�1 of ammonia, i.e. approximately four
times more than that synthesized at lower pHs (Table S1, ESI†).
On the other hand, the ammonia desorption bands detected at
B200 1C and B400 1C, attributed to the acid sites from the
MWW-type matrix, were also present in all multi-component
MWW-MgCe materials confirming the coexistence of both
sub-domains, i.e. zeolitic and derived metal oxide phases.
In particular, the desorption band with lower intensity,
observed at B200 1C, was probably due to the slight contribu-
tion of weak acid sites assigned to ammonia molecules inter-
acting with surface silanol groups present on the surface of
MWW zeolitic layers, and the desorption band at B400 1C was

Fig. 2 TEM micrographs. (Top) Multi-component MWW-MgCe materials obtained following synthesis method (I) at different pHs to generate MgAlCe
sub-domains. Inset with the histogram corresponding to sample MWW-MgCe-12, indicating dimensions of ceria nanoparticles. (Middle) Multi-
component MWW-LHD-in situ materials obtained following synthesis method (II): (left) MWW-LDH(MgAlCe)-in situ-30, (center) MWW-LDH(MgAlCe)-
in situ-40, (right) MWW-LDH(MgAlCe)-in situ-50. (Bottom) Multi-component MWW-LDH materials obtained following synthesis method (III) after the
swelling and intercalation process.
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associated with the presence of Brönsted acid sites from tetra-
hedral aluminium.39

3.2. Method (II): Synthesis of MWW-LDH-in situ materials

Considering that it was difficult to generate well identified
MgAlCe hydrotalcite phases through the preparation method
(I) discussed above, a second approach (II) was explored. In this
case, external aluminium, magnesium, and cerium sources in
the presence of MWW-type zeolites, previously prepared, were
employed in the appropriate proportions in order to establish
the most favourable conditions for the in situ formation
of LDH-like phases deposited on/in the zeolitic structure
(MWW-LDH-in situ) (Scheme 1). Using this procedure, a suffi-
cient amount of aluminium necessary for the effective for-
mation of MgAlCe hydrotalcite would be externally provided.
Furthermore, the control of the alkaline conditions during the
in situ formation of LDH would facilitate the optimal formation
and precipitation of LDH phases cohabitating together with
the MWW zeolitic counterpart. Following this procedure,
increasing amounts of external Mg, Al and Ce sources were
used with the objective to obtain MWW-LDH-in situ multi-
component materials with a higher presence of the hydrotalcite
phase (from 30 to 50 wt%, theoretically). The results obtained
by X-ray diffraction showed that some of the characteristic
diffraction bands of LDH-like materials appeared in the XRD
patterns of the as-synthesized samples. In particular, the
diffraction bands located at B331 and B621 2y were clearly
observed, indicative of the formation of MgAlCe hydrotalcite
phase. The other bands were masked by the diffraction bands
associated with the MWW zeolitic phase (Fig. 6). The absence of
(00l) peaks in the XRD patterns of the MWW-LDH-in situ
samples suggests that the LDH sheets are irregularly stacked.
This irregular stacking is likely the result of a limited number
of LDH layers and significant disruption in their orderly
arrangement. We hypothesize that this disruption arises from
the interaction between the LDH sheets and the MWW sheets.
The presence of MWW sheets likely interferes with the nuclea-
tion and growth of LDH layers, hindering their ability to stack
in a regular, well-ordered fashion. As a result, the formation of

disordered and sparsely stacked LDH sheets is observed,
accounting for the absence of the (00l) peak in the XRD pattern.
Thus, the interplay between MWW and LDH sheets plays a
crucial role in determining the structural organization and
stacking behaviour of LDH in these composite samples. It is
noteworthy that after the calcination process, the expected
diffraction bands corresponding to the metal oxides were not
clearly detected, which is being associated with a homogeneous
dispersion of MgAlCe oxides distributed evenly throughout the
structural framework of the MCM-22 zeolite. Only in the sample
with a higher amount of in situ formed MgAlCe hydrotalcite
phase (MWW-LDH-in situ-50), it was possible to observe the
presence of low intense diffraction bands characteristic of
metal oxides from calcined LDH nanometric sub-domains
(Fig. 6). This fact is corroborated by the results obtained
through EDX-TEM, where a homogeneous distribution of Mg,
Al, and Ce elements, due to metal oxide sub-domains, in the
MWW zeolite crystals is observed, preserving their laminar
arrangement and characteristic porosity (Fig. 2 and 7).

Chemical analysis of the MWW-LDH-in situ samples shows
that the amounts of Mg, Al, and Ce increased in the final multi-
component materials obtained due to the growing use of
the respective inorganic salts for the in situ formation of LDH
sub-domains located in the free inner volume of the MWW
network (Table 1). In all cases, the Al/(Mg + Al + Ce) molar ratios
characteristic of LDH phases, in the theoretical range of
0.20 – 0.33, were closely maintained in the final materials,
confirming the formation of hydrotalcite-type phases in the
obtained multi-component materials. Thermogravimetric ana-
lysis of the MWW-LDH-in situ samples formed using method
(II) revealed that the solids exhibited a primary weight loss of
around B350 1C, which is associated with the characteristic
thermal transformation from LDH phases to MgAlCe oxides
due to the removal of anionic counter-ions used during the
synthesis process. This weight loss was more pronounced when
the amount of hydrotalcite counterparts is higher in the as-
synthesized samples. In addition, a second weight loss at higher
temperatures (T 4 500 1C) was also observed, which is mainly
assigned to dehydroxylation caused by the condensation of

Table 1 Chemical analysis (%wt and molar ratios) of multi-component MWW-MgCe, MWW-LHD-in situ and MWW-LHD materials obtained following
synthesis methods (I), (II) and (III), respectively

Sample %Si %Al %Mg %Ce
Si/Al
theor

Si/Al
exp

Al/(Mg + Al + Ce)
Theora

Al/(Mg + Al + Ce)
Expa

MWW-MgCe materials
MWW-MgCe-10 25.6 2.4 2.1 6.0 15 10.3 0.1 0.4
MWW-MgCe-12 20.5 1.8 15.7 5.1 15 11.1 0.1 0.1
MWW-MgCe-12.3 13.5 1.8 16.3 5.3 15 7.2 0.1 0.1
MWW-MgCe-12.5 14.0 1.7 11.9 6.0 15 6.3 0.1 0.1

MWW-LHD-in situ materials
MWW-LDH(MgAlCe) in situ-30 21.1 3.3 6.4 2.2 9 6.1 0.19 0.16
MWW-LDH(MgAlCe) in situ-40 17.3 5.5 11.6 3.3 8 3.0 0.20 0.23
MWW-LDH(MgAlCe) in situ-50 14.7 5.7 12.9 14.7 7 2.5 0.19 0.22

MWW-LHD materials
MWW-LDH(MgAlCe) 12.3 3.0 7.1 2.3 15 11 0.21 0.20

a In the case of MWW-LDH-in situ and MWW-LDH materials, it is considered that the Si/Al molar ratio of the MWW support is 11, based on the
chemical analysis results obtained for this material.
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external silanol groups present in the individual MWW layers,
although the decarbonatation phenomenon could continue at
high temperatures (Fig. S1 and S2, ESI†).

Through 29Si NMR spectra, it is confirmed that the zeolitic
structure is preserved overall due to the identification of all
characteristic Q-type chemical shifts from the MWW zeolitic
counterpart (Fig. 3). The alteration observed in the chemical
shifts Q2 and Q3 identified in the MWW-LDH in situ materials is
noteworthy, as they exhibit higher intensity and width than the
pristine MWW precursor. This effect could be attributed to the
presence of in situ formed hydrotalcite MgAlCe sub-domains
interacting with external silanol groups located on the external
surface of the individual MWW layers.40 This result would
corroborate the effective formation of LDH nanometric phases
in the final materials, homogenously distributed in the zeolitic
matrix and closely linked to silicoaluminate tetrahedral sites.
On the other hand, 27Al NMR spectra clearly show the presence
of octahedral aluminium in the MWW-LDH-in situ materials,
typical of MgAlCe hydrotalcites formed in the MWW-type
structure that retains the characteristic tetrahedral aluminium
positions (Fig. 3). From these results, it was possible to estimate
that approximately 43–51% of total aluminium of the multi-
component solids obtained were attributed to the in situ
formed MgAlCe hydrotalcite-phase, and this content is greatly
reduced (B3%) when the materials were prepared through
method (I) without using external aluminium sources for
LDH generation in the MWW zeolitic matrix. These results
would corroborate that these synthesis conditions of method
(II) effectively favour the chemical modification of the MWW
zeolitic layers, facilitating their chemical interaction with the
in situ formed LDH sub-domains.

UV-vis spectroscopy clearly revealed a strong peak at
B330 nm for the multi-component MWW-LDH-in situ materials
associated with the presence of hydrotalcite-type sub-domains
containing oxyhydroxide cerium species in the as-synthesized
samples. This peak corresponds to the transitions where Ce 4f
electrons are involved. This absorption peak was more prominent
when the LDH content in the final materials was higher and was
preserved after the calcination process, reflecting the generation
of homogenously distributed CeO2 at the nanometric scale in the
free volume of the MWW zeolitic framework (Fig. S3, ESI†).

Similar to multi-component materials prepared through
methodology (I), textural properties of MWW-LDH-in situ mate-
rials showed that the specific surface area and microporous
contribution of the samples markedly decreased when the
content of in situ MgAlCe formed phases was more significant,
using external aluminium sources during the synthesis process.
This result would be associated with the increased formation of
homogeneously distributed metallic oxide sub-domains in the
MWW framework, after the calcination step, which exhibited
a more compact network and reduced internal porosity than
lamellar MWW zeolitic matrixes (Table 2 and Fig. S4, ESI†).
This effect was even more pronounced due to the partial
blockage of free pore volume by the presence of metallic species
located in zeolitic cavities and channels. However, the observed
increase in the total volume of the samples when the presence

Fig. 3 29Si BD MAS NMR (left) and 27Al MAS NMR (right) spectra. (a) As-synthe-
sized multi-component MWW-MgCe materials obtained through method (I)
at different pHs for the formation of metallic oxide sub-domains. (b) As-
synthesized multi-component MWW-LHD-in situ materials obtained following
synthesis method (II) with different LDH content. (c) As-synthesized multi-
component MWW-LHD materials obtained following synthesis method (III).

Paper Materials Advances

O
pe

n 
A

cc
es

s 
A

rt
ic

le
. P

ub
lis

he
d 

on
 0

7 
N

ov
em

be
r 

20
24

. D
ow

nl
oa

de
d 

on
 7

/2
4/

20
25

 3
:0

4:
08

 A
M

. 
 T

hi
s 

ar
tic

le
 is

 li
ce

ns
ed

 u
nd

er
 a

 C
re

at
iv

e 
C

om
m

on
s 

A
ttr

ib
ut

io
n-

N
on

C
om

m
er

ci
al

 3
.0

 U
np

or
te

d 
L

ic
en

ce
.

View Article Online

http://creativecommons.org/licenses/by-nc/3.0/
http://creativecommons.org/licenses/by-nc/3.0/
https://doi.org/10.1039/d4ma00942h


9692 |  Mater. Adv., 2024, 5, 9684–9698 © 2024 The Author(s). Published by the Royal Society of Chemistry

of metallic oxide phases was more elevated should be asso-
ciated with a smaller crystal size characteristic of calcined
hydrotalcite phases and the generated interparticle volume
between the formed metal oxide sub-domains.

In addition, calcined MWW-LDH-in situ solids exhibited
H2-TPR curves with reducibility signals mainly focused in the
300–400 1C range, with these peaks practically non-existent in
the pristine MWW zeolitic support (Fig. 4). This signal was
assigned to the reduction temperature of CeO2 generated at
high temperatures from MgAlCe phases formed in situ during
the synthesis process. It is important to point out that this H2

reduction peak significantly shifted at higher temperatures,
close to 400 1C, when the LDH content present in the multi-
component materials was higher, suggesting a higher like-
lihood of the formation of CeO2 agglomerates.

From the TPD-ammonia spectrum, it was possible to identify
one main band, centred at B300–350 1C, associated with the
oxyhydroxy cerium phases derived from MgAlCe hydrotalcite
phases treated at high temperatures. The broadness of this
desorption signal, compared with the TPD curve of the pure
LDH material, would be probably indicative of the homogenous
distribution and strong interaction of MgAlCe sub-domains
with the MWW zeolitic counterpart. This band was more
intense when the amount of in situ formed hydrotalcite was
higher in the final multi-component materials (Table S1 (ESI†)
and Fig. 5). As with the samples obtained using method (I), two
desorption bands centred at approximately 200 1C and 400 1C,
associated with the acid centres of the MWW zeolite present in
the multi-component materials, were also observed.

3.3. Method (III): Synthesis of MWW-LDH materials

The third route for the preparation of multicomponent materials
(III) was based on a swelling and subsequent intercalation process
of the laminar precursor of the MWW-type zeolite in order to
incorporate sub-domains of MgAlCe hydrotalcite, previously pre-
pared, into the interlamellar space as intercalation units, separat-
ing the zeolite layers from each other (MWW-LDH) (Scheme 1).

Through this methodology, it would be possible to incorporate in
the zeolitic matrix well-formed LDH MgAlCe phases distributed
like bigger agglomerates located between the individual MWW
layers. Indeed, the successful intercalation of LDH domains
within the MWW layers would likely be facilitated by electrostatic
interactions between the negatively charged silicate layers of the
MWW zeolite and the positively charged hydroxide layers of the
preformed LDH phases. This electrostatic attraction should help
stabilize the LDH sub-domains in the interlayer spaces, promot-
ing a uniform distribution of active sites within the material.
To achieve this, an initial stage of swelling of the laminar MWW
zeolite precursor was carried out using long-chain surfactants
(CTMA+OH�/Br�), which through cation exchange, facilitated the
controlled separation of individual zeolitic layers. In the second
stage, an intercalation process was carried out using previously
prepared MgAlCe hydrotalcite with an Al/(Mg + Al + Ce) ratio of
B0.21 [27]. The results obtained through X-ray diffraction show
that the LDH phase is clearly present in the final material,
cohabitating with the MWW zeolite, and all characteristic diffrac-
tion bands of the MgAlCe hydrotalcite can be detected, including
the more prominent ones located at B111, B221 and B331 2y,
corresponding to the (h00) layered LDH planes (Fig. 8). In addition,
XRD measurements revealed a slight increase in the interlayer
distance following LDH intercalation. This expansion likely results
from the insertion of LDH subdomains between the MWW layers,
supporting the presence of intercalated species within the struc-
ture. After a calcination process, the diffraction patterns obtained
revealed the formation of MgAl oxides together with the detection
of fluorite (CeO2), characteristic of MgAlCe-type LDHs subjected to
high temperature processes. In addition, from TEM micrographs,
it was confirmed that the lamellar morphology of the MWW-type
zeolitic framework was preserved after the intercalation process
with hydrotalcite phases, with distinguished well-structured and
superposed zeolitic sheets (Fig. 2). Chemical analysis determined
that the initial Al/(Mg + Al + Ce) molar ratio present in the used
hydrotalcite was maintained after the synthesis process (Table 1).
Furthermore, the Si/Al ratio of the MWW zeolite precursor was 15,

Table 2 Textural properties of the multi-component MWW-MgCe, MWW-LHD-in situ and MWW-LHD materials obtained following synthesis methods
(I), (II) and (III), respectively, from N2 adsorption isotherms

Sample
BET surface
area (m2 g�1)

t-plot micropore
area (m2 g�1)

t-plot micropore
volume (cm3 g�1)

Vtotal

(cm3 g�1)

MCM-22 487 408 0.162 0.490
LDH (MgAlCe) 139 12 0.004 0.346

MWW-MgCe materials
MWW-MgCe-10 493 373 0.150 0.505
MWW-MgCe-12 344 166 0.070 0.570
MWW-MgCe-12.3 310 118 0.051 0.568
MWW-MgCe-12.5 279 42 0.020 0.599

MWW-LHD-in situ materials
MWW-LDH(MgAlCe)-in situ-30 396 311 0.130 0.465
MWW-LDH(MgAlCe)-in situ-40 347 156 0.066 0.501
MWW-LDH(MgAlCe)-in situ-50 283 85 0.040 0.553

MWW-LHD materials
MWW-LDH(MgAlCe) 327 180 0.074 0.432
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which reduced during the incorporation of LDH intercalation
units due to the presence of oxyhydroxyde MgAl species in the
final MWW-LDH materials. Thermogravimetric analysis showed
that these multi-component materials exhibited two main weight
losses at 200 1C and 350 1C, associated with the degradation of
surfactant molecules (CTMA+OH�/Br�) and the transformation of
MgAlCe hydrotalcite to metal oxides, respectively, used as swelling
and intercalation agents during the preparation through method-
ology (III) (Fig. S1 and S2, ESI†).

The results obtained through 29Si and 29Al NMR spectro-
scopy confirmed the presence of octahedral and tetrahedral

Fig. 5 NH3 thermoprogrammed desorption (TPD) curves. (a) Multi-
component MWW-MgCe materials obtained through method (I) at different
pHs for the formation of metallic oxide sub-domains. (b) Multi-component
MWW-in situ materials obtained through method (II) with different LDH
content. (c) Multi-component MWW-LDH materials (right) obtained through
method (III).

Fig. 4 H2 thermoprogrammed reduction (TPR) curves. (a) Multi-
component MWW-MgCe materials obtained through method (I) at
different pHs for the formation of metallic oxide sub-domains. (b) Multi-
component MWW-LHD-in situ materials obtained following synthesis
method (II) with different LDH content. (c) Multi-component MWW-LHD
materials obtained following synthesis method (III).
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aluminium from the MgAlCe hydrotalcite and the MWW zeo-
litic counterpart, respectively, as well as the presence of Q3 and
Q4 silicon atoms characteristic of MWW zeolite structures, once
again confirming the preservation of the MWW structural
framework after the generation of the MWW-LDH materials
through the swelling and intercalation method (Fig. 3). The
data obtained through UV-vis showed the effective presence of
CeO2 species, in the multi-component solids, with the char-
acteristic absorption band located at 330 nm, associated with 4f
electron transitions (Fig. S3, ESI†). From the N2 adsorption
isotherms, it was observed that the intercalation of MgAlCe
sub-domains, located between MWW individual zeolitic layers,
resulted in a strong decrease in the specific surface area and
free porous volume of the multi-component MWW-LDH mate-
rials. This fact is probably associated with the partial blockage
of the porosity for the metal oxide counterparts located in the
interlamellar space, covering the external surface of the MWW
layers and closing the entrance to the internal zeolitic channels

(Table 2 and Fig. S4, ESI†). The presence of ceria species in the
multi-component MWW-LDH materials was also confirmed
from H2-TPR curves where main reducibility signal focused at
approximately 370 1C was detected, which is attributed to the
reduction temperature of CeO2 aggregates formed from MgAlCe
hydrotalcite phase treated through high thermal processes and
located in the interlayer zeolitic space, forming part of the
intercalated metal oxide units (Fig. 4). From the TPD study, it
was possible to identify intense ammonia desorption bands at
B200 1C and B400 1C associated with the presence of acid
sites, derived from surface silanol groups and tetrahedral
aluminium, located in the zeolitic counterpart of the multi-
component MWW-LDH materials. In addition, one desorption
band was also observed at B300–350 1C mainly due to the
cerium oxide species from the MgAlCe hydrotalcite counter-
part, generated after the thermal process, and located between
the individual MWW layers (Table S1 (ESI†) and Fig. 5). In this
case, the detection of the different acid sites, from both
components, was clearly identified separately, suggesting that
the chemical interaction between the zeolitic and metal oxide
sub-domains was less pronounced, compared with the samples
obtained from methods (I) and (II), as detailed above, where
overlapping in the desorption bands was detected. Thus, the
results obtained analysing the characterization data of the
multi-component MWW-LDH materials obtained through
method (III), after swelling and intercalation steps, confirmed
that both the hydrotalcite and zeolitic phases retained their
physico–chemical characteristic after the preparation process.

3.4. Comparative discussion

This work successfully demonstrated the preparation of multi-
component materials containing zeolitic MWW layers and sub-
domains of mixed metal and/or metal oxides following differ-
ent synthesis strategies. The results revealed that the multi-
component materials prepared through the three approaches
exhibited remarkably different structural properties.

The methods (I) and (II) involved the attempted in situ
formation of MgAlCe hydrotalcite phases, while method (III)
utilized a multi-step swelling and intercalation process with
LDH phase previously formed in the presence of the MWW
lamellar precursor. After calcination, all three approaches
successfully yielded multi-component materials comprising
zeolitic layers and Mg/Al/Ce oxides and/or mixed oxide species.
In any case, significant differences were observed between the
methodologies used. Indeed, when attempting to prepare an
in situ LDH phase using the MWW-type zeolitic matrix as an
aluminium source for hydrotalcite formation, the content of
the deposited mixed oxides was low. Predominantly, MgAl
oxyhydroxides and CeO2 nanoparticles were homogeneously
distributed on the surface of the zeolitic layers and within their
free porous volume (method I), even under optimal pH condi-
tions for in situ LDH formation. Enhanced interactions between
the MgAlCe hydrotalcite sub-domains and the MWW-type
zeolitic layers were achieved when an additional external alu-
minium source was introduced during the synthesis process for
the in situ LDH phase formation (method II). This led to the

Fig. 6 XRD patterns of the multi-component MWW-LHD-in situ materials
obtained following synthesis method (II): (top) as-synthesized samples;
(bottom) calcined samples.
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successful incorporation of larger amounts of MgAlCe hydro-
talcite phases, which interacted directly at the nanoscale with
the zeolitic framework, as evidenced by the changes in the
chemical environment of the tetrahedral siliceous units of the
MWW-type structure. Notably, no CeO2 nanoparticle aggregates
were observed, as seen in method (I). Finally, when preformed
MgAlCe hydrotalcites were used as intercalation agents, both
components were clearly present in the final material. However,
larger LDH sub-domains were observed in the interlamellar
space than in the previous cases, with weaker nanoscale inter-
actions with the zeolitic matrix, acting as intercalation units
located between MWW layers. Overall, the characterization
studies confirmed the effective formation of multi-component
solid materials, generated by the successful combination of
MgAlCe hydrotalcite and/or metal oxide sub-domains and the
laminar MWW zeolite. This integration promoted the presence
of various accessible Lewis and Brönsted acidic and basic
sites within a single heterogeneous material, enhancing its
use as a potential multi-functional catalyst, where such active
sites would act cooperatively. In addition, the band gap values
estimated for the multi-component materials, particularly the
MWW-MgCe series with a band gap as low as B2.45 eV, suggest
that these materials may exhibit photoresponsive properties
suitable for photocatalytic applications (Fig. S3 and Table S2,
ESI†). This range of band gaps would indicate potential
activation under visible light, which could make these multi-
component materials candidates for redox-driven photocataly-
tic processes.

Interestingly, the location and interaction of oxide subdo-
mains within the MWW layers affect the reducibility of CeO2

and the acid-basic properties across the three series of materi-
als, which is crucial for understanding the catalytic potential of
each material type. In our study, the reducibility of CeO2 and
the acid-basic profile were indeed influenced by the method
of subdomain incorporation. For instance, H2-TPR profiles

showed that CeO2 reduction peak temperatures were lower in
MWW-MgCe samples than in those prepared by the MWW-
LDH-in situ and MWW-LDH intercalation methods (Fig. 4). This
behaviour suggests a stronger interaction between CeO2 nano-
particles and the MWW layers in the MWW-MgCe series. This is
likely due to the close contact achieved during in situ for-
mation, which facilitates the reduction of CeO2 at lower tem-
peratures. Conversely, in the MWW-LDH intercalated samples,
the reduction peak for CeO2 shifted to higher temperatures,
indicating weaker interaction, as the larger, more isolated LDH
subdomains in the interlayer spaces reduce less readily.

Furthermore, the NH3-TPD results reveal varied acid site
strengths across the samples, which correlate with the integra-
tion approach of the MgAlCe phases. MWW-MgCe samples
show a progressive increase in ammonia desorption with pH,
with the highest desorption observed in MWW-MgCe-12.5. This
trend suggests a higher density of accessible acid sites in
samples synthesized at elevated pH, where oxide subdomains
are more pronounced. In comparison, MWW-LDH-in situ sam-
ples exhibit moderate ammonia desorption values, indicating
that while LDH phases are present, their integration within
the MWW matrix may limit direct acid site accessibility. The
intercalated MWW-LDH samples present a distinct desorption
behaviour, reflecting more isolated acid sites within interla-
mellar spaces (Fig. 5 and Table S1, ESI†).

This comparative analysis highlights that MWW-MgCe
materials, with their higher density of accessible acid sites,
may be more suited for reactions requiring robust acid-basic
functionality, while MWW-LDH-in situ and MWW-LDH samples
may favour applications with moderate acid requirements due
to the restricted accessibility of acid sites.

Thus, the development of such advanced multi-functional
solid catalysts is crucial for advancing sustainable catalytic
processes and supporting the transition towards a circular
economy and chemistry, and reducing dependence on fossil

Fig. 7 TEM-EDX mapping analysis of the multi-component MWW-LHD-in situ-50 sample obtained following synthesis method (II).
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sources. Given the versatility of both zeolites and hydrotalcites,
we will continue to work on exploring their tuneable properties,
such as their customizable composition, adjustable particle
morphology and porous architecture/structure, robustness,
efficiency and recyclability to produce a variety of multi-
component materials in which different active sites act coop-
eratively to produce clean energy and sustainable chemicals
and fine chemicals.

4. Conclusions

In this study, we successfully prepared three families of multi-
component materials by integrating MWW-type zeolitic layers
with MgAlCe oxide sub-domains at the nanoscale, using three
distinct synthetic routes. Methods (I) and (II) involved the
co-precipitation of MgAlCe oxide and hydroxide in the presence
of MWW zeolites, while method (III) employed swelling and
intercalation of MWW layers with pre-formed LDH phases.

After calcination, these approaches yielded multi-component
materials with zeolitic layers and MgAlCe oxides that displayed
notable structural differences, resulting in varied metallic
active sites which influenced their catalytic behaviours. We
are currently studying their catalytic performance in oxidation
reactions via the Baeyer–Villiger mechanism, as well as in
isomerization, hydrogenation, and water-splitting processes.
The tuneable composition of the zeolite and LDH components,
along with the adjustable porous architecture, offers unique
opportunities for catalytic optimization. The development of
such tailored, high-activity multi-component catalysts repre-
sents a significant step forward in promoting sustainable
catalytic processes and contributing to a healthier planet.
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