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Luminescent chiral Tb-MOF microcrystals with the Tb,(COO),
subunit indicated strong green mechano-luminescence under compression. . s
Furthermore, piezofluorochromic behavior in the diamond anvil cell was observed, )
with the intensity tendency of decreasing—increasing—decreasing and a shortened ’
lifetime upon compression, due to the reversible stretchable Tb—Tb interactions.

The Tb—Tb distance upon compression was refined through in situ high-pressure E

X-ray absorption spectra, which was consistent with the tendency of the \,",' z =\
piezofluorochromic intensity. In situ high-pressure UV—vis absorption spectra, . Pressure = = — o heiod
Fourier transform infrared spectra, and powder X-ray diffraction demonstrated the . S (G])l;) oo

full recovery of Tb-MOF after over 10 GPa compressions due to the semiflexible
ligand. This work not only provided an ultrastable Tb-MOF but also illustrated the relationship of the piezofluorochromic behavior
with the detailed structural transformation for the first time.

RE-MOFs, mechano-luminescence, piezofluorochromic, high-pressure fluorescence, high-pressure XAS

flexible ligands commonly underwent interpenetration and
L . . . they did not collapse."®'” The flexible ligand is characterized
Stimuli-responsive luminescent metal—organic frameworks

(MOFs) are emerging materials, with luminescence dependent PY 2 stretchab?e backbone Upon COMPIession. For example,
on external stimuli, such as light, heat, pressure, efc 1—4 isostructural UiO-67 and UiO-abdc, with the same connected
) ) ) ) .

Piezofluorochromic MOFs are those structures that exhibit metal cluster, we;re built with .the ligands 4,4 -bipbenyldic?r-
hotophvsical chanees in response to external stress and ma boxylate and 4,4'-azobenzenedicarboxylate, respectively. With
Ee a PliZd in the ﬁ§1 ds of mg chanical sensine. security pa ez the addition of the flexible diazo linker, the mechanical stability
PP - : . g security paper, of UiO-abdc could reach up to 1.8 GPa, while UiO-67 could
efc. Traditional piezofluorochromic materials including o 20 .
. . . . only maintain up to 0.3 GPa.” Moreover, both UiO-66 and
organic and organometallic materials are observed with the

ball-milling treatment, and they tend to lose both crystallinity .U10.-67 underwent structural : ransformation at low pressure,
. . : indicating that the extended ligand could not strengthen the
and fluorescence once high pressure is applied (GPa scale).

. . . . mechanical stability of MOFs.
Detailed information on the structural transformation upon . g .
. . L Currently, MOF materials have indicated superior perform-
compression, however, has rarely been illustrated, and it is a

. : ance in the laboratory as a gas separator and a catalyst;

great challenge to reveal the subtle relationship between the o v | 838 Sep o ysh

. . . however, their industrial applications are very limited. This is
piezofluorochromic performance and the structural informa-

inly due to the unkn hanical .'> Material
tion.”'® To simplify the issue, luminescent rare-earth MOFs m'aﬁly ue to e ?n own mee z?;nca P r(l)perty ﬁa.elrlfa S
(RE-MOFs) were first considered due to their characteristic “}?t. e).(tenswg fluctl ity an d ben}?a]})ll l.ty zoiii be beneficial for
fluorescence, which related solely to the constituent RE their industrial p roc2e1s31ng, which is highly dependent on
. 11,12 U) . REI}\,/[OF indicated mechanical stability.” In fact, research on the mechanical
ions.th hift pon compression, - $ mdicated o wave- properties of MOF materials under the high-pressure condition
engn :h; .other hand, semiflexible ligands would be great is still in the early stages.”” The relationship between MOF

)

; : 13—15
candidates to build mechanically stable MOF."*~'® According structure and mechanical performance remains unclear.

to our previous studies, MOFs with rigid ligands easily collapse
under high pressure. For example, the irreversible breakage of
Zr—O(carboxylate) coordination bonds was observed in rigid May 1, 2024

Ui0-66 up to 0.4 GPa compression.'” The p,-1;:17; bridging May 1, 2024

carboxylate group in the rigid oriented Zr,O,(OH),(COO),, May 11, 2024
subunit undergoes a change in coordination to the p,-17;:1,

monodentate carboxylate group. However, the MOFs based on
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Therefore, developing mechanical ultrastable MOFs is
significant to promote their industrial applications.

Moreover, MOF materials crystallizing in piezoelectric space
groups should generate mechano-luminescence (ML) due to
surface cracking under external stress. Such cracked surfaces
should be immediately electrified to form positive and negative
charges, respectively, and the subsequent discharge process
would activate the excited states. The structure should then
decay to the ground state via emitting ML.>*~** This would
ensure the successful observation of the piezofluorochromic
phenomenon upon compression. Thus, the presence of a chiral
ligand with no symmetric centers would enhance the potential
for MOF to crystallize in the piezoelectric space groups. Once
the chiral ligand coordinated to metal ions or clusters, the
resulting MOF materials with a dipole structure or non-
centrosymmetric arrangement would achieve the piezoelectric
property and facilitate the generation of ML under
compression.w_3’2 Thus, a chiral semiflexible RE-MOF
crystallizing in a piezoelectric space group would be the
potential candidate to build a connection between structure
and piezofluorochromic performance upon compression.

Inspired by these analyses, a chiral semiflexible ligand
H;(CAM—MBA), named S-((3s)-3-carboxy-2,2,3-trimethylcy-
clopentane-1-carboxamido)isophthalic acid, was first synthe-
sized from the chiral flexible camphoric acid and the rigid S-
aminom-phthalic acid (Figure 1, Experimental Section). Tb-

Figure 1. Schematic diagram and crystal structure of the binuclear RE
center (a), the semiflexible ligand of CAM—MBA®~ (b) and the 2D
framework of RE-MOF (c). Hydrogen atoms were omitted for clarity.
(d) Photo images of the mechano-luminescence from Tb-MOF upon
manual squeezing.

MOF, Yb-MOF, and bimetallic (Tb,Yb,_,)-MOF were
obtained (Experimental Section). Investigations demonstrated
that Tb-MOF exhibits a strong green ML and piezofluor-
ochromic performance, ascribed to the reversible stretching of
the Tb—Tb interaction. In situ high-pressure studies revealed
that Tb-MOF maintains high crystallinity after compression to
over 10 GPa, with full recovery upon decompression. This
work not only illustrated the relationship between piezofluor-
ochromic performance with the detailed structural trans-
formation under high pressure but also provided the strategy
for the synthesis of mechanically ultrastable MOF materials.
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Single-crystal diffraction revealed that Yb-MOF crystallized in
the chiral triclinic P1 space group,”” *° where free DMF
solvent molecules worked as the chiral factors to disrupt the
crystal symmetry (Figures 1 and Sla, Tables S1 and S2). Each
eight-coordinated Yb(III) with a distorted dodecahedral
coordination geometry is bonded by five distinct carboxylate
groups and one DMF solvent. The symmetric Yb,(COO),
subunit with a Yb—Yb distance of 3.75 A was connected by the
bridging carboxylate groups with two Yb(III) ions, owing to
uyn'in' and py-n*in'-modes. Yb-MOF possessed a typical two-
dimensional (2D) layer structure, where binuclear Yb,(COO),
was interlocked by the ligand CAM—MBA®*~ (Figure 1). 2D
layers were packed along the a direction to the resulting 3D
structure (Figure S1). Unfortunately, no suitable crystal for
Tb-MOF was obtained for single-crystal diffraction. However,
powder X-ray diffraction (PXRD) analysis confirmed the
isostructural nature of Tb-MOF, Yb-MOF, and bimetallic
(Tb,Yb,_,)-MOF, suggesting the same structural parameters
for Tb-MOF, Yb-MOF, and bimetallic (Tb,Yb,_,)-MOF
(Figure S2). The composition of Tb(III) and Yb(III) in
bimetallic (Tb,Yb,_,)-MOF was examined by the ICP
technique, as TbygsYb, ;,-MOF and Tbg,,Yb, 3-MOF,
respectively (Table S3). Thermogravimetric analysis measure-
ments indicated that the decomposition temperature of Tb-
MOF was up to 460 °C (Figure S3).

The solid-state luminescent properties of Tb-MOF and
(Tb,Yb,_,)-MOF were first investigated at room temperature
(Figure S4). Under the excitation at 365 nm, bright-green light
emission was observed due to the characteristic emission
transition of D, — "F; (J = 3—6) of the Tb(III) ions (Figure
S4). Two intense emission bands at 487 and 544 nm
corresponded to the electronic transitions from the excited
state D, to the multiplets "Fs and Fs, while the relatively
weak emission bands at 585 and 618 nm originated from
SD,~ "F, and °*D,~ ’F; (Figure $4).>°** Moreover, the
fluorescence intensity and lifetime significantly reduced after
doping nonluminescent Yb(III) ions, where the lifetimes for
Tb-MOF, Tb,gYb, ,-MOF, and Tbg,,Yb, 30-MOF were
976.4, 780.0, and 745.8 s, respectively (Figure S4 and
Table S4). These results were in agreement with previously
reported Tb(III)-frameworks (Figure §4) 39

The most striking feature of Tb-MOF was the mechano-
luminescence (ML) property under low pressure, where a
strong green emission was observed on manually squeezing the
microcrystals between two glass slides (Figure 1). Further ML
experiments were conducted for Tb-MOF embedded in the
resin with different hardness (Figure SS). The ML of Tb-MOF
embedded in the resin with high hardness was observed under
S MPa compression (Figure S6). In contrast, a much weaker
signal for Tb-MOF with a resin of less hardness was detected
under 10 MPa compression (Figure S6). This suggested that
the ML of Tb-MOF was induced by the fracture of Tb-MOF
nanocrystals since the resin with less hardness could extend to
resist the compression.

In contrast to Tb-MOF, the Yb-doped (Tb,Yb,_.)-MOF
showed no obvious ML under the same condition, which
should be ascribed to the energy transfer between Tb(III) and
nonluminescent Yb(III) ions.””** To further understand the
influence of the proportion of Yb on the ML, Tb,,5Yb,,-
MOF was further synthesized with less Yb(III) doping, and no
ML was observed under the same condition. This might be
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Figure 2. (a) Schematic diagram of a DAC used in high-pressure experiments. (b) Plots of in situ-normalized piezofluorochromic intensity with
applied pressure. (c) Plots of band gap vs applied pressure, which were calculated from the in situ high-pressure UV absorption spectra. The filled
and open symbols represent compression and decompression, respectively. (d) Visible images of Tb-MOF powder under excitation at 365 nm and
the single crystal of Tb-MOF under indicated pressures. D represents decompression.
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Figure 3. (a, b) Photoluminescence decay curves and the calculated decay constants from the longer and shorter lifetime for Tb-MOF under
different pressures. (c, d) Fourier transform of k*-weighted EXAFS for Tb-MOF and the indicated Tb—Tb distance under distinct pressures. D
stands for decompression. (e) Energy-level change of Tb-MOF upon compression (S, spin-singlet states; T, spin-triplet states).

attributed to the D, excited energy level of Tb(III) being
higher than the °Fs), level of Yb(III); hence, excitons undergo
a transition from the *D, of Tb(III) to the °F;, of Yb(III) and
then return to the ground state, resulting in the fluorescence
quenching (Figure $8).”” PXRD indicated that there was no
significant structural change after the squeezing since the
diffraction patterns for Tb-MOF were mainly retained (Figure
S7). This interesting ML phenomenon of Tb-MOF was due to
the crystallization in the piezoelectric P1 space group.” >
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Encouraged by the ML of Tb-MOF, a diamond anvil cell
(DAC) was employed to generate quantifiable hydrostatic
pressure, and the relationship between pressure and photo-
luminescent (PL) intensity of Tb-MOF was then investigated
(Figure 2). The characteristic luminescence intensity at 544
nm of Tb-MOF was observed to first decrease with pressure,
before increasing, and finally decreasing again (Figures 2 and
S9). In the first region, 89% luminescence intensity linearly
diminished under the relatively low pressure range (<1.7 GPa);
in the second, the maximal intensity was reached at a pressure
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of 5.3 GPa, about 1.4-fold that of the pristine sample and 14.4-
fold that of the minimum intensity at 1.7 GPa; in the third, a
gradual decrease of the luminescence intensity fitting a
negative exponential function was observed with further
compression up to 23.2 GPa (Figure 2b). The luminescence
was partially recovered after releasing the pressure, which
suggested that the structural changes elicited by the
compression to 23 GPa could not be fully eliminated (Figure
S9). Moreover, no shift of the luminescent wavelength was
observed during the whole compressing—decompressing
process for Tb-MOF, which was ascribed to the characteristic
luminescence from the Tb element (Figure $9).** The typical
light-emitting materials were usually organic molecules, where
the emission intensity changes under high-pressure compres-
sion were mainly due to the enhanced intermolecular
interactions.

Tb(NO;);-6H,0 was also investigated as the control sample
to understand the subtle mechanism for the piezofluorochrom-
ism of Tb-MOF (Figures 2 and S10). A progressive
fluorescence quenching process was detected for Tb(NO;);-
6H,0 with increasing applied pressure, i.e, completely
different behavior to that of Tb-MOF. In contrast to binuclear
Tb(III) subunits in Tb-MOF, the single Tb(III) center was
observed with a Tb—Tb distance of 6.7 A, and no interaction
between the neighboring Tb(III) could be induced even at
24.3 GPa (Figure S11). This may suggest that the Tb—Tb
interaction would be responsible for the PL intensity change of
Tb-MOF under compression.

In situ time-resolved PL decay kinetics of Tb-MOF under
compression was further examined to explore the impact of
pressure on the self-trapped exciton (STE) recombination rate
of Tb-MOF (collected at 544 nm emission, Figure 3a). The PL
decay constants are listed in Table SS. Tb-MOF indicated a
single long PL lifetime of 871.4 us in the DAC at ambient
conditions, which was consistent with the typically observed
slow *D, — ’F; transition emission in common Tb-based
materials (976.4 us).**** Upon further compression, a short
lifetime component with a decay time of less than 200 us
appeared in the decay curve and gradually occupied the
dominant position, which resulted from the Tb—Tb interaction
within the bimetallic Tb,(COO), unit upon compression
(Table S5).*° Both the long and short lifetime components
progressively declined with increasing pressure, which
suggested the onset of the interparticle interaction to
contribute an additional STE emission behavior (Figure 3b).*”

To understand the occurrence of a short lifetime, the
detailed structure under compression of Tb-MOF was then
examined. The crystallinity of Tb-MOF nanocrystals under
compression was then first investigated by in situ high-pressure
PXRD (Figure S12). The long-term order of the Tb-MOF
framework was maintained up to 11.7 GPa since the diffraction
pattern showed no obvious changes compared to the simulated
one (Figure S12). Moreover, no new diffraction was observed
up to 11.7 GPa, suggesting there was no phase transition of
Tb-MOF and the long-term order was maintained. With
further compression, Tb-MOF underwent amorphization at
13.8 GPa, and no obvious diffraction was observed. These
suggested that the fluorescence changes under compression
lower than 11 GPa were ascribed to local stretching of the
binuclear Tb,(COO), unit.

Atomic pair distribution function (PDF) analysis could
provide information about the short- and intermediate-range
order in materials on the nanoscale, even for amorphous
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materials.”® Long-distance oscillation peaks before the signal
dampened to zero in the PDF show that the Tb-MOF retained
the locally ordered structure even after amorphization over
13.8 GPa, which resulted in partial fluorescence recovery after
the decompression (Figure S13 and Table S7). Meanwhile, the
color of the Tb-MOF microsize single crystal also simulta-
neously turned from colorless at ambient pressure to light
yellow under a pressure of 23.2 GPa, in which the crystal
morphology did not change significantly, and reversed back to
colorless after releasing the pressure (Figure 2d).

To elucidate the origin of the observed color change, in situ
high-pressure absorption spectra of Tb-MOF were collected in
DAC (Figure S14). At ambient conditions, Tb-MOF exhibited
an obvious excitonic absorption peak at 315 nm (Figure S14).
On increasing the pressure, the absorption peak experienced a
persistent red shift up to a pressure of 22.4 GPa, which may be
related to the dodecahedral shrinkage around Tb(III) ions
(Figure S14). The coordination shrinkage would promote the
overlap of Tb and O orbits, thus leading to the increase of
electronic band dispersion, eventually resulting in a reduction
of the band gap from 3.67 eV at ambient pressure to 3.08 eV at
224 GPa (Figures 2 and $14).*7°" Moreover, after fully
releasing the pressure, the absorption peak almost blue-shifted
back to 316 nm, which suggested that the coordination
environment of Tb(III) could be maintained during the whole
compressing/decompressing process. In general, the sensitivity
of the emission spectra to environmental changes is higher
than that of the absorption spectra. For Tb-MOF under
compression, the absorption indicated an obvious red shift,
while the fluorescence remained unchanged. This is due to the
fluorescence of Tb-MOF from the characteristic emission
transition of D, — 7Fl (J = 3—6) of the Tb(IIL) ions with a
fixed band-gap energy.”

This reversible shrinkage of the coordination environment
around Tb(III) ions was further demonstrated by the in situ
high-pressure FT-IR spectra (Figure S15), where the major
absorption peaks in the range of 1800—1250 cm™ were
studied in detail. No obvious new peaks or shoulder peaks
were observed with the pressure up to 9.7 GPa, and only a
minor blue shift was found (Figure S15). In agreement with
the UV absorption spectra, the FT-IR spectra were recovered
after releasing the pressure. This reversible coordination
shrinkage in Tb-MOF was ascribed to the flexibility of both
the ligand Cam—MBA®~ and binuclear Tb,(COO), clusters.
Moreover, to further verify its reversibility, we recorded the
fluorescence spectra of Tb-MOF during three consecutive
compression—decompression cycles, which indicated that the
framework has excellent flexibility (Figure S16).

According to previous reports, we speculated that both the
transformations of the piezofluorochromic intensity and
lifetime of Tb-MOF under compression resulted from the
transition of Tb—Tb interactions. When 365 nm excitation was
used under ambient conditions, the carriers in the ground
states were excited to the STE singlet states and then
underwent a fast intersystem crossing (ISC) from the singlet
states to the triplet states; moreover, the strong and long-
lifetime phosphorescence was generated from the radiation
decay of the triplet exciton, which is the characteristic
luminescence of rare-earth ions (Figure 3e).”>%% At lower
pressures (<1.7 GPa), the Tb—Tb interaction was enhanced
due to the shortened distance, where the overlapping of the
electron clouds of Tb(III) could occur and lead to a decrease
of the highest occupied molecular orbital (HOMO)—least
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unoccupied molecular orbital (LUMO) gap of the binuclear
Tb cluster and the appearance of a short lifetime component in
the decay curve.*”*® Thus, the nonradiative excitation electron
transfer effectively deactivated the radiation energy and
weakened the emission (Figure 3e Step 1), which was
consistent with the observation for the AugS,(SCH,Ph);,
nanocluster.”® The electrostatic repulsion from Tb(III) ions
then turned into the dominant force to overcome the influence
from the compression up to 5.3 GPa, and the Tb—Tb
interaction was weakened due to the elongated distance, where
the intensity of the emission was enhanced. However, external
pressure reduced the difference energy AE (the balance
between the singlet and triplet states), which promoted the
pressure-driven reverse intersystem crossing (RISC) from
long-lived triplet excited states back to short-lived singlet
excited states, leading to the lifetime being shortened (Figure
3e Step 2).*7°»> Thus, the shortened lifetime fluorescence
upon compression was attributed to the thermal activated
delayed fluorescence (TADF), which refers to the low-energy
triplet excitons transiting to the singlet state through RISC,
followed by radiative transitions back to the ground state.*”*
Once the pressure went beyond 5.3 GPa, the compression
reversed back to be the dominant force, Tb—Tb interactions
were enhanced again, and AE further decreased, resulting in a
progressively weakened intensity and lifetime (Figure 3e Step
3).

In order to demonstrate our hypothesis and quantify the
dynamic shrinkage of binuclear Tb,(COO), clusters under
pressure, in situ high-pressure X-ray absorption spectroscopy
(XAS) measurements with smaller compression steps were
carried out up to 10 GPa since the dual inflection point
behavior for Tb-MOF fluorescence intensity occurred at less
than 10 GPa (Figures 3, S17, and S18). In situ X-ray
absorption near-edge structure (XANES) of the Tb L;-edge
indicated that the pressure-dependent XANES curves of Tb-
MOF overlapped with the curves of the pristine sample and
the control sample Tb,03, suggesting that the oxidation state
of the Tb element retained the same trivalent state during the
compressing and decompressing process (Figure $17).”" >’

The coordination environment and neighboring interatomic
distances of Tb(III) in Tb-MOF were further analyzed by
extended X-ray absorption fine structure (EXAFS) (Figure
S18). In the ambient state, two obvious peaks at 2.27 and 3.80
A were observed for Tb-MOF, which were attributed to Tb—0
and Tb—Tb scattering paths and were similar to 2.24 and 3.63
A observed in Tb,0; (Figure S18). Due to the complexity of
Tb—O bonds, Tb—Tb bond lengths were calculated to reflect
the influence of compression, which was also highly related to
the piezofluorochromic performance of Tb-MOF. Tb—Tb
distance upon compression indicated the same tendency as the
piezofluorochromic intensity under compression, as dropping
from 3.80 to 3.34 A at 0.9 GPa, then increasing to 3.65 A at 8.2
GPa, and further decreasing to 3.61 A at 11.0 GPa (Figure 3d
and Table S6). More importantly, after releasing the pressure
to 0.6 GPa, the Tb—Tb distance reversed back to 3.47 A,
which was very close to the length in the first compression at
1.1 GPa. The observation confirmed that the piezofluorochro-
mic performance of Tb-MOF was ascribed to the transition of
the Tb—TD interaction upon compression, and Tb-MOF could
retain the intact framework up to 10 GPa. Compared to the
other reported MOFs, Tb-MOF possessed ultrastable
mechanical stability (Figure 4 and Table $8).>'®!720#360=70
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Figure 4. Mechanical stability of Tb-MOF compared to those of
other reported MOFs.

In addition, the energy transfer from ligand to metal is also
critical for Tb-MOF fluorescence since the fluorescence ener:
of Tb-MOF was from the transfer from the excited ligand.”' ="
To assess the efficiency of the energy transfer from ligand to
metal, in situ high-pressure absorption spectra for the ligand
H,CAM—MBA were then conducted (Figure S19). With the
pressure increasing, the absorption peak gradually red-shifted,
and the optical band gap decreased linearly, suggesting that the
excited level of the ligand H;CAM—MBA was downregulated
with compression. This was inconsistent with the observed
double inflection point behavior of Tb—MOF under
compression, which suggested that the energy transfer from
the ligand to the Tb(III) ion was not directly correlated with
the fluorescence evolution of Tb-MOF upon compression.
Thus, the influence of the fluorescence intensity of Tb-MOF
was mainly due to the stretching of the Tb—Tb distance upon
compression.

To further demonstrate the conclusion that the difference
energy AE (the balance between the singlet and triplet states)
decreases under high pressure, the theoretical calculation of the
HOMO-LUMO band-gap value of the binuclear Tb,(COO),
molecule with different Tb—Tb distances was investigated with
the ORCA software.”*”’® To mimic the binuclear Tb,(CO0),
unit, formic acid was used to construct the Tb,(HCOO),
single molecule. With the shortened Tb—Tb distance, the
greater number of electron clouds overlapping the Tb(III) ions
resulted in a decrease of the HOMO—LUMO gap of the
binuclear cluster (Figure S20). As the Tb—Tb distance
shortened from the initial 3.80 A to the shortest 3.40 A, the
HOMO—-LUMO band gap decreased from 5.84 to 4.80 eV
(Table S10). Thus, the dual inflection point behavior for the
Tb-MOF fluorescence intensity under compression was highly
related to the stretchable Tb—Tb distance in Tb-MOF.

Furthermore, a similar phenomenon was observed for Yb-
doped (Tb,Yb,_,)-MOF, suggesting the existence of Tb(III)
was mainly responsible for the piezofluorochromism (Figures
2, S21—S25, Table S9). The minor differences should result
from the distinct content of Tb(III) in Yb-doped bimetallic
(Tb,Yb,_,)-MOF.

In summary, we have reported a smart 2D piezoelectrochromic
chiral Tb framework, which could stabilize under ultrahigh
pressure up to 10 GPa. Tb-MOF microcrystals indicated
intriguing mechano-luminescence under manual squeezing due
to crystallization in the piezoelectric P1 space group. Upon
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high-pressure compression in the DAC, Tb-MOF exhibited
characteristic Tb(III) luminescence with the intensity
tendency of decreasing—increasing—decreasing and a pro-
gressively shortening lifetime. In situ high-pressure XAS
demonstrated that the photoluminescence transformation
during the compression was ascribed to the stretchability of
Tb—Tb interaction. In situ high-pressure UV absorption
spectra and FT-IR demonstrated the reversible coordination
environment transformation around the center Tb(III) in Tb-
MOF upon compression/decompression. We used a chiral
semiflexible ligand to construct an ideal platform for exploring
the influence of metal nodes on the fluorescence performance
of MOF materials under external pressure. This work not only
provided the mechanism of high-pressure luminescence for
RE-MOF but also illustrated the relationship of the
piezofluorochromic performance with the detailed structural
transformation for the first time.

The Supporting Information is available free of charge at
https://pubs.acs.org/doi/10.1021/jacsau.4c00259.
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